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axvY)y) =5, 6, 8, 9—FhrZkRO-7H-KEYKN [4", 3’
4, 5] OO [2, 3—b]l EVYY=T—4)L] ZTFIIL} ryOnF
H > HILR VB,

(11) Y2—-4—-{2-[9— (4—7pORVYIl) -5, 6, 8,
9—FhkSkERO-7H-EYRK[4', 3" 4, 5] ¥oo [2, 3—
bl EVZY—=T7—aAN] —2—-FFYVIFIL} >oONFH U HILKRVE
(12) YR—4—-{2—FFvYy—-2—-[9—- (2, 4, 5—tMY7)IA
axvY)y) =5, 6, 8, 9—FhrZkRO-7H-KEYKN [4", 3’
4, 5] OO [2, 3—b]l EVYY=T—4)L] ZTFIIL} ryOnF
H > HILR VB,

(13) $2—-4—-{2-[9— (4—/7p0O—-2—-2)FARVII)
-5, 6, 8 9—FhrZkrFO-7H-KEYK[4", 3" :4, 5] FK
oo [2, 3—b] EYYY—T7T—4q)] —2—FFVIFIL} VO~F
H > HILR VB,

(156) YZ2—4—-{2-[9—- (3—=/0O-2, 4—=U7)L4ORY
J)I) =5, 6, 8, 9—FbhSkRO-T7H-KEYK[4", 3" :4,
5] koo [2, 3—b]l EYYY—T—A)L] —2—FFYIFIL} U
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AONFH Y ALKV,

(16) YZ2—-4—-{2-[9— (4—700-3—-2)AORVII)
-5, 6, 8 9—FhrZkrFO-7H-KEYK[4", 3" :4, 5] FK
oo [2, 3—b] EYYY—T7T—4q)] —2—FFVIFIL} VO~F
H > HILR VB,

(19) v2—4—-{2-[9- (3, 5=yspoaRvI)) —5, 6
, 8, 9—=FbhZERO-T7TH-EYR[4", 3" :4, 5] OO [2
, 3—b]l ENVYY—=T—A)] —2—FFVIFI} 7O~ FH2HIL
R,

(22) b+SIVvR—-4—-{2—-FFYv—-2—-19- (2, 4, 5—-H+)7
rAaRvYNL) =5, 6, 8, 9—F Sk RO-7TH-EY R[4,
3" 4, 51 ¥Oom[2, 3—blEUYY—-T—4a4)] TFI} 0O
~NFH VALK VB,

(23) ~SvR—4—-{2-[9—- (4—70O0-2—-7)FAORVY
J) =5, 6, 8, 9—F Sk RO—-T7H-FYRI[4" , 3" :4, 5
leon[2, 3—b] EYISY—-T—4q4)] —2—FFVYIFI} 0O
~NFH VALK VB,

(25) b+3vR=—4—-{2-[9- (3=—9y00-2, 4—-T7)L70O
~NyY)N) -5, 6, 8, 9—-FhkFkrO-7TH-EY K [4", 3’
4, 5] oo [2, 3—b]lEYYY—T—q)] —2—-FFYVIFI}
SoOnFH Y ALKV,

(26) K~SVvRAR—4—-{2—-[9—- (4—70O0-3—-7)FAORVY
J) =5, 6, 8, 9—F Sk RO—-T7H-FYRI[4" , 3" :4, 5
leon[2, 3—b] EYISY—-T—4q4)] —2—FFVYIFI} 0O
~NFH VALK VB,

(29) btZvR—4—-{2-[9- (3, 5=ysOORVIIL) =5
, 6, 8, 9—FKhSERO-7H-FEYRI[4", 3" :4, 5] Koo
[2, 3—b]l EYYY—-T—A)] —2—FFVIFI} >rO~NFHY
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ALKV EE,

(30) b+ZvR—=—4—-{2-[9— (4—7NAORVI)) —5, 6
, 8, 9—F b ZEFO-T7TH-EJKN[4", 3" : 4, 5] KOO ([2
, 3—bl1 EVYY—=T—A)V] —2—-FFVIFI} Okl
R,

(31) +SvR=4—-{2-0[9- (2, 4=U2)4ORVII) —
5, 6, 8, 9—FKSkERO—-7H-FYR[4", 3" :4, 5] FKO
nOl2, 3=b]l]EYYY=T—q4I] —2—FFVIFI} 7O NFY
VAR VB,

(32) b+SIVvR—4—-{2—-FFY—-2—-1[9- (3, 4, 5—-H+)7
rAaRvYNL) =5, 6, 8, 9—F Sk RO-7TH-EY R[4,
3" 4, 51 ¥Oom[2, 3—blEUYY—-T—4a4)] TFI} 0O
~NFH VALK VB,

(33) +SvR—4—-{2-[9—- (4—ynOarRvYI) -5, 6,
8, 9—F kS RO—-7H-FYRI[4 , 3" :4, 5] ¥ooI[2,
3=b]l EVIY-T—A)] —2—FFVIFIL} 7O~NFH VAR
i N

(36) YR—4—-{2—FFvVy—-2—-[9—- (2, 3, 4, 6—-F+5
JhFAarRyY)) =5, 6, 8, 9—FhSerRO-T7TH-EY K [4'
, 3" 4, 5]1¥OO[2, 3—b]l]EYSY—-T—a)] TFIL} 2V
AONFH Y ALKV,

(37) b+3v2R—4—-{2—-FFY-2-1[9- (2, 3, 4, 6—7F
NSo4aRyIL) -5, 6, 8, 9—FhSERAO-TH-EY R [
4' , 3" :4, 5]¢¥oaol2, 3—blEYSY—T7—4IL]1 TFI}
SoOnFH Y ALKV,

(38) b+3vR—4—-{2-[9—= (4—=>T/RVYIY))) —5, 56—
JAFI—-5, 6, 8, 9—-FhSErRO-TH-EYR[4", 3" : 4
, 5l oA [2, 3—b]lEYYY=T—A)L] —2—FFYIFIL} ¥
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JONFH ALK VB,

(39) b+ vR—4—{2—-[9—- (3, 4=U7)L4ORVYIII) —
5, 6, 8, 9—FKSkERO—-7H-FYR[4", 3" :4, 5] FKO
nOl2, 3=b]l]EYYY=T—q4I] —2—FFVIFI} 7O NFY
VAR VB,

(40) b+SIvR—4—-{2—-FFYv—-2-19- (2, 3, 4—-+1)7
rAaRvYNL) =5, 6, 8, 9—F Sk RO-7TH-EY R[4,
3" 4, 51 ¥Oom[2, 3—blEUYY—-T—4a4)] TFI} 0O
~NFH VALK VB,

(41) b+3vR—4—-{2-[9— (3—700—-4—-7)dORVY
V) =5, 6, 8, 9—F SERO—T7TH-FYRI[4 , 3" :4, 5
leon[2, 3—b] EYISY—-T—4q4)] —2—FFVYIFI} 0O
~NFH VALK VB,

(43) 4—-{2-[9—- (4—->F7I/RVY)L) —5, 6, 8, 9—F
NSberkOo—-7H-EYK[4, 3" :4, 5] ¢¥Oon[2, 3—b]E
)OO —=T—4)] —2—FFVIFIL} REEH.

(44) YZ2—-4—-{2-[9— (3, 4=y o)lAOrRvII) =5,
6, 8, 9—F7bhZErO-7H-EYK[4", 3" :4, 5] OO [
2, 3—=b1ENVISY=T—A)] —2—-FFYIFII} /A~ FH VN
VIRV ER,

(45) YR—4—-{2—FFV—-2—-[9—- (2, 3, 4—bYT)IA
axvY)y) =5, 6, 8, 9—FhrZkRO-7H-KEYKN [4", 3’
4, 5] OO [2, 3—b]l EVYY=T—4)L] ZTFIIL} ryOnF
H > HILR VB,

(46) 2Z2—4—-{2-[9— (3—7pE—-4—-7,4a~RrI))
-5, 6, 8 9—FhrZkrFO-7H-KEYK[4", 3" :4, 5] FK
oo [2, 3—b] EYYY—T7T—4q)] —2—FFVIFIL} VO~F
H > HILR VB,
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(47) YRA—4—-{2-1[9- (3, 4—y/oORvyIJ)) —5, 6
, 8, 9—=FbhZERO-T7TH-EYR[4", 3" :4, 5] OO [2
, 3—b]l ENVYY—=T—A)] —2—FFVIFI} 7O~ FH2HIL
R,

(48) b+ZvR—4—{2—-[9—- (3, 5=U7)L4ORVYIII) —
5, 6, 8, 9—FKSkERO—-7H-FYRKR[4', 3" :4, 5] FKO
nOl2, 3=b]l]EYYY=T—q4I] —2—FFVIFI} 7O NFY
VAR VB,

(49) btZvR—4—-{2-[9—- (3—70O0-5—-7)FdORVY
J) =5, 6, 8, 9—F Sk RO—-T7H-FKFYRI[4", 3" :4, 5
leon[2, 3—b] EYISY—-T—4q4)] —2—FFVYIFI} 0O
~NFH VALK VB,

(50) Yzx2—4—{2—-109— (3, 5—=vYi4AarRVIIL) —5,
6, 8, 9—FbhSERO-7TH-EYRK[4", 3" :4, 5] oo [
2, 3—bl1EBYYY=T—A)] —2—FFYIFI} >/a~FHTh
VIRV ER,

(61) 2Z2—-4—-{2-[9— (3—/70O-5—7/.4aRYI)
-5, 6, 8 9—FhrZkrFO-7H-KEYKR[4", 3" :4, 5] FK
oo [2, 3—b] EYYY—T7T—4q)] —2—FFVIFIL} VO~F
H > HILR VB,

(67) 4—-{2-1[9- (2, 4—-yo)x+O~rRv)) —5, 6, 8
, 9—FbhZERO-7H-KEYUKI[4", 3" 4, 5] KOO[2, 3
—bl EYIY—-T—AN] —2—FFVIFI} —2-I I FIREER
(68) 2—-TbhF¥—4- {2-[9—- (3—7)4O0RVYIIN) —5
, 6, 8, 9—FKhSERO-7H-FEYRI[4", 3" :4, 5] Koo
[2, 3=b] EUYY—=T—q)L] —2—-FFYVIFI} REEHE,.
(59) (3— {2—=[9— (3—=7/AORVYYNL) -5, 6, 8, 9
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—FhSERO-7H-EYRKR[4", 3" :4, 5] OO l[2, 3—b
1EYVYY~-T—q40V] —2—-FFYIFI} 7x)L) BB,

(60) (3= {2=[9—- (2, 4=U7)AORVY)L) —5, 6,
8, 9—FhkZERO-7H-EYK [4", 3" :4, 5] ¥ono [2,
3—b]l EVYY—=T7T—A4)] —2—-FFVIFI} T71TZ)L) BB,
(61) 4—- {3—-[9— (3=7ixORVI)N) -5, 6, 8, 9—
FhSeRrO—-7H-EY R[4, 3' : 4, 5] ¢¥Ooo[2, 3—b]
EYIy—T7—a4)L] =3 —-FFv 70} REEBL.

(62) 4— {3—[9- (2, 4=yo7)AaORVYIIL) —5, 6, 8
, 9—FhZERKO-7H-KEYKN[4", 3" :4, 5] KOO ([2, 3
—b] EYIY~-T—q)] =3 —-FFV T OEL} REEHE.

(63) 33— {3—=[9— (3=7ixOORVY)N) -5, 6, 8, 9—
FhSERO-7H-FYR[4, 3" :4, 5] ¢¥aom (2, 3—b]
EYIy—7—140] —3—FFv 7O} REELL.

(64) 3—{3—~[9— (2, 4= 7)4arRVIN) -5, 6, 8
, 9—FhkZERKO-7H-KEYK[4", 3" :4, 5] KOO [2, 3
—b] EYYY—-T—q)] =3 —-FFV S OEL) REER.

(65) 2—s00-4— {2—[9— (3—2/74O~RVIIL) —5,
6, 8, 9—FhZERO-7H-KEYR[4", 3" :4, 5] 00Ol
2, 3=b]l EYIY-T—q4L] —2—-FFYVIFI} LEEBB.
(66) 3—7i0x0—-4— {2—[9— (3—7)4ORYIIL) =5
, 6, 8, 9—FrSkRO—-7H-FYRI[4 , 3" :4, 5] ¥OoO
[2, 3=b]EYISY—-T—AN] —2—FFVIFIL) REEERA.
(67) 3—-s0O0-4-— {2—[9—- (3=2)7dO~RVYIIL) —5,
6, 8, 9—FhSkRAO-7TH-EYR[4', 3" :4, 5]l KOOl
2, 3=bl EYISY-T—q4L] —2—-FFYVIFI} LEEBB.
(68) 2—{3—-[9— (3—7ix0ORVY)I) -5, 6, 8, 9—
FhSeERO—-7H=-EYRKR[4', 3' : 4, 5] ¢¥Ooo[2, 3—b]
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Yy —T7—4)L] —3—-FFvY 7O} ZREERE.

(69) 2—-{3—-1[9—- (2, 4—-yo)x+O~rRv)) —5, 6, 8
, 9—FbhZERO-7H-KEYUKI[4", 3" 4, 5] KOO[2, 3
—b]l] EYYY—-T—q4L] =3 —FFv S OEL} REER.

(70) 2—-70m—-4—-{2—-[9— (2, 4=V I))
-5, 6, 8 9—FhrZkrFO-7H-KEYK[4", 3" :4, 5] FK
oo [2, 3—=b]l] EUYY—=T—aL] —2—FFYIFIL} DILKRVEE
(71) 2—-7040-4—- {2—[9— (3—7)4ORVYII) —5
, 6, 8, 9—FKhSERO-7H-FEYRI[4", 3" :4, 5] Koo
[2, 3—b]l EYYY—=T—A)] —2—FFVIFI} DKV
(72) 4-{2—-[9—- (3—=7)400RVY)) —5, 6, 8, 9—
FhSeRkO—-7H-KEYRKR[4", 3" :4, 5] KOO [2, 3—b]
BV —=T—A4)] —2—FFYVIFI} —3—AFILAILKVEE.
(73) 4—-{2-[9—- (2—=vyaO~*xY)LIFII) —5, 6, 8,
9—FhkSkERO-7H-EYRK[4', 3" 4, 5] ¥oo [2, 3—
bl EYSY—T7T—AN] —2—-FFYVIFII} REEH

(74) 4-{2—-[9— (3—=7)4O0RVY)) —5, 6, 8, 9—
FhSeRkO—-7H-KEYRKR[4", 3" :4, 5] KOO [2, 3—b]
VOV —T—A4)] —2—FFYVIFI} —2—-4NFILEEH.
(75) 4—-{2—-[9—- (3—=7)400RVY)) —5, 6, 8, 9—
FhSeRkO—-7H-KEYRKR[4", 3" :4, 5] KOO [2, 3—b]
EYVOY—T—a4)] —2—FFYVIFI} —3 -4 MFILEEH.
(76) (4— {2—[9— (3—7/AORVYYNL) —5, 6, 8, 9
—FrSeRkO-7H-EYRK[4", 3" :4, 5] ¥¥Oool[2, 3—b
1EYVSY=T—A)V] —2—FFYVIFI} 7)) BEBR.

(77) (4— {2—-[9—- (2, 4=Y7N4ORYYI)) =5, 6,
8, 9—FhZERO-7H-EYK[4", 3" :4, 5] OO [2,
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3—bl EYVIY—=T—4)] —2—-FFVIFI} 7)) BEFA.
(78) 4—-{2—-[9—- (3—7)40O0RVY)) —5, 6, 8, 9—
FhSeERO-7H-EYRK[4", 3" :4, 5] oo [2, 3—b]
BV —=T—A4)] —2—FFVIFI} —2 - XAFIREEH.

(79) 4—-{2-1[9- (2, 4—-yo)x+O~rRv)) —5, 6, 8
, 9—FhZERO-7H-EYK[4", 3" :4, 5] KOO [2, 3
—b]l EYVIY=-T—aAN] —2—-FFYVIFI} —2-7NAOREERE
(80) 4-{2—-[9- (2, 4—-yo)x+O~rRv)) —5, 6, 8
, 9—FhZERO-7H-EYK[4", 3" :4, 5] KOO [2, 3
—b] EVIY—T—A)] —2—FFVIFI} —2 - AFIREER.
(81) 4—-{2-[9- (2, 4—-yo)x+O~rRv)) —5, 6, 8
, 9—FhZERO-7H-EYK[4", 3" :4, 5] KOO [2, 3
—b]l EYVIY=T—AN] —2—-FFYVIFI} -2 FIREEHE
(82) (2= {2—=[9—- (3—=7/AORYY)NL) —5, 6, 8, 9
—FhSeERO-7H-EYRKR[4", 3" :4, 5] oo [2, 3—b
1EYVSY=T—A)V] —2—FFYVIFI} 7)) BEBR.

(83) (2—{2—-[9—- (2, 4=Y7N4ORYYI)) —5, 6,
8, 9—FhNZERKO-7H-KEYKI[4", 3" : 4, 5] KOO [2,
3—bl EYVIY—=T—4)] —2—-FFVIFI} 7)) BEFA.
(84) 4-{2—-[9- (2, 4—-Yyo)x+O~rRv)) —5, 6, 8
, 9—FhZERO-7H-EYK[4", 3" :4, 5] KOO [2, 3
—b]l EYVIY—=T—AN] —2—-FFYVIFI} -3 XA MFIREEHE
(85) 2—- (4—{2—-[9—- (3—=7)4O0RVY)) —5, 6, 8
, 9—FhZERO-7H-EYK[4", 3" :4, 5] KOO [2, 3
—b]l] EVIY—=T—aAN] —2—FFYIFI} 7)) —2—XAFI



WO 2012/005227 47 PCT/JP2011/065312

pASVAD N

(86) 2— (44— {2—-[9— (2, 4—-vo)lAORVII) =5,
6, 8, 9—FbhZkRrRO-7H-KEYUKI[4", 3" :4, 5] OO [
2, 3—-blBYSY—-T—A)L] —2—FFYIFI} 7)) —2—
AFIINTORVER

(87) 4—-{2—-[9—- (3—=7)400RVY)) —5, 6, 8, 9-—
FhSeRkO—-7H-KEYRKR[4", 3" :4, 5] KOO [2, 3—b]
VY —T7T—a4)] —2—FFVIFI} —2—-kFOFIREEH.
(88) 4—-{2—-[9—- (2, 4—-yo)x+O~rRv)) —5, 6, 8
, 9—FbhZERO-7H-KEYUKI[4", 3" 4, 5] KOO[2, 3
—b]l EVYY—=T—A)] —2—FFVIFI} —2-ErFOFIREE
2.

(89) 22— (RuvLFFy) —4— {2—-[9—- (2, 4= 7)LF
axvY)y) =5, 6, 8, 9—FhrZkRO-7H-KEYKN [4", 3’
4, 51 o0 [2, 3—b]lEYSY-T—q)] —2—-FFVIFIL
} REEE.

(90) 4— {2—[9- (3, 5—=y7)4aORYIIL) —5, 6, 8
, 9—FbhZERO-7H-KEYUKI[4", 3" 4, 5] KOO[2, 3
—b]l EYVIY=T—AN] —2—-FFYVIFI} -2 FIREEHE
(91) 2—=XRFF¥—-4—-{2—FFV-2-1[9- (2, 4, 5—F}
yziltAaRvIN) —=5, 6, 8, 9—-FhSeERO-7TH-EY R [4
", 3 :4,5]1¢¥OoOIl[2, 3—b]lEYTY—-T—aL] TFIL} &
BE.

(92) 4-{2—-[9—- (4—7)AORVY)) —5, 6, 8, 9—
FhSeRkO—-7H-KEYRKR[4", 3" :4, 5] KOO [2, 3—b]
VOV —T—A4)] —2—FFYVIFI} —2—-4NFILEEH.
(93) 4-{2-[9— (4—vpoaRVYIYJIL) =5, 6, 8, 9—7F
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NSberkOo—-7H-EYK[4, 3" :4, 5] ¢¥Oon[2, 3—b]E
IOV —=T—AN] —2—FFYIFI} —2—-X MNFIREER.

(94) 4—-{2—-[9—- (3—7OORvYYIL) —5, 6, 8, 9—F
NSberkOo—-7H-EYK[4, 3" :4, 5] ¢¥Oon[2, 3—b]E
IOV —=T—AN] —2—FFYIFI} —2—-X MNFIREER.

(95) 4—{2—-[9—- (4—vOO-3—-7)AORVI)) -5,
6, 8, 9—FbhSERO-7TH-EYRK[4", 3" :4, 5] oo [
2, 3—bl1BYSY—T—A)L] —2—FFYIFI} —2—-X I FIE&
BE.

(97) 4—-{2—-[9—- (4—voOO—-2-7)AORVI)) -5,
6, 8, 9—FbhSERO-7TH-EYRK[4", 3" :4, 5] oo [
2, 3—bl1BYSY—T—A)L] —2—FFYIFI} —2—-X I FIE&
BE.

(98) 4—{2—-[9—- (3—2O0O—-4—-7)AORVI)) -5,
6, 8, 9—FbhSERO-7TH-EYRK[4", 3" :4, 5] oo [
2, 3—bl1BYSY—T—A)L] —2—FFYIFI} —2—-X I FIE&
BE.

(101) 4-—{2—-[9—- (4—/OORvY)L) —5, 6, 8, 9—
FhSeRkO—-7H-KEYRKR[4", 3" :4, 5] KOO [2, 3—b]
BV —=T—A4)] —2—FFVIFI} —2 - XAFIREEH.
(102) 4—-{2-[9—- (3—/OoOrRvZ)) —5, 6, 8, 9—
FhSeRkO—-7H-KEYRKR[4", 3" :4, 5] KOO [2, 3—b]
BV —=T—A4)] —2—FFVIFI} —2 - XAFIREEH.
(103) 4—{2—-[9—- (3, 65=vy7iAaRYIYI) -5, 6,
8, 9—7hZkKkO-7H-EYKR[4", 3" : 4, 5] KOO [2,
3=blEYIY=T—aL] —2=FFYIFI} —2—-AFNLRBERE

>

(104) 22— FN—4—- {2—AFY—-2—-[9—- (2, 4, 5—Fh
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yziAaRvIN) —=5, 6, 8, 9—-FhSeERO-7TH-EY R [4
', 3 :4,5]FOoAal[2, 3-b]EYYY-T—A4L] TFIL} &
BE.

(105) 4—{2—-[9—- (4—/vO0O—-2—-7).4ORYT)) =5
, 6, 8, 9—FKhSERO-7H-FEYRI[4", 3" :4, 5] Koo
[2, 3=b] EYIY—=T—aL] —2—FFYIFIL} —2—-XFILER
BE.

(106) 4—{2—[9— (3, 4=vy7)AaRVIYI) -5, 6,
8, 9—FhNSkERO-7H-KFYRI[4' , 3" :4, 5] rool[2,
3—bl ENYY=T—A)] —2—=FFVYIFI} —2—-—ANFIREE
2.

(111) 4—{2-[9— (4—7)AORVIL) —5, 6, 8, 9
—FrSeRkO-7H-EYRK[4", 3" :4, 5] ¥¥Oool[2, 3—b
1EYVISY=T—a4N] —2—-FFYVIFI} —2 - AFINREEHE
(112) 4—-{2-[9— (3—/O0O0—-4—-74ORYI)) =5
, 6, 8, 9—FKhSERO-7H-FEYRI[4", 3" :4, 5] Koo
[2, 3=b] EYIY—=T—aL] —2—FFYIFIL} —2—-XFILER
BE.

(113) 4—{2-[9— (4—/O00-3—-7).40RYY)) =5
, 6, 8, 9—FKhSERO-7H-FEYRI[4", 3" :4, 5] Koo
[2, 3=b] EYIY—=T—aL] —2—FFYIFIL} —2—-XFILER
BE.

(114) 4—-{2-[9—- (3, 4=y orAOrRvII) =5, 6,
8, 9—FhNSkERO-7H-KFYRI[4' , 3" :4, 5] rool[2,
3=blEYIY=T—aL] —2=FFYIFI} —2—-AFNLRBERE
(118) 4—{2—-[9— (4—o)AORVIIL) —5, 6, 8, 9
—FrSeRkO-7H-EYRK[4", 3" :4, 5] ¥¥Oool[2, 3—b
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1YY =T—A)L] —2—FFYIFIL} —2, 6—=—IUXRFIREE
.

(119) 4—-{2—-[9—- (4—/OORvY)) —5, 6, 8, 9—
FhSeRAO—-7H-EYKR[4", 3" :4, 5] oo [2, 3—b]
BYUIY—T—AL] —2—FFYIFI} —2, 6 =IANFIRBER
(120) 4—{2—=[9— (2, 4=v7)ARVYI) -5, 6,
8, 9—FhNSkERO-7H-KFYRI[4' , 3" :4, 5] rool[2,
3=b]lEVSY-T—A)] —2—FFVYIFIL} —2, 6= XKFD
ZEES.

(125) 4—{2—-[9— (3—7poAaRvYJ)) —5, 6, 8, 9—
FhSeRAO—-7H-EYKR[4", 3" :4, 5] oo [2, 3—b]
BYUIY—T—AL] —2—FFYIFI} —2, 6 =IANFIRBER
(126) 4—{2—[9— (3, 65=vy7iAaRVIYI) -5, 6,
8, 9—FhNSkERO-7H-KFYRI[4' , 3" :4, 5] rool[2,
3=b]lEVSY-T—A)] —2—FFVYIFIL} —2, 6= XKFD
ZEES.

(127) 2, 6=-UXI Fv—4— {2—FFY—-2—-[9—- (2, 4
, 5=k zAORYIIN) =5, 6, 8, 9—-FKrhSERO-T7TH-F
J)r[4", 3" 4, 5] Koo [2, 3—b]lEYVYY-T—a)L] T
FIL} REEE.

(128) 4—{2—-[9— (4—/vOO—-2—-7).4ORYY)) =5
, 6, 8, 9—FKhSERO-7H-FEYRI[4", 3" :4, 5] Koo
[2, 3—b]1 EYYY—-T—AN] —2—-FFYVYIFI} —2, 6-IX
N &2 BB,

(129) 4—-{2—-[9—- (4—/O00-3—-7.4ORYY)) =5
, 6, 8, 9—FKhSERO-7H-FEYRI[4", 3" :4, 5] Koo
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[2, 3—b]1 EYYY—-T—AN] —2—-FFYVYIFI} —2, 6-IX
N &2 BB,

(130) 4—-{2-[9—- (3—/7O0O0—-4—-74aORYIY)) —5
, 6, 8, 9—FKhSERO-7H-FEYRI[4", 3" :4, 5] Koo
[2, 3—b]1 EYYY—-T—AN] —2—-FFYVYIFI} —2, 6-IX
N &2 BB,

(132) 4—{2-[9—- (3, 4—-yorAOrRvII) =5, 6,
8, 9—FhNSkERO-7H-KFYRI[4' , 3" :4, 5] rool[2,
3=b]lEVSY-T—A)] —2—FFVYIFIL} —2, 6= XKFD
ZEES.

(133) 4—{2—-[9— (3—7)400RVY)) —5, 6, 8, 9
—FrSeRkO-7H-EYRK[4", 3" :4, 5] ¥¥Oool[2, 3—b
1YY =T—A)L] —2—FFYIFIL} —2, 6—=—IUXRFIREE
2.

(134) v2—-3—{2—[9— (3—2)lA4ORYIIL) —5, 6,
8, 9—FhNSkERO-7H-KFYRI[4' , 3" :4, 5] rool[2,
3=b]l EVSY-T—A)] —2—FFVIFI} >o0TFVRHILEKRY
2.

(135) YZX=3—-{2-1[9- (2, 4—-v7)4arRrII) -5
, 6, 8, 9—FKhSERO-7H-FEYRI[4", 3" :4, 5] Koo
[2, 3—b]l EYYY—-T—A)V] —2—-FFYVIFI} >o0OTFHVhH
VIRV ER,

(136) ~rSvRAR=3—{2—=[9—- (3=7)4ORVII—-5, 6
, 8, 9—=FbhZERO-T7TH-EYR[4", 3" :4, 5] OO [2
, 3—=bl1 BYYY—T7—A)] —2—FFYIFII} >oOTHVAILR
i N
(137) KrSvR=3-{2—-1[9— (2, 4=V I))
-5, 6, 8 9—FhrZkrFO-7H-KEYK[4", 3" :4, 5] FK
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oo [2, 3—b] EYYY—-T7T—4a)V] —2—-FFVIFIL} 29074
VAR VB,

(138) 4—{(1E) —=3—[9— (3=7)AORVIYI) =5,
6, 8, 9—FbhSERO-7TH-EYRK[4", 3" :4, 5] oo [
2, 3—=bl1EYVYDY=T—A4)] =3 —-FFV-—-1-7ORV—-1—-19)L
} REES.

(139) v2—4—-{2—-[9— (3—7/4aORVYIIL) —5, 6,
8, 9—-FhZkRO-7H-EYKI[4", 3" :4, 5] ¥ono [2,
3—b]l EVYY—=T7T—A)] —2—-FFVIFI} —1-XFI7aON
FH ALK VB,

(140) 22—4—-{2-[9— (2, 4=y 7)L4ORVYII) —5
, 6, 8, 9—FKhSERO-7H-FEYRI[4", 3" :4, 5] Koo
[2, 3—b]l EYYY—T—A)] —2—FFVYIFI} —1—AFILY
JONFH ALK VB,

(141) FSv2—4—{2—[9— (3—7)4ORVII) —5,
6, 8, 9—FbhSERO-7TH-EYRK[4", 3" :4, 5] oo [
2, 3—=b1EYVISY=T—=A)L] —2—FFYIFII} —1=XFILTY
AONFH Y ALKV,

(142) ~rvZR—4-{2-[9— (2, 4=V II)
-5, 6, 8 9—FhrZkrFO-7H-KEYK[4", 3" :4, 5] FK
oo [2, 3—b] EYYY—T7T—4a4)] —2—FFYVIFI} —1—XF
o~ AILR VL,

(143) FSYR—T1—XF)—4— {2—FFYy-2—-[9- (2,
4, 5—NYy7pFORYIIL) =5, 6, 8, 9—F Sk RO—-T7TH-—
eyrk[4, 3 :4,5]gnol[2, 3—b]lEYYY—T7—1)]
IFILY oandrAILRVEE,

(144) rSvZ2—4—-{2-[9— (4—7)AORVII) =5,
6, 8, 9—FbhSERO-7TH-EYRK[4", 3" :4, 5] oo [
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2, 3=bl1EYYY=T—ANL] —2—FFYIFIL} —1—=XAFIL>Y
AONFH Y ALKV,

(145) ~rSvAR—4—-{2—-[9- (4—=/D0aRvI)) —5, 6
, 8, 9—=FbhZERO-T7TH-EYR[4", 3" :4, 5] OO [2
, 3—=bl1 EBYYY—T7—A)L] =2—FFYIFII} —1=XF)Io0O
~NFH VALK VB,

(146) ~rSvRAR—4—-{2—-[9— (3=/0aRVI)) —5, 6
, 8, 9—=FbhZERO-T7TH-EYR[4", 3" :4, 5] OO [2
, 3—=bl1 EBYYY—T7—A)L] =2—FFYIFII} —1=XF)Io0O
~NFH VALK VB,

(148) K~ZvZR—4-{2—-[9— (3, 5=V II)
-5, 6, 8 9—FhrZkrFO-7H-KEYK[4", 3" :4, 5] FK
oo [2, 3—b] EYYY—T7T—4a4)] —2—FFYVIFI} —1—XF
o~ AILR VL,

(149) PSvR—4—- {2-[9—- (4—7O0O0-2-7)LAORY
J)I) =5, 6, 8, 9—FbhSkRO-T7H-KEYK[4", 3" :4,
5] oo [2, 3—b]l EYYY—T—a4)L] —2—FFYIFI} —1
—AFILoanFdFt ALKV,

(150) PSvR—4—-{2=-[9—- (4—7O00-3—-7)LAORY
J)I) =5, 6, 8, 9—FbhSkRO-T7H-KEYK[4", 3" :4,
5] oo [2, 3—b]l EYYY—T—a4)L] —2—FFYIFI} —1
—AFILoanFdFt ALKV,

(1561) ~rSvR—4—-{2—-[9—- (3=700-4—-7)L4ORY
J)I) =5, 6, 8, 9—FbhSkRO-T7H-KEYK[4", 3" :4,
5] oo [2, 3—b]l EYYY—T—a4)L] —2—FFYIFI} —1
—AFILoanFdFt ALKV,

(153) 22—4—-{2—-[9—- (4—2)4ORVI))) —5, 6,
8, 9—F kS RO—-7H-FYRI[4 , 3" :4, 5] ¥ooI[2,
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3—b]l EVYY—=T7T—A)] —2—-FFVIFI} —1-XFI7aON
FH ALK VB,

(154) 2R—-4—-{2-[9—- (4—yoOOrvZ)) —5, 6, 8
, 9—F7hZERO-7H-EYRKR[4", 3" :4, 5] oo [2, 3
—b] BEYVYY—=T—AN] —2—FFVIFI} —1-AFII7O~F
H > HILR VB,

(165) 2R—4—-{2-[9—- (3—/OO~rRvZ)) —5, 6, 8
, 9—F7hZERO-7H-EYRKR[4", 3" :4, 5] oo [2, 3
—b] BEYVYY—=T—AN] —2—FFVIFI} —1-AFII7O~F
H > HILR VB,

(16566) 2R—4—{2—-[9—- (3, 6=274aORYIII) =5
, 6, 8, 9—FKhSERO-7H-FEYRI[4", 3" :4, 5] Koo
[2, 3—b]l EYYY—T—A)] —2—FFVYIFI} —1—AFILY
JONFH ALK VB,

(157) YR=1—-XFL—-4—- {2—FFVY-2-[9- (2, 4,
5—hyzizaaryv)) —5, 6, 8, 9—FrSERO-TH-EY
K[4", 3" :4, 5] rOoOol[2, 3—blEYYY—T7T—a4)I] IF
WY U oanFy RNV,

(168) YR—4—-—{2—-[9— (4—/r0O—-2-7)b4arRv I
) —5, 6, 8, 9—FhSkERO—-7H-FEYRI[4 , 3" :4, 5]
oo [2, 3—b]l EYYY—T7—A)L] —2—-FFYIFI} —1—-X
FILIOnNFH ALKV,

(1569) 2XR—-4—-—{2-[9—- (4—/70O0-3 -7V I)
) —5, 6, 8, 9—FhSkERO—-7H-FEYRI[4 , 3" :4, 5]
oo [2, 3—b]l EYYY—T7—A)L] —2—-FFYIFI} —1—-X
FILIOnNFH ALKV,

(160) 2R—4—-{2-[9—- (3—7OO0—-4—-2)i4AaxRVI)IL
) —5, 6, 8, 9—FhSkERO—-7H-FEYRI[4 , 3" :4, 5]
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oo [2, 3—b]l EYYY—T7—A)L] —2—-FFYIFI} —1—-X
FILIOnNFH ALKV,

(163) 22—4—-{2-[9— (3, 4=y 7)L4O0RVI)I) —5
, 6, 8, 9—FKhSERO-7H-FEYRI[4", 3" :4, 5] Koo
[2, 3=b]l EVIY—T—A)] —2—-FFYIFI} —1=XFILY
JONFH ALK VB,

(169) KrZFvZR—4—-{2—-[9— (3, 4=V I)
-5, 6, 8 9—FhrZkrFO-7H-KEYK[4", 3" :4, 5] FK
oo [2, 3—b] EYYY—T7T—4a4)] —2—FFYVIFI} —1—XF
o~ AILR VL,

(171) (1R, 3R) —=3— {2—=[9— (3—7)74a~RVIIL)
-5, 6, 8 9—FhrZkrFO-7H-KEYK[4", 3" :4, 5] FK
oo [2, 3—b]lEVYY=T—A)] —2—FFVIFIL} -1, 2,
2—MNYXFLIIORVE VALK VB,

(172) (1R, 3R) —=3— {2—-1[9- (2, 4—-Y7)74O~rRY
J)I) =5, 6, 8, 9—FbhSkRO-T7H-KEYK[4", 3" :4,
51 oo [2, 3—bl EYYY—T—A)] —2—FFYIFIL} —1
, 2, 2= RUXAFILIHOORVEVAILKRVEE,

(173) (1S, 38) =3—{2—-[9— (3—7)4ARVII)
-5, 6, 8 9—FhrZkrFO-7H-KEYK[4", 3" :4, 5] FK
oo [2, 3—b]lEVYY=T—A)] —2—FFVIFIL} -1, 2,
2—MNYXFLIIORVE VALK VB,

(174) (1R, 3R) —=3— {2—[9- (3, 5—Y7)4a~rRY
J)I) =5, 6, 8, 9—FbhSkRO-T7H-KEYK[4", 3" :4,
51 oo [2, 3—bl EYYY—T—A)] —2—FFYIFIL} —1
, 2, 2= RUXAFILIHOORVEVAILKRVEE,

(176) (1R, 3R) —=3—{2—=[9— (4—2OoarRvII) —
5, 6, 8, 9—FKSkERO—-7H-FYR[4", 3" :4, 5] FKO
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ofl2, 3—=b]l]EYYY=T7—4a4)] —2—-FFVYIFIL} -1, 2, 2
— KU XFLToORYE VALK VER,

(177) (1R, 3R) —=3— {2—[9— (3—/oORvI) —
5, 6, 8, 9—FKSkERO—-7H-FYR[4", 3" :4, 5] FKO
ofl2, 3—=b]l]EYYY=T7—4a4)] —2—-FFVYIFIL} -1, 2, 2
— KU XFLToORYE VALK VER,

(178) (1R, 3R) —3— {2—-[9— (4—vo@—-2-7.F
axvY)y) =5, 6, 8, 9—FhrZkRO-7H-KEYKN [4", 3’
4, 51 o0 [2, 3—b]lEYSY-T—q)] —2—-FFVIFIL
} =1, 2, 2=RKNUXFLI2ORVEY VHILEK VB,

(179) (1R, 3R) —=3—{2—=[9— (4—/7O00-3—-7)LA
axvY)y) =5, 6, 8, 9—FhrZkRO-7H-KEYKN [4", 3’
4, 51 o0 [2, 3—b]lEYSY-T—q)] —2—-FFVIFIL
} =1, 2, 2=RKNUXFLI2ORVEY VHILEK VB,

(180) (1R, 3R) =3—{2—-[9— (4—7)4aRVI)I)
-5, 6, 8 9—FhrZkrFO-7H-KEYK[4", 3" :4, 5] FK
oo [2, 3—b]lEVYY=T—A)] —2—FFVIFIL} -1, 2,
2—MNYXFLIIORVE VALK VB,

(181) (TR, 3R) —=3— {2—=[9— (3, 4=y 7)4+arRY
J)I) =5, 6, 8, 9—FbhSkRO-T7H-KEYK[4", 3" :4,
51 oo [2, 3—bl EYYY—T—A)] —2—FFYIFIL} —1
, 2, 2= RUXAFILIHOORVEVAILKRVEE,

(184) (TR, 3R) =1, 2, 2=pMYAFI—3— {2—FFVY
—2—-[9- (2, 4, 5—=hNY7pNAORYYIL) =5, 6, 8, 9—F
NSberkOo—-7H-EYK[4, 3" :4, 5] ¢¥Oon[2, 3—b]E
VO —=T—A4)] TFI} 7RI VARV,

(187) (1R, 3R) —=3—= {2—=[9— (3—=/0A—-4-2,L#
axvY)y) =5, 6, 8, 9—FhrZkRO-7H-KEYKN [4", 3’
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4, 51 o0 [2, 3—b]lEYSY-T—q)] —2—-FFVIFIL
} =1, 2, 2=RKNUXFLI2ORVEY VHILEK VB,

(188) (18, 38) =3—{2-1[9—- (2, 4—-y7)A4ORY
J)I) =5, 6, 8, 9—FbhSkRO-T7H-KEYK[4", 3" :4,
51 oo [2, 3—bl EYYY—T—A)] —2—FFYIFIL} —1
, 2, 2= RUXAFILIHOORVEVAILKRVEE,

(189) 4—{2—-1[9—- (2, 4—-YodaRVIIL) —5, 6,
8, 9—FhZERO-7H-EYK[4", 3" :4, 5] OO [2,
3—bl EVYY-T—A)] —2—FFVIFI} E>7DO[2. 2. 2
179452 —1—-hILKRVEE,

(190) 4—{2—-[9— (3—7)4O0RVY)) —5, 6, 8, 9
—FrSeRkO-7H-EYRK[4", 3" :4, 5] ¥¥Oool[2, 3—b
1EYVYSY=T—qL] —2—-FFVIFI} EVYO [2. 2. 2] #7
& —1—hILKR VR,

(191) 4—{2—-[9—- (3, 5=y7irarRVIYI) -5, 6,
8, 9—FhZERO-7H-EYK[4", 3" :4, 5] OO [2,
3—bl EVYY-T—A)] —2—FFVIFI} E>7DO[2. 2. 2
179452 —1—-hILKRVEE,

(192) 44— {2—F*v—-2-[9—- (2, 4, 6—hFY7)74OR
vJL) -5, 6, 8, 9—FhZSERO-7H-KEYKNKI[4 , 3" :4
, bl oo [2, 3—b]lEYYY=T7—q)] TFI} E>oO [2.
2. 21 #0452 —1—HILKVEE,

(193) 4—-{2—-[9— (4—7)AORVYL) —5, 6, 8, 9
—FrSeRkO-7H-EYRK[4", 3" :4, 5] ¥¥Oool[2, 3—b
1EYVYSY=T—qL] —2—-FFVIFI} EVYO [2. 2. 2] #7
& —1—hILKR VR,

(194) 4—-{2-[9—- (4—poarvZ)) -5, 6, 8, 9—
FhSeRAO—-7H-EYKR[4", 3" :4, 5] oo [2, 3—b]
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BV —T7—4)\] —2—-FFVIFII} E>O[2. 2. 2] #9094
v =1 —=AIKVEE,

(195) 4-—-{2-[9—- (3—/OoO~RvZ)) -5, 6, 8, 9—
FhSeRAO—-7H-EYKR[4", 3" :4, 5] oo [2, 3—b]
BV —T7—4)\] —2—-FFVIFII} E>O[2. 2. 2] #9094
v =1 —=AIKVEE,

(196) 4—{2—-[9—- (4—/sO0O—-2—-7).4ORYY)) =5
, 6, 8, 9—FKhSERO-7H-FEYRI[4", 3" :4, 5] Koo
[2, 3=b] EYUYY—-T—q)] —2—FFVYIFI} E>SDO[2,
2. 21 #0452 —1—HILKVEE,

(197) 4—{2-[9—- (4—/O00-3—-7/.4ORYY)) =5
, 6, 8, 9—FKhSERO-7H-FEYRI[4", 3" :4, 5] Koo
[2, 3=b] EYUYY—-T—q)] —2—FFVYIFI} E>SDO[2,
2. 21 #0452 —1—HILKVEE,

(201) 4—-{2-[9— (3—/O0O0—-4—-74aORYI)) —5
, 6, 8, 9—FKhSERO-7H-FEYRI[4", 3" :4, 5] Koo
[2, 3=b] EYUYY—-T—q)] —2—FFVYIFI} E>SDO[2,
2. 21 #0452 —1—HILKVEE,

(202) 4—-{2-[9—- (3, 4—yorAOrRvII) =5, 6,
8, 9—FhNSkERO-7H-KFYRI[4' , 3" :4, 5] rool[2,
3—bl EVYY-T—A)] —2—FFVIFI} E>7DO[2. 2. 2
179452 —1—-hILKRVEE,

(205) 4—{2—-[9— (3—7/4O0RVY)) —5, 6, 8, 9
—FrSeRkO-7H-EYRK[4", 3" :4, 5] ¥¥Oool[2, 3—b
1EYSYy—=T—a40] —2—-FFVYIFI} E>oDO[2. 2. 1] AT
& —1—hILKR VR,

(206) 4—{2—-0[9— (2, 4—-Yo4aRVIIL) —5, 6,
8, 9—FhNSkERO-7H-KFYRI[4' , 3" :4, 5] rool[2,
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[0098]

3—=b]lEVYY-T—A)] —2—-FFVIFI} E>PDO[2. 2. 1
1 ANTHY—1—HILKRVEE,

(207) 4—{2—-1[9- (3, 6=yY7i4+aORYI)) —5, 6,
8, 9—FhSkERO—-7H-FEYKI[4 , 3" :4, 5] oo [2,
3—=b]lEVYY-T—A)] —2—-FFVIFI} E>PDO[2. 2. 1
1 ~"FH5Y—=1—-RIWKRVEE LI
(208) 4—-{2—#*%v—-2-19- (2, 4, 5—hYZN7#ONR
vY)) =5, 6, 8, 9—FbhSkRO-T7TH-KEYKI[4", 3" : 4
, bl oo [2, 3—b]lEYYY=T7—q)] TFI} E>oO [2.
2. 1IANTHY=1—RIRVE ThOo0EE LIEENS DAENY
FhlEENSOTORS Y I TH D,

AEALELEHMDOI B, UPBRRRF. ZBREFHILIUVMERFHLHERS
N1 ~4@EOA~ATORFE2EH. 1 ~5EDORTTEBRINTVWTELIWNS
~7BBEBRAERR (Eh, R7TEFIEELALCLEKEZXDLY, ) THY. RA
NCI3~6BBRARRREILIICE8~1 0ZBARFTETHY., XIEHER
FTHBEEME L TIHELLIE
(1) 1—-{2-[9— (3—2)4O0RVYYIL) —5, 6, 8, 9—7F
NSeRO-7H-EYKI[4", 3" :4, 5] KOO [2, 3—b] K
)OOV —=T—ANV] —2—FFVYIFIL} —TH-ESZYV—=IL—4—-HILK
iR
(2) 1-{2-[9— (3—2)4O0RYY)IL) —5, 6, 8, 9—7F
NSeRO-7H-EYKI[4", 3" :4, 5] KOO [2, 3—b] K
VOV —T—4)] —2—FFYIFI} —5—XFI—TH-(1IFHJ—
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matdhd,

AFELENF I ARBEEME ORI OHBREKS T HEICIE.
ROFSOLHONRAERA® L IERIRARES., BORSICHITHRK
MERFNF 7 EFER OIS D7D DEFH. ARAL. BRAFD L FLFE L
LTRWwWLNn S,

RO¥ESOHORBABRAICIE. BIXE. 8. AE. HFeILEAL
BES L CBRRENEEND, A TELBICIE, N—RATRILELITY
7 hhTeILNEENS,

ZOEDBHURABFFICEWTIE, 0EDFELIEZERULDFEHEME L
ZFOFEEDN, FREEEH BAE 09—, xv=b—, JILO—
A, WEREILIO—X, TUTUF) . EHEH BIXE eROF>TOE
ELO—X RYEZILEQY RV, X9TABTILIVEBYITROD L
) . BREH (FAIE, SRS O-LEBAILY T LE) | ERE (Bl
E. AFTV VBRI RIYLE) | RER. BBREEE (FIxE. JiLy
IV, PANRSTFUBE) FEREIN, BEICK > THRHAUCLTHWS
hd, e, BEICEYI—Ta V78 (B2 B%. €>F>. BRO
FoOoELEILO—R, EROFSFOELAFILEZLO—RT7HL—K
) THRELTWTHLIWL, FE2ULEOBTHRELTVWTELL, X5
I, ESFVOEIBRBININD 2MWEOATEZILEEEI NS,

ROBESDHDORBRARBRFIE. EFNICTFEINDKE, BBEH. LA
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[0196]

[0197]

[0198]

YAy TRSLCTYRVLEEFEEST, COLIBRAICEVTE, O
EDFERRFTNULDOEEMEDL, —BICBWSN D ERE (FIZIE, %
K, TH /=), T ENLDERSE) IEHFE. MBI EALIND
o IHIC, ZOEANF. EEA. BB, IHK. HEKH., BKE., BE
B, RERFLIBEEHSFZ22AELTVTHE LW,

e, BROBSICHBIT2HRBMERNEE AN THD, IhdHORBIESR
BAICAWSFIILERE L IF. BEEZSATHEEL, 20104 RETFIE
WIZDARAY, ZRTOWEBEE LY., RBEER> ) — KoMk s
R LEDMETHD, WE LXK, FITHEESH. BHFS L RBUMERER &
LTERINS, Bz, 75E7dA, AVFY, R)EZ)LEAQY KV
CTPLFVEBFRNIDL PLFUBTIOELY )OI ZTIV, AL
REDVEZNRYT—, AILRFOAFIELO-R, ALRFIAFILE
Va—2F M) oL, T7HL, EZ5F2, eROF2FOELAFILEIL
O—X, eROF>7OELELO—X, RYEZLTILO—IL, XFiIt
LVO—RFEFEROFSIFLAFLEZLO-IAPERTE S,

FEROBSD/HDEHF & LT, AR, BBER, ILEBRS L CHRE
FISAMREFIERBBL CHVWIEROIHNAZEEY %, FHFIF. 0&D
FBFENULEOEEME ZBFITARE. BBFEALIETHVLGND
o BREIE LT, BlAIE, EFRARSEBK £EREK #EYH oLy s
A=, BRYTFLYI)IA—N, T4/ —LDEIRT7ILA-ILEES
SUZNLDEAEDLENAVLONS, I LIS, ZOFHBIL. REH., &
FEREBNE (BIAIE, JILY I VB PRIAZF U, RYYVILR—K80 (
FaxmEis) %) . BBRLH. ILH. BELCH. BERILEIREFANEEZS
ATWTHELL, INSIERRIBICBVTGRE T 2 ERERIFEICEL-T
BEIND, F BROBRE B, FEZELEREL, ZOFEA
AHCEBELLE A EEEOENARBKIEMOBRFNICAEIND, ) &L
THERTILETED,

FROK/EDODOHABHOFFTICIE, FIXIE EEFR., BRAK., XL



WO 2012/005227 137 PCT/JP2011/065312

[0199]

[0200]

(02011
[0202]

[0203]

[0204]

[0205]

—#Fl, TT7VIEL RER. FIILEL. V) — LK. BEE. BAEE. J=X
VINEIBLUREFENEEND, INSHEVOEDEFLITENLULDFEY
Bzad, MNORFELELITIEEFERAINTVWINAFICLIYARINS,

EEF., BRAF., BLTCRTL—FIF. —REICEWVW SN 2 HFREILHIC

REEKRT M) D LDE D RRER EFREEE X DL D RBER. HIA
. B+ MDA, JTVEBEFT NI DLHZNNITI T VEED L D RERA
EEELTVWTH LW, RTL—HOREREIF. HIXIE. KERHFE2 8

6869 1EHLVRAEI30953552ICHLLBEHEINTLS,

FEROAXEDLOHDORAF E LTIE, T7aVILE, RABMKRE F &
WAFRBREDNEE N, HERARRFNSAEHCKE 2 3B O L 2 E IR
BEIIBBIETHEATIHETH>TEHELW,

INSDORARIERAHDOFERICELCTHREIND,

Bz IE BMARBRFOZBEICIE. BER (BRI, By FILaZI 4
CINSRVE) | BEHL BELER (BIxE YVBFT NY DL BB b
Yo LE) . FRIEH (BIAE BT NYDL EBIYEY VUE) |
B (WAE AYRFYEZLRY T—%F) . BRIVRERGEEDLEILIGL
THEERR L GARIND,

WARMKRFOBZBEICIE, BRE B, RT7YVEBSICZEOES
) L BEEE (BZE. Ty, FEINYUF) | BEH (BIAE AE
ELa—2%F) | FeHL BER (BIAE, |IEXVFILOZT L RS
NVE) FREFRIVRER R EE2VEICSC CEEER L THREIN 3,

RARRFZ%E5T 2RICIE, BEERS BAE 71— X7
SAY—%) MERIN, BRAFAMKRIEZIRE T 2BICITEERERES A%
ABRSHBI/ERINS,

BHEAIL. AMEFLIOBEEERINTVALAFICLYEESNS, Hlxid
OEDFRERFRENULEDESEME ZREFISEME 2IEEMIE THEEIN
%, MEEFIZ, RAHDIVITBERBERINTVWEEDONSEIEND, flx
&, SWREMBEEIIERERBIATIV (BIZIE. POEVE IYRF
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[0206]

[0207]

VEE. NIWVIFUBR. RTT VB ALAVER. TYVEVERTI XTIV, X
VRFUVBRIZATIV. NVIFUVBIZATIV, RAFT7VVBIZATIL, L
AVBIZFIVE) , OVE (FAE svod., 07, 2L UE) |
REFEWE B, RVAFRSIFLUYTILFRILI—FTIY) VBIZTIL
%) . BR7ILI-NL BxIE 2=, AFFYLTILI—L, b
RFTIVNTILA—-LE) o v)ava (BIRIE. PAFLRYOFHY
%) . RIEKFRE BAE Bkoeyy, a7 v, BES UV

MENZT74vF) . JVI-VE BAE TFLyJ)a—-b, YIF
Ly ZYya—i, 7oLy sy)a—ji, RYTFLYJ)I1—-)b, ¥0
T—L%) | s BAE e, AU -7 TFEhm. FLEYVH
). BYE (BIE IO BIEHM. ROTZY, RVTLUVE) .
Ko BRIEER & 72 EDSINBHLEFIN S BTN OB TEIE 2FEL
EZRELTHAVWLND, IHIC. REAL. REFA. ZELA. RBEREHX
EBEEREFEZEATVTE LWL,

TILEIE, RAFLEEEFRAINTVWALAICLIYREEI NS, HIAE
OEDFLEEFENUEDEMEMBE ZRERICABMI T TRREING, FILE
BB EZVEEEFRINTVEEDONSEIEND, A ER7IL
O—J)L (BlzE T /=, 4V 7OELTILIA—LE) . FILLEE (F)
ZIE, ANULRFIAFILEZILO—R, EROFVIFILEZILO-X, ERO
ForOELELO—R, IFILELO—2F) . dMF (FxE b
H)—=VTIv, JA4vFan/—)LT7IVE) | REEER BIAE €
JAFTYVVBRY)IFLY Y O-IE) (. HALE K RIVRERS &
UDSNBHLEBENSBITNDZ DN BRMTELIE2EULEEZESELTRHWS
nd, IHIC, ®REH, MBEAFLZEETRHFLZEATLTELL,

V) —LFIE, RRAFEEBEFRRAINTVWRALLEICLYREEINS,
ZWE, OEDFRIFENRULDOEHME ZEAITAME /2T IETRE
Tha, 7)—LEFE. RAHEZVWEEBEFRINTVWSEEDONSEITN

o BlZIE, BB TIL. ER7ILI—I., jxbKFEE. SME7IL
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[0208]

[0209]

[0210]

O—J)L (FlzE, 7oLy gya—n, 1, 3=JFL 5y a—ILEH)
 ERTZILI=I BRI 2=AFIIUNTH/ L, EEH—FE) |
L& (BIxIE. RUAFSIFLYTIFILI—TIEE BIHFBIXTILE
F) . K RIVREAS LD INBLEFRASREN D EONEMTEIF
2EULEEREAELTRHWVWLONS, XI5, RER. MBREAFEEIETHSE
HEEATWTH IV,

BAFIE., 2HFELITEBERINATVWALAICIVEREINS, FIZE
COEDFRETNULEOEEYBE A ERICARMIY. BemE LIFGKE
WKCBREZRH L TREI NS, BEHEFRIANHDWVETEEFAINTVWDE
DO HEIEND, BIAIE BHE (FlxE. RYUT77VLE. R)EZLE
OY Ry, PSET7IAL, TVv7TY, €5F V. XFLELO-RF) | B
W|E (Fx . RER. YUYy, ALYy O-LE) | RER (B
ZIE, AA) Y, BEERER. SIVU. AT T L TR TLE) [ K
BEREEE. MBMEBBSLUNINBLEEINSBENDEONERTE L
W 2EUEZEELTRVWLONS, I5IC. REFEL. MR XLIEESH
ZEESATVWTHLL,

BEAFIE. ARMFLIEBEFAINTVWILAICLYEEINS, HlAIE
COEDFRETNULEOEEYBE A ERICARMIY. IHELICRERS
LTHEIND, MAFAREFITAMNHD2WVIEBEEFERAINTVWEEHDONH
BiEND, BIAIE. moTFEA. his. SREHE. MENSHSLOHAR
NHLEFDSBENDIEONBERTE LG 2EBULEEZRELTAVWLNS,
I5HIC, RES. MBLEHELEEERSEESATVTELL,

DAY MR, AMFLEBEFAIATOWILAICIYREINS,
BIZIE, OEDFLFETNRULOFEEMZK, 73— (BIZE T4/
=), RYUTFL YT I-IE) | SkERE. 7))y, 2yio,
EE B LCBBLEHENSRBIEND ORI TELIF 2L EITHEE,
BBFLEIAIETHEEING, IHIC. FEFEE. MBLERAFLEESH
ZEESATVWTHLL,
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[0211]

[0212]

[0213]

[0214]

[0215]

[0216]

FROBEDOZDOMOMEEME LT, OEDFELEFENLULDIEMY
MEZEH, BERICLVLAINZEBRRSDODLHS L VREAKS
Di=HDRyH ) —FEHIEN D,

ABAMEICSVWTHTNICSIAIN 22 TORFXIE L OCFFHFXED
LS RBEXBMOARIEETARHEDO—ME LTI ZICEIAT %,

Eefl

BIF, EEAS L CEMENREFICE > TARBEZFRT 255 AFKEH
FINSICREINDEDTIEHAW, AEPOLLESMES FCEEMICTRT
ite¥&ld, ACD ' Name (/A—Y3v6. 00, Advanced
Chemistry Development Inc. #t8) IC&>TH
&L7,

AR NI Z T4 —ICL 2 DBEDEFMRB I TLCICRINTWS Ay O
NOREIE, FRALAAHBAEZAIERAELARL. B8 ELERY
o NMROERMICKR U BEIFEH LONEREZRWEO'H-NMR®D
AEETH D,

HPLCERESEZANEYS 27cODOERSERE IO TS T 1 =21
FHEFLLTOBEY TH 2,

%3 : Waters LC//MS
BEELMSt:Waterstt®ZMD4000

ELSD#®HZE :Sedexft®75 ELS detector
AZL:UNITZON US—-C18, 5um, 50x4, 6mm
HhZLmE:50C

JE: 3mL 5

BEMEA : 0. 1% (MY TZLAOEBE-5%A% /—I) /KBER
BEMEB : 0. 1% MY TILADEEE— X5/ —ILIBK

LC—MS ELS Gradient:
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[&1]

BERA(S) | % A % B
0 95 5
0.5 g5 5
3 0

3.5 0

3.51 g5
5 95 5

[0217] @1 : 9— (3—Zxz=)7FOb)) =2, 3, 4, 9—FHrSEN
O—1H-8—HIR) > GG
[0218] [1£39]

O
* HCI
NH

[0219] tert—7F)I 1, 3, 4, 9—FbSERO-2H—-B—AIKRY
v—2—AlKRFLS5—F (CAS No. 168824—-94-0) (5

45mg) #N, N=UXFIKRILALTIR (5mL) ITBMEL, (3—-7
OEJOENL) RvEY (478mg) . TRZITFILT7VEZVLTOR
N (32mg) . kBEto9A (782mg) ZJERMNA. 6 0CT4 SR
B L, RIVESYMAEEREITHAL, KIEE, BT FILTHE L
o BMEBEKS JUCHNRIBKTIEREEL, EKEE~Y IR D LTRE
%, BRaLEz, BBZVVASLVASLIOARNI S 74— (NFH Y B
BT FI=9:1) THE LKL, ILIC, Bohktd® (162mg) IC
4 NIBEEKRIVAFH VAR (3mL) Z2FBTNA, 1BEERLE &
INREEYEREL. TR ELZET2EBEEY (121 mg) 2/,

TLC : Rf 0.47 (#/OAKRILL : X&) —)L=9:1);

TH-NMR (DMSO-dg): & 1.84 - 2,04 (m, 2 H), 2.55 - 2.66 (m, 2 H), 2.94 (t
, J=5.5 Hz, 2 H), 3.41 (t, J=5.5 Hz, 2 H), 4.12 (t, J=7.3 Hz, 2 H), 4
40 (s, 2 H), 7.00 - 7.10 (m, 1 H), 7.10 - 7.22 (m, 4 H), 7.22 - 7.34
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(m, 2 H), 7.41 (d, J=8.2 Hz, 1 H), 7.47 (d, J=7.7 Hz, 1 H), 9.67 (s,
2 H),

[0220] EMEFI2 : XF) 6 —AFY—-6—[9— (3—Zx=-)NFOEN) —
1, 3,4, 9—F bSERO—2H=—B—ANARYY—2—q )] ~FH
/77—t

[0221] [1k40]

]

N

N
<::j>—~/‘_/ gr/\\’”\v/cchCH3

[0222] EpEHI1 TRELEEY (100mg) OEYTYY (1mL) ARIC,
ERTXFI 6—7/00—-6—FFYUANFH/7—F (0. 052mL)
EMA. 2BREEH L, RINESYICKEZNA, BFBBTFILTHIH L .
K, SBFIRIBKTIRRERL. BEBKEE~Y IR0 LATRIER. BEL
BAEREZY)ATNAZLIAOXNT S T4 — (NFHY EEBBITFIL=6 :
4) THEL. TEMHELZET 2EELLEY (90mg) 5257,

TLC : Rf 0.45 (ANFH Y (EBETFIL=1:1);

TH-NMR(CDCl;): & 1.57 - 1.86 (m, 4 H) 2.00 - 2.25 (m, 2 H) 2.33 - 2,42
(m, 2 H) 2.45 - 2,57 (m, 2 H) 2.59 - 2,96 (m, 4 H) 3.62 - 3.71 (m, 3
H) 3.71 - 3.97 (m, 2 H) 3.97 - 4,12 (m, 2 H) 4.41 - 4.87 (m, 2 H) 7.
05 - 7.36 (m, 8 H) 7.43 - 7.54 (m, 1 H),

[0223] @IS : 6—AFYV—6— [9— (3—Tx=)L7FOEI) —1, 3,
4, 9—FT b RO—2H—B—HIR)Y—2—A4)L] ~FH R

[0224] [{t41]

N

N
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[0225] EmEHI2 TERELKLELEY (83 mg) OIFL V) I—ILIAFII
—7I) (ITmL) BLUAF /=)L (1 mL) BEBRICT NKE{ES MY
I LAKER (1TmL) 2#BTMA,. 2BEERLAL, RISESYICT NIE
B (1mL) BLUKZMA, BFBRTFILTHE L7, BMRIEKTHREL
. BOKWRBE S N U L TREIRME, BMELE, BEEY ) ASILASLIOX
NIS74— (/O0OFRIML : A9/ —)L:K=50:10:1) THEL
. TEEYMEZE T 2REILEY (66mg) &7,
TLC : Rf 0.50 (#/OOKRIL : X5/ —)b:K=50:10:1) ;
TH-NMR(CDCL;): & 1.61 - 1.89 (m, 4 H) 1.99 - 2.21 (m, 2 H) 2.30 - 2.59
(m, 4 H) 2.60 - 2.76 (m, 2 H) 2.75 - 2.94 (m, 2 H) 3.69 - 3.97 (m, 2
H) 3.87 - 4.11 (m, 2 H) 4.42 - 4.84 (m, 2 H) 5.52 - 6.86 (m, 1 H) 7.
03 - 7.38 (m, 8 H) 7.42 - 7.54 (m, 1 H),

[0226] EMEFI3 (1) ~FHHI3 (56)

EREGIVICECBEICE > TREINEB —HILARY VEFEEEERW,

AFII 6—/00-6—FFYANFEH/T—rORDLYICHLETDHLAR
VEERNTA RERAWT, EEM2ICECBEICHL, BEITLY, EikEH
SICEUBEICHTEICLY., UTDbEYESE,

[0227] ZE=MFEI3 (1) : XF) 5= (9—RYIJN—-1, 3, 4, 9—=FH5
ERO—2H-—B—HAINKRYY—2—A)l) =5—FAFYRVIY /) FT—+
TLC:Rf 0.33 (/7 OARN LI XY ) —IL: 7 VEZTK50:10:1) ;
TH-NMR(CDCLl;): & 1.81 - 2.09 (m, 2 H) 2.21 - 2.61 (m, 4 H) 2.78 - 2.97

(m, 2 H) 3.60 - 3.71 (m, 3 H) 3.73 -3.98 (m, 2 H) 4.47 - 4,75 (m, 2

H) 5.23 - 5.32 (m, 2 H) 6.96 - 7.36 (m, 8 H) 7.46 - 7.60 (m, 1 H),
[0228] =EMHI3 (2) : 6— (9 =RV —1, 3, 4, 9—F Sk RO-

2H=B—ANKRY) V=2 —A)l) —6—FFY~NFH B

TLC:Rf 0.44 (4 ORI L: X% /) —)L:7K=50:10:1) ;

'H-NMR (DMSO-dg): & 1.33 - 1.65 (m, 4 H) 2.09 - 2.50 (m, 4 H) 2.61 - 2,

87 (m, 2 H) 3.67 - 3.85 (m, 2 H) 4.63 (s, 2 H) 5.31 - 5,45 (m, 2 H) 6
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.95 - 7.12 (m, 4 H) 7.17 - 7.32 (m, 3 H) 7.37 - 7.47 (m, 2 H) 11.97 (
s, 1 H,

[0229] =E=HI3 (3) :7— (9—NRYVJ—1, 3, 4, 9—F bS5k RO-
2H=B—HANKR) Y —=2—A)) =T —FXINTH
TLC:Rf 0.33 (2 OAFRIIL:AE ) —)L:7K=90:10:1) :
TH-NMR (DMSO-dg): & 1.11 = 1.59 (m, 6 H) 2.09 - 2.47 (m, 4 H) 2.62 - 2.

84 (m, 2 H) 3.66 - 3.84 (m, 2 H) 4.63 (s, 2 H) 5.32 - 5.44 (m, 2 H) 6
.95 - 7.13 (m, 4 H) 7.16 - 7.34 (m, 3 H) 7.37 - 7.49 (m, 2 H) 11.80 -
12.15 (m, 1 H)

EMBIS (4) :6—-[9— (B—XPFINYIIV) =1, 3, 4, 9
—ThoERO—2H-"B—HINKRYY—2—A)] —6—FFIAFHY
B
TLC:Rf 0.57 (/OORIL:XE /) —)L:7K=50:10:1) ;

"H-NMR(CDCL5): & 1.45 - 1.88 (m, 4 H), 2.08 - 2.62 (m, 4 H), 2.71 - 3,

04 (m, 2 H), 3.68 - 3.99 (m, 5H), 4.36 - 4.80 (m, 2 H), 5.08 - 5.31
(s, 2 H), 6.49 - 6,67 (m, 2 H), 6.68 - 6.88 (m, 1 H), 6.99 - 7.35 (m,
4 H), 7.40 - 7.59 (m, 1 H),

[0230] E=MEFI3 (B) :6—=[9— 4—soOaANRYIN) =1, 3, 4, 9—
THhSERO—2H—B—HAINKRY) > —2—A )] —6—FFINFHEE
TLC:Rf 0.57 (/ORI L: X% J—)L:K=50:10:1) ;

TH-NMR(CDCLl;): & 1.51 - 1.88 (m, 4 H), 2.16 - 2.65 (m, 4 H), 2.68 - 3.

03 (m, 2 H), 3.60 - 4,03 (m, 2 H), 4.35 - 4,79 (m, 2 H), 5.08 - 5,38
(s, 2H), 6.85-7.04 (m, 2 H), 7.05 - 7.35 (m, 5 H), 7.44 - 7.64 (nm,
1 H),

[0231] =HI3 (6) :6—[9— 4—iAARVYVI)) —1, 3, 4, 9
—ThSERA—2H—B—-HNKRY—2 )] —6—FFINFH>
B8
TLC:Rf 0.52 (4 OARIINL: A% J—)L:7K=50:10:1) ;
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[0232]

[0233]

[0234]

[0235]

TH-NMR(CDCLl;): & 1.46 - 1.92 (m, 4 H), 2.09 - 2.66 (m, 4 H), 2.71 - 3.
07 (m, 2 H), 3.69 - 4,03 (m, 2 H), 4.32 - 4,86 (m, 2 H), 5.08 - 5,37
(s, 2 H), 6.80 - 7.35 (m, 7 H), 7.42 - 7.65 (m, 1 H),

EHEFI3 (7) :6—[9— (3—0ARYIN) —1, 3, 4, 9—
FThSERO—2H—B—HIRYY—2—4)L] —6—FFIY~NFHEE
TLC:Rf 0.30 (/7 OOFRINL: Xy J—)L=15:1) ;

H-NMR(CDCLl,): & 1.47 - 1.88 (m, 4 H), 2.19 - 2.60 (m, 4 H), 2.72 - 3.

02 (m, 2 H), 3.63 - 4.08 (m, 2 H), 4.37 - 4,79 (m, 2 H), 5.10 - 5.35
(s, 2 H), 6.75 - 6.98 (m, 1 H), 6.96 - 7.35 (m, 6 H), 7.43 - 7.63 (m,

1 H),

EHEH3 (8) :6—[9— (3—)AORVIII) =1, 3, 4, 9
—ThSERO—2H—B—RAIR) =2 —4)] —6—FAFINFH>
B
TLC:Rf 0.30 (/7 OOFRINL: Xy J—)L=15:1) ;

H-NMR(CDCLl;): & 1.44 - 1.87 (m, 4 H), 2.16 - 2.61 (m, 4 H), 2.71 - 3.

07 (m, 2 H), 3.67 - 4.03 (m, 2 H), 4.29 - 4.86 (m, 2 H), 5.11 - 5,37
(s, 2 H), 6.57 - 7.04 (m, 3 H), 7.03 - 7.39 (m, 4 H), 7.44 - 7.62 (m,

1 H),

EHEF3 (9) :6—[9— (2—)AORVIII) =1, 3, 4, 9
—ThSERA—2H—B—HNKRY =2 )] —6—FFI~NFH>
B8
TLC:Rf 0.31 (BIEAFL V: X% J—)L=15:1) ;

TH-NMR(CDCLl;): & 1.48 - 1.90 (m, 4 H), 2.20 - 2.59 (m, 4 H), 2.71 - 3.
02 (m, 2 H), 3.68 - 4.02 (m, 2 H), 4.42 - 4,88 (m, 2 H), 5.29 (s, 2 H
), 6.52 - 6.76 (m, 1 H), 6.81 - 7.40 (m, 6 H), 7.42 - 7.63 (m, 1 H),

EfEfFS3 (10) :6—[9— (A—XFIRVIN) —1, 3, 4, 9
—ThSERA—2H—B—HNKRY =2 )] —6—FFI~NFH>
B8
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TLC:Rf 0.31 (BIEAFL V: X% J—)L=15:1) ;

TH-NMR(CDCLl;): & 1.48 - 1.86 (m, 4 H), 2.12 - 2.58 (m, 7 H), 2.76 - 2.

98 (m, 2 H), 3.66 - 4.01 (m, 2 H), 4.36 - 4.79 (m, 2 H), 5.20 (s, 2 H

), 6.83 -6.98 (m, 2 H), 6.99 - 7.39 (m, 5 H), 7.42 - 7.60 (m, 1 H),
[0236] ZEMEFEI3 (11) :6—[9— (3—=700—-4—-7)L70XVII)) —

1, 3, 4, 9—F b5 RO—2H—-B—AHNKR)>Y—2—q)V] —6—

e VR o I

TLC:Rf 0.21 (B|IEAXAFL VX% J—)L=15:1) ;

H-NMR(CDCLl;): & 1.54 - 1.87 (m, 4 H), 2.18 - 2.59 (m, 4 H), 2.76 - 3.

00 (m, 2 H), 3.67 - 4,04 (m, 2 H), 4.39 - 4,78 (m, 2 H), 5.11 - 5,27
(m, 2 H), 6.73 -6.93 (m, 1 H), 6.94 - 7.34 (m, 5 H), 7.43 - 7.60 (m,
1 H),
[0237] =MfFI3 (14) :7—[9— (4—)\NAORVIII) =1, 3, 4,

O—FbhSERO—2H—B—HNKRYY=2—A4)V] =T —FAFIY~NTH
g

TLC:Rf 0.33 (BIEAFL V: X% J—)L=15:1) ;

H-NMR(CDCLl;): & 1.17 - 1.84 (m, 6 H), 2.11 - 2.57 (m, 4 H), 2.73 - 3.

03 (m, 2 H), 3.62 - 4,07 (m, 2 H), 4.36 - 4,82 (m, 2 H), 5.22 (s, 2 H
), 6.83 -7.34 (m, 7H), 7.40 - 7.62 (m, 1 H),

[0238] ==fEFEI3 (15) :7—[9— (3—2O0ERVYVI) —1, 3, 4, 9
—ThSERO—2H—B—HANKR) =2 —A)V] =T —FAFINTHY
B8
TLC:Rf 0.33 (BIEAFL V: X% J—)L=15:1) ;
H-NMR(CDCLl;): & 1.17 - 1.84 (m, 6 H), 2.14 - 2.58 (m, 4 H), 2.76 - 3.

00 (m, 2 H), 3.65 - 4,05 (m, 2 H), 4.39 - 4,79 (m, 2 H), 5.22 (s, 2 H
), 6.75 - 6.96 (m, 1 H), 6.96 - 7.35 (m, 6 H), 7.41 - 7.64 (m, 1 H),
[0239] ZEMEfFEI3 (16) :7—[9— (3—=700—-4—-7)L70XVII)) —
1, 3,4, 9—FhSERO—2H—B—HAINKRY>Y—2—A)L] =7 —
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[0240]

[0241]

[0242]

[0243]

ZXYIYNTH VB

TLC:Rf 0.33 (BIEAFL V: X% J—)L=15:1) ;

TH-NMR(CDCLl;): & 1.23 - 1.85 (m, 6 H), 2.13 - 2.59 (m, 4 H), 2.70 - 3.

03 (m, 2 H), 3.68 - 4,06 (m, 2 H), 4.37 - 4,80 (m, 2 H), 5.20 (s, 2 H
), 6.75 - 6.94 (m, 1 H), 6.95-7.32 (m, 5 H), 7.40 - 7.65 (m, 1 H),
EwEI3 (17) : 7—FFY—7—[9— (3—7x=)L7OEJ) —
1, 3, 4, 9—FhSERO—2H—B—HALRYY—2—A ] ~TH

A

TLC:Rf 0.33 (7 OORIL: XY ) —)L:7K=50:10:1) ;

'H-NMR (DMSO-dg): & 1.20 - 1.38 (m, 2 H) 1.41 - 1.62 (m, 4 H) 1.85 - 2,
06 (m, 2 H) 2,10 - 2.24 (m, 2 H) 2.35 - 2,81 (m, 6 H) 3.68 - 3.83 (m,
2 H) 4,02 -4.17 (m, 2 H) 4.58 - 4.76 (m, 2 H) 6.98 (t, J=7.5 Hz, 1

H) 7.07 (t, J=7.5 Hz, 1 H) 7.12 - 7.31 (m, 5 H) 7.34 (d, J=7.5 Hz, 1
H) 7.40 (d, J=7.5 Hz, 1 H) 11.96 (s, 1 H),

EHEFI3 (18) :6— {9—[3— (4—7)zx07x=)L) FOEL
1 -1, 3, 4, 9—FrhSERO—2H—B8B—HIRY>Y—2—A)L} —
6 —AXI~NFH UL
TLC:Rf 0.54 (4 OARIIL: A% J—)L:7K=90:10:1) ;

TH-NMR (DMSO-dg): & 1.39 - 1.67 (m, 4 H) 1.81 - 2,06 (m, 2 H) 2,12 - 2,
81 (m, 8 H) 3.67 - 3.83 (m, 2 H) 3.99 - 4,17 (m, 2 H) 4.60 - 4.76 (m,
2 H) 6.98 (t, J=7.5 Hz, 1 H) 7.02 - 7.13 (m, 3 H) 7.13 - 7.27 (m, 2

H) 7.34 (d, J=8.0 Hz, 1 H) 7.40 (d, J=7.5 Hz, 1 H) 11.61 - 12,32 (m,
1 H),

EREBI3 (19) 17— {9— [3— (4—2)A07x=)l) FOEIL
1 =1, 3, 4, 9—FhSERO—2H—BB—HIRY>Y—2—4)L} —
1—FFIY~NTH VR
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[0244]

[0245]

[0246]

[0247]

[1b42]

N N
F T " coH
0

TLC:Rf 0.54 (4 OARIIL: A% J—)L:7K=90:10:1) ;
TH-NMR (DMSO-dg): & 1.20 - 1.39 (m, 2 H) 1.38 - 1.66 (m, 4 H) 1.82 - 2,
03 (m, 2 H) 2,11 - 2,82 (m, 8 H) 3.66 - 3.83 (m, 2 H) 3.99 - 4,17 (m,

2 H) 4,60 - 4.75 (m, 2 H) 6.98 (t, J=7.5 Hz, 1 H) 7.02 - 7.12 (m, 3
H) 7.12 - 7.28 (m, 2 H) 7.34 (d, J=8.0 Hz, 1 H) 7.40 (d, J=7.5 Hz, 1
H) 11.74 - 12,16 (m, 1 H),

EEFIS (20) :6— {9—[3—- (3—-/pn7x=)b) FOE)]
—1, 3, 4, 9—F b SERO—2H—-B—HILRYY—2—4J} —6
—AXINEY VR
TLC:Rf 0.22 (7 OORIL: XY ) —)L:7K=90:10:1) ;

'H-NMR (DMSO-dg): & 1.40 - 1.66 (m, 4 H) 1.86 - 2.06 (m, 2 H) 2.13 - 2,
81 (m, 8 H) 3.68 - 3.84 (m, 2 H) 4.02 - 4,16 (m, 2 H) 4,61 - 4,78 (m,
2H) 6,94-7.02(m 1H 7.03-7.11 (m, 1 H 7.11 - 7.43 (m, 6 H)

11.95 (s, 1 H),

EHEH33 (21) :7—{9—[3— (3—=200O7x=)l) FOENL]
-1, 3, 4, 9—F Sk RO—2H—B—AINKRY>Y—2—4A)L} —7
—AXINTH R
TLC:Rf 0.31 (7 ORI L: XY ) —)L:7K=90:10:1) ;

"H-NMR (DMSO-dg): & 1.23 - 1.38 (m, 2 H) 1.42 - 1.64 (m, 4 H) 1.87 - 2.
06 (m, 2 H) 2,11 - 2,81 (m, 8 H) 3.68 - 3.83 (m, 2 H) 4.02 - 4,17 (m,

2 H) 459 - 4,78 (m, 2 H) 6.94 - 7.02 (m, 1 H) 7.03 - 7.12 (m, 1 H)
7.12 - 7.44 (m, 6 H) 11.93 (s, 1 H),

EREFI3 (22) : XFJ 6—[9— (3—=pOORYII) =1, 3
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[0248]

[0249]

[0250]

4, 9—SF Sk bkO—2H=—B—HAlHKR)>—2—q)L] —6—FFY

NFH/T—b

TLC:Rf 0.33 (ANFH YV FHEEEIT FIL=1:1) ;
TH-NMR(CDCLl;): & 1.50 - 1.87 (m, 4 H), 2.16 - 2.59 (m, 4 H), 2.73 - 3.
00 (m, 2 H), 3.57 - 3,69 (m, 3 H), 3.70 - 4,00 (m, 2 H), 4.41 - 4,77
(m, 2 H), 5,14 -5.29 (m, 2 H), 6.77 - 6.91 (m, 1 H), 6.96 - 7.36 (m,
6 H), 7.41 - 7.63 (m, 1 H),
EREFHIS (23) : AFN 6—[9— 4—poaRVIN) =1, 3
4, 9—FThoEPRO—2H—-B—HINRY>Y—2—4)] —6—FFY
NEY/TF—Fh
TLC:Rf 0.43 (NFH YV FEEET FIL=1:1) ;
H-NMR(CDCLl;): & 1.54 - 1.84 (m, 4 H), 2.15 - 2.58 (m, 4 H), 2.71 - 3.
01 (m, 2 H), 3.62 - 3,69 (m, 3 H), 3.69 - 4,01 (m, 2 H), 4.38 - 4,76
(m, 2 H), 5,12 - 5,31 (m, 2 H), 6.84 - 7.39 (m, 7 H), 7.41 - 7.63 (m,

1 H),

R3S (24) : XF) 6—=[9— (4—)FORYII) —1,
3, 4, 9-FhSERO-2H-B-HNRYY—2-q)L] —6-AF
YNFEH )T — b
TLC:Rf 0.36 (NFH >V EEEET FIL=1:1) ;

TH-NMR(CDCLl;): & 1.46 - 1.75 (m, 4 H), 2.08 - 2.49 (m, 4 H), 2.69 - 2.
89 (m, 2 H), 3.55 - 3.61 (m, 3 H), 3.62 - 3.91 (m, 2 H), 4.32 - 4.72
(m, 2 H), 5.06 -523 (m, 2H), 6.72 - 7.32 (m, 7 H), 7.32 - 7.55 (m,

1 H),

EREFI3 (25) : XFI 6—=[9— (B=XFLRVIII) =1, 3
4, 9—-F S RO—2H—-B—HNKRY>V—2 -] —6—-FFY
A A el
TLC:Rf 0.59 (ANFH U BRI FIL=1:1);
TH-NMR(CDCl;): & 1.42 - 1.87 (m, 4 H), 2.11 - 2.58 (m, 7 H), 2.73 - 3.
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[0251]

[0252]

[0253]

[0254]

01 (m, 2 H), 3.59 - 3,71 (m, 3 H), 3.70 - 4,01 (m, 2 H), 4.36 - 4.81
(m, 2 H), 5.15 - 5,27 (m, 2 H), 6.64 - 7.40 (m, 7 H), 7.43 - 7.64 (m,
1 H),

EREFI3 (26) : XFI 6—[9— (2—=—)hFORVYIIL) =1,
3, 4, 9—FbSERO—2H—-B—HAINAKN)Y—2—-A)L] —6—-AF

INEH /T b

TLC:Rf 0.45 (ANFH YV FEEET FIL=1:1) ;

H-NMR(CDCLl;): & 1.51 - 1.84 (m, 4 H), 2.19 - 2.58 (m, 4 H), 2.75 - 2.
99 (m, 2 H), 3.60 - 3,70 (m, 3 H), 3.70 - 4,02 (m, 2 H), 4.46 - 4,82
(m, 2 H), 5.23 - 5.36 (s, 2 H), 6.53 - 6.70 (m, 1 H), 6.85 - 7.36 (m,
6 H), 7.42 - 7.60 (m, 1 H),

RS (27) : XF) 6—=[9— (4=—XFIRVII)) =1, 3

4, 9—F b RAO—2H—-B—HAINKRY)>Y—2—-A)L] —6—FFY

NEH/T—b

TLC:Rf 0.45 (ANFH YV FEEET FIL=1:1) ;

H-NMR(CDCLl;): & 1.51 - 1.84 (m, 4 H), 2.09 - 2.56 (m, 7 H), 2.75 - 3.
00 (m, 2 H), 3.57 - 3.69 (m, 3 H), 3.69 - 3.97 (m, 2 H), 4.38 - 4.78
(m, 2 H), 5,12 -5.28 (m, 2 H), 6.82 - 7.37 (m, 7 H), 7.39 - 7.62 (m,

1 H),

EWEI3 (28) : XFJI 6—[9— (3—rvOoO0—4—Z)LxaRY
) —1, 3, 4, 9—FbSERA—2H—B—HNIKRYVY—2—-A)L
] —6—AFINEH /) FT—F
TLC:Rf 0.42 (ANFH v BEERT FIL=1:1) ;
TH-NMR(CDCLl;): & 1.50 - 1.85 (m, 4 H), 2.22 - 2.59 (m, 4 H), 2.76 - 3.
00 (m, 2 H), 3.60 - 3.72 (m, 3 H), 3.72 - 4.00 (m, 2 H), 4.43 - 4.75
(m, 2 H), 5,13 -5.27 (m, 2 H), 6.73 -6.94 (m, 1 H), 6.93 - 7.31 (m,
5H), 7.43 - 7.61 (m, 1 H),

EREFI3 (30) :ITFIN 7—[9— (3—=OO—-4—iAORY
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[0255]

[0256]

[0257]

) —1, 3, 4, 9—FbSERA—2H—B—HNIKRYVY—2—-A)L
1 —7—FFY~FH/7—1

TLC:Rf 0.32 (NFH YV FEEET FIL=2:1) ;

TH-NMR(CDCLl;): & 1.11 - 1.85 (m, 9 H), 2.16 - 2.58 (m, 4 H), 2.71 - 3.

03 (m, 2 H), 3.66 - 4.01 (m, 2 H), 4.11 (q, J=7.0 Hz, 2 H), 4.39 - 4,
77 (m, 2 H), 5.07 - 5.32 (m, 2 H), 6.77 - 6.94 (m, 1 H), 6.93 - 7.35
(m, 5 H), 7.39 - 7.66 (m, 1 H),

Ehef3 (31) :6—[9— (B—XFNANVT)) —1, 3, 4, 9
—ThSERA—2H—B—-HNKRY—2 )] —6—FFINFH>
B
TLC:Rf 0.31 (BIEAFL V: X% J—)L=15:1) ;

H-NMR(CDCLl;): & 1.46 - 1.89 (m, 4 H), 2.11 - 2.58 (m, 7 H), 2.73 - 3.
00 (m, 2 H), 3.68 - 4.01 (m, 2 H), 4.38 - 4.80 (m, 2 H), 5.20 (s, 2 H
), 6.71 - 6.83 (m, 1 H), 6.82 -6.94 (m, 1 H), 6.95 - 7.39 (m, 5 H),
7.41 - 7.61 (m, 1 H),

ERRFEIS (32) :6—[9— (2—APEIRVIIN) =1, 3, 4,
9—FTbSERO—2H—=B—HIHRI>=2—q)V] —6—FFY~FYH
g
TLC:Rf 0.46 (#/ OORI L A4S J—)L:7k=50:10:1) ;

TH-NMR(CDCLl;): & 1.41 - 1.88 (m, 4 H), 2.15 - 2.62 (m, 4 H), 2.71 - 3.

06 (m, 2 H), 3.66 - 4.04 (m, 5 H), 4.40 - 4.81 (m, 2 H), 5.15 - 5.35
(m, 2 H), 6.30 - 6.57 (m, 1 H), 6.66 - 6.84 (m, 1 H), 6.82 - 7.00 (m,

1 H), 7.01 - 7.38 (m, 4 H), 7.40 - 7.68 (m, 1 H),

EEFHIS (33) : AFIN 66— (9=—RVYIII—1, 3, 4, 9—=F b
SERO—2H—B—HIERY)>Y—2—A)) —6—FFYIY~NEH/T—h
TLC:Rf 0.44 (ANFH YV EEEET FIL=1:2) ;

H-NMR(CDCLl;): & 1.47 - 1.85 (m, 4 H) 2.13 - 2.59 (m, 4 H) 2.78 - 2.97

(m, 2 H) 3.60 - 3.70 (m, 3 H) 3.71 - 3.99 (m, 2 H) 4.40 - 4.83 (m, 2
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[0258]

[0259]

[0260]

[0261]

H) 5.21 - 5.33 (m, 2 H) 6.95 - 7.35 (m, 8 H) 7.45 - 7.58 (m, 1 H),
EHEI3 (34) :TFI T— (9—RVYI)—1, 3, 4, 9—Fk
SERA—2H—B—AIHRYY—2—A)) =T —FAFIY~NTH ) 77—}

TLC:Rf 0.55 (ANFH 2 HEEET FIL=1:2) ;

TH-NMR(CDCl;): & 1.17 - 1.81 (m, 9 H) 2.13 - 2.54 (m, 4 H) 2.79 - 2.96
(m, 2 H) 3.70 - 3.99 (m, 2 H) 4.05 - 4,19 (m, 2 H) 4.40 - 4.79 (m, 2
H) 5.17 - 5.35 (m, 2 H) 6.90 - 7.40 (m, 8 H) 7.43 - 7.61 (m, 1 H),

EEf3 (35) : XFI 6— [9— (3—)AONYII) —1,

3, 4, 9—FbSERO—2H—-B—HINKN)Y—2—A)L] —6—-AF

YNFEH )T — b

TLC:Rf 0.33 (ANFH v EFEET FIL=1:1) ;

H-NMR(CDCLl;): & 1.51 - 1.83 (m, 4 H), 2.15 - 2.58 (m, 4 H), 2.75 - 2.

99 (m, 2 H), 3.60 - 3.71 (m, 3 H), 3.70 - 4.02 (m, 2 H), 4.40 - 4.77
(m, 2 H), 517 - 5.31 (m, 2 H), 6.59 - 7.02 (m, 3 H), 7.03 - 7.36 (m,

4 H), 7.40 - 7.65 (m, 1 H),

R3S (36) : XFJ 6—=T9— (3—=XPEIRVII) —1,
3. 4, 9—F b FO—2H=—B—HNKR)>V—2—4)IL] —6—-FAF
INFEH /7= b
TLC:Rf 0.33 (ANFH YV FHEEEIT FIL=1:1) ;

TH-NMR(CDCLl;): & 1.54 - 1.79 (m, 4 H), 2.11 - 2.56 (m, 4 H), 2.77 - 2.
95 (m, 2 H), 3.62 - 3.68 (m, 3 H), 3.68 - 3.97 (m, 5 H), 4.40 - 4.76
(m, 2 H), 5.14 - 5.27 (m, 2 H), 6.47 - 6.91 (m, 3 H), 7.01 - 7.38 (m,

4 H), 7.41 - 7.63 (m, 1 H),
EHEEIS (37) t AFIN 44— {[2— (B—APFS—6—FFYAN
*H/4)) =1, 2, 3, =5 b5 RO—9H-—-B—HIKR)>V—9

— L] XFI} R T—h
TLC:Rf 0.27 (ANFH v :EERRT FIL=1:1) :
TH-NMR(CDCLl5): & 1.51 - 1.82 (m, 4 H), 2.15 - 2.57 (m, 4 H), 2.78 - 2.
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99 (m, 2 H), 3.56 - 3.71 (m, 3 H), 3.71 - 4.00 (m, 5 H), 4.41 - 4.74
(m, 2 H), 5,25 - 5,36 (m, 2 H), 7.02 - 7.26 (m, 5 H), 7.42 - 7.65 (m,
1 H), 7.86 - 8.04 (m, 2 H),

[0262] Zgfl3 (38) : XFI 66— [9— (A—XAREIRVI)) —1,
3, 4, 9—FbSERO—2H—-B—HAINAKN)Y—2—-A)L] —6—-AF

Yt ) F—h

TLC:Rf 0.26 (~NFH 2 :HEEET FI)L=3:2) ;

H-NMR(CDCLl;): & 1.46 - 1.87 (m, 4 H), 2.10 - 2.58 (m, 4 H), 2.75 - 2.
97 (m, 2 H), 3.59 - 3.69 (m, 3 H), 3.68 - 3.98 (m, 5 H), 4.40 - 4.74
(m, 2 H), 5,12 -5.25 (m, 2 H), 6.72 - 6.84 (m, 2 H), 6.88 - 7.02 (m,
2 H), 7.05 -7.22 (m, 2 H), 7.24 - 7.33 (m, 1 H), 7.38 - 7.59 (m, 1

H),
[0263] FEHFI3 (40) :TFJIN T—FFY-—T7—[9— (3—7zx=)L7O
EJ) —1, 3, 4, 9—FhSERO—2H—B8B—HIRY>Y—2—4JL

I ~ATHIT—Fh

TLC:Rf 0.29 (ANFH YV EEEET FIL=2:1) ;

H-NMR(CDCLl;): & 1.16 - 1.33 (m, 3 H) 1.31 - 1.84 (m, 8 H) 1.98 - 2.96
(m, 8 H) 3.68 - 4.20 (m, 6 H) 4.43 - 4.83 (m, 2 H) 7.04 - 7.36 (m, 8

H) 7.41 - 7.57 (m, 1 H),
[0264] FEmHEI3 (41) :TFI 7—[9— (4—)zaOxryI)) —1,
3,4, 9—F b RO—2H—BB—AINHAR)>—2—A)L] —7T—FF

IYNTH )T —b
TLC:Rf 0.30 (ANFH v :BEEET FIL=2:1) ;
TH-NMR(CDCL;): & 1.12 - 1.84 (m, 9 H), 2.09 - 2.59 (m, 4 H), 2.72 - 3.

01 (m, 2 H), 3.65 -4.01 (m, 2 H), 4.11 (q, J=7.0 Hz, 2 H), 4.35 - 4,
79 (m, 2 H), 5.06 - 5,37 (m, 2 H), 6.80 - 7.34 (m, 7 H), 7.39 - 7.64
(m, 1 H),

[0265] =pefFI3 (42) :ITFIIN 7—[9— (3=7oaARVII)) =1, 3
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[0266]

[0267]

[0268]

4, 9= Sk bkO—2H=—B—HAlHKR)>—2—A)] =T —FFY

NTH ) FT—b

TLC:Rf 0.34 (~NFH 2V BRI FIL=2:1) ;

TH-NMR(CDCL;): & 1.11 - 1.86 (m, 9 H), 2.14 - 2.56 (m, 4 H), 2.74 - 3.
03 (m, 2 H), 3.63 - 4.01 (m, 2 H), 4.11 (q, J=7.1 Hz, 2 H), 4.39 - 4,
79 (m, 2 H), 5.10 - 5.34 (m, 2 H), 6.74 - 6.95 (m, 1 H), 6.96 - 7.34
(m, 6 H), 7.41 - 7.66 (m, 1 H),

EREFIS (43) : XAFIN 6—{9—-—[3— 4—NABTZTZ))
JoEn] =1, 3, 4, 9—FbSERO—2H-B—HILKR)V—2—

AN} —6—FFIYANEH /-

TLC:Rf 0.15 (ANFH YV FEEET FIL=2:1) ;

H-NMR(CDCLl;): & 1.62 - 1.85 (m, 4 H) 2.00 - 2.16 (m, 2 H) 2.29 - 2.58
(m, 4 H) 2.58 -2.74 (m, 2 H) 2.76 - 2.95 (m, 2 H) 3.63 - 3.70 (m, 3
H) 3.72 - 3.97 (m, 2 H) 3.99 - 4.10 (m, 2 H) 4.48 - 4.84 (m, 2 H) 6.

90 - 7.04 (m, 2 H) 7.05 - 7.24 (m, 5 H) 7.44 - 7.53 (m, 1 H),

EHEH3 (44) :TF)N T7— {9—[3— (4—2NAO7x=)1)

ZJobEn] =1, 3, 4, 9—FbSERO—2H-B—HIHR)Y—2—

AN} =T —FAFINTH I T—+

TLC:Rf 0.22 (ANFH YV BT FIL=2:1) ;

H-NMR(CDCLl;): & 1.26 (t, J=7.0 Hz, 3 H) 1.36 - 1.51 (m, 2 H) 1.58 - 1

.83 (m, 4H) 1,98 - 2.18 (m, 2 H) 2.24 - 2.56 (m, 4 H) 2.56 - 2.74 (m

, 2H) 2,76 - 2.94 (m, 2 H) 3.73 - 3.97 (m, 2 H) 3.98 - 4.20 (m, 4 H)
4,50 - 4.82 (m, 2 H) 6.89 - 7.04 (m, 2 H) 7.04 - 7.24 (m, 5 H) 7.41

- 7.55 (m, 1 H),
EEF3 (45) : 65— (9—RVVIJ—1, 3, 4, 9—Fh5E RO
—2H—B—ANKRY—=2—4)l) =5 —FAFYRVH L
TLC:Rf 0.52 (#/OAKRI L XY ) —)b: PYEZFK50:10:1) ;
"H-NMR (DMSO-dg): & 1.59 - 1.81 (m, 2 H) 2.15 - 2.48 (m, 4 H) 2.64 - 2.
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[0269]

[0270]

[0271]

[0272]

84 (m, 2 H) 3.70 - 3.84 (m, 2 H) 4.65 (s, 2 H) 5.33 -5.42 (m, 2 H) 6
.96 - 7.34 (m, 7 H) 7.38 - 7.48 (m, 2 H) 12.02 (s, 1 H),

EMEFI3 (46) :6—[9— (2—200ORVYII) =1, 3, 4, 9
—ThSERA—2H—B—HNKRY =2 )] —6—FFI~NFH>
B8
TLC:Rf 0.52 (4 OARIINL: A% J—)L:7K=50:10:1) ;

H-NMR(CDCLl,): & 1.46 - 1.87 (m, 4 H), 2.15 - 2.60 (m, 4 H), 2.73 - 3.

03 (m, 2 H), 3.68 - 4,04 (m, 2 H), 4.35 - 4,79 (m, 2 H), 5.20 - 5.41
(m, 2 H), 6.19 - 6.46 (m, 1 H), 6.92 - 7.31 (m, 5 H), 7.32 - 7.47 (nm,
1 H), 7.45 - 7.63 (m, 1 H),

EHB3 (47) :6—[9— (2—=XFIRVYIIJ) =1, 3, 4, 9
—ThSERO—2H—B—RAIR) =2 —4)] —6—FAFINFH>
B
TLC:Rf 0.30 (/7 OOFRINL: Xy J—)L=15:1) ;

H-NMR(CDCLl;): & 1.43 - 1.85 (m, 4 H), 2.09 - 2.67 (m, 7 H), 2.76 - 3.
04 (m, 2 H), 3.67 - 4.01 (m, 2 H), 4.23 - 4.79 (m, 2 H), 5.11 - 5,27
(s, 2H), 6.19 - 6.52 (m, 1 H), 6.81 - 7.34 (m, 6 H), 7.40 - 7.66 (m,

1 H),

EREGI3 (48) :6—[9— (4—APFIRYIIL) =1, 3, 4,
9—FbSERAO—2H—B—HINR)Y=—2—q)] —6—FFI~FY
A
TLC:Rf 0.23 (/7 OOFRINL: Xy J—)L=10:1) ;

TH-NMR(CDCLl;): & 1.46 - 1.87 (m, 4 H), 2.09 - 2.59 (m, 4 H), 2.71 - 3.
01 (m, 2 H), 3.67 - 4.01 (m, 5H), 437 - 4.80 (m, 2 H), 5.04 - 5.34
(m, 2 H), 6.70 - 6.86 (m, 2 H), 6.86 - 7.05 (m, 2 H), 7.03 - 7.38 (m,

3 H), 7.41 - 7.57 (m, 1 H),

EREFHIS (49)  XAFN 6-—[9— (2—poaARVYIIN) =1, 3

4, 9—FThoEPRO—2H—-—B—HINRY>V—2—4)] —6—FFY
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[0273]

[0274]

[0275]

NFH/T—b

TLC:Rf 0.48 (ANFH 2V FEEET FIL=1:1) ;

TH-NMR (DMSO-dg): & 1.33 - 1,68 (m, 4 H), 2.19 - 2,47 (m, 4 H), 2.61 -

2.93 (m, 2 H), 3.48 - 3.61 (m, 3 H), 3.66 - 3.88 (m, 2 H), 4.47 - 4.6

9 (m, 2H), 5.34 - 5.54 (m, 2 H), 6.18 - 6.40 (m, 1 H), 6.96 - 7.21 (

m, 3 H), 7.20 - 7.39 (m, 2 H), 7.42 - 7.59 (m, 2 H),
EHEFHIS (50) : XFN 6—[9— (2—XFINRVIIN) =1, 3
4, 9—FThoEPRO—2H—-—B—HINRY>V—2—4)] —6—FFY

NEH /T

TLC:Rf 0.38 (ANFH 2V EEEET FIL=1:1) ;

TH-NMR(CDCL;): & 1.50 - 1.87 (m, 4 H), 2.09 - 2.56 (m, 7 H), 2.77 - 2.
99 (m, 2 H), 3.58 - 3.70 (m, 3 H), 3.70 - 4.05 (m, 2 H), 4.31 - 4,71
(m, 2 H), 510 - 5.30 (m, 2 H), 6.22 - 6.43 (m, 1 H), 6.79 - 7.32 (m,

6 H), 7.40 - 7.65 (m, 1 H),
EHAI3 (51) : XFJN 6—{9—[3— (3=—voozz=)L) 7

o] =1, 3, 4, 9—FT S RO—2H=-B—AIKRY>V—2—4

IV} —6—AFINFH /) FT—F
TLC:Rf 0.29 (~NFH 2 :BEEET FI)L=3:2) ;
TH-NMR(CDCLz): & 1.55 - 1.89 (m, 4 H), 1.99 - 2.97 (m, 10 H), 3.59 - 3
.72 (m, 3 H), 3.71 - 3.99 (m, 2 H), 3.99 - 4.11 (m, 2 H), 4.45 - 4,88

(m, 2 H), 6.98 - 7.28 (m, 7 H), 7.43 - 7.54 (m, 1 H),
EEI3 (62) txFIN T7T—{9—[3— (3—vpopozz=)L) 7
O] —1, 3, 4, 9—FrSERO—2H—-B—AHIRYY—2—4

WYy =T —FAXINTH ) FT—Fh

TLC:Rf 0.34 (~NFH 2 :FEEET FI)L=3:2) ;

TH-NMR(CDCLl,): & 1.25 (t, J=7.0 Hz, 3 H), 1.35 - 1.52 (m, 2 H), 1.57 -
1.84 (m, 4 H), 2.00 - 2.19 (m, 2 H), 2.24 - 2.94 (m, 8 H), 3.71 - 3.

98 (m, 2 H), 3.99 - 4,19 (m, 4 H), 4.47 - 4,84 (m, 2 H), 6.99 - 7.28



WO 2012/005227 157 PCT/JP2011/065312

[0276]

(m, 7 H), 7.43 - 7.54 (m, 1 H),
EWEI3 (54) : XFI 66— [9— (2—XRNFEIRVYII) —1,
3,4, 9—F b RO—2H—BB—AINHAR)>V—2—A)L] —6—FF

[0277]

[0278]

[0279]

[0280]

YY) T— b

TLC:Rf 0.35 (ANFH YV FEEET FIL=1:1) ;

H-NMR(CDCLl,): & 1.51 - 1.81 (m, 4 H), 2.18 - 2.57 (m, 4 H), 2.78 - 3.

00 (m, 2 H), 3.60 - 3.71 (m, 3 H), 3.73 - 4.01 (m, 5 H), 4.44 - 4.80

(m, 2 H), 5.22 (s, 2 H), 6.35 - 6.51 (m, 1 H), 6.66 - 6.81 (m, 1 H),

6.83 - 6.99 (m, 1 H), 7.03 - 7.36 (m, 4 H), 7.44 - 7.60 (m, 1 H),
ERRFIS (55) : XFI 2— {[2— (B=—XPFS—6—FFYAN

xH/4)0) =1, 2, 3, A= b5k RO—9H—-—B—HIHKR)>V—9

— ] AFI} RV FP—L

TLC:Rf 0.38 (ANFH 2V EEEET FIL=1:1) ;

H-NMR(CDCLl;): & 1.41 - 1.86 (m, 4 H), 2.10 - 2.58 (m, 4 H), 2.76 - 3.
08 (m, 2 H), 3.57 - 3.71 (m, 3 H), 3.71 - 411 (m, 5 H), 4.37 - 4.75
(m, 2 H), 5.62 -5.79 (s, 2 H), 6.19 - 6.37 (m, 1 H), 6.98 - 7.41 (m,

5H), 7.42 - 7.66 (m, 1 H), 7.91 - 8.20 (m, 1 H),
EHEFI3 (66) : XFI 6—FFY—6— {9—[2— (bYT)LF
OXFIL) RYIJIU] —1. 3, 4, 9—F kS RA—2H—B—HJLAR

)2 =2 AN} ~NEHI/T—F}

TLC:Rf 0.59 (ANFH YV FEEET FIL=1:1) ;

H-NMR(CDCLl;): & 1.50 - 1.82 (m, 4 H) 2.14 - 2.57 (m, 4 H) 2.80 - 3.01
(m, 2 H) 3.57 -3.72 (m, 3H) 3.73 - 4.01 (m, 2 H) 4.38 - 4.76 (m, 2

H) 5.45 (s, 2 H) 6.36 - 6.49 (m, 1 H) 7.04 - 7.43 (m, 5 H) 7.49 - 7.

63 (m, 1 H) 7.65 - 7.79 (m, 1 H),
EFHEFI4 N, N=IXFI—1— (1H=-FKFOO [2, 3—b]l EYY

v=3—=4J)) XIVT I
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[0281]

[0282]

[0283]

[0284]

[1£43]

N

H
x—N
P,
me3
CHj3
7—7HA4YR=)L (150g) . PAFLT7IVIERE (1149) &
1 =TH/—=)L (1. 275L) BEMII3 7% HRIVLATILTE RKEA
W (103g) ZMA. 120CHALT2. SRREE®RLE, REKE 4
OCHHEZTxwHIE, 7K (1. 35L) IZ®AL, BiERE (54mL) &
UXFI tert—7F)LI—F) (MTBE) (630mL) #MAT
BEEL, 2L TKBERRLE, COKBAEISICMTBETHELAZD
5. 4 8%KERILFT MY DLKAREMAT, ThE/OORIVALATHEL
. HHERICDEDAY /= ILEMA DS, BKWEBFT M) DALATEELE
o FIREIERERBEREL., TaMMEELE T 2ZELEY (1799)
5T,
TLC:Rf 0.29 (/ OARILL: ALY J—)L:K= 50:10:1) ;
H-NMR(CDCL;): & 2.27 (s, 6 H) 3.60 (s, 2 H) 7.08 (dd, J=8.00, 5.00 Hz
, 1 H) 8.06 (dd, J=8.00, 1.50 Hz, 1 H) 8.31 (dd, J=5.00, 1.50 Hz, 1 H
) 9.80 (s, 1 H),

FEHHS : 3— (2—=—bOTFI) —1TH-—FOO [2, 3—b] Ky
Iy
[{b44]
HN \
O
N= ?{+
g 8
EHef 4 TRELELEEY (70. 8g) A#X4/—J)L (600mL) &
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[0285]

[0286]

[0287]

ZhOxX%y (600mL) OEAKRISEEL., 6 CITBENL %, MEEY
AFI (42mL) M3 0OMTIMA. TOHK. HWA4DEKBLTERLE
s ERTISRIRBLEDBEEXKSGL, 28%F M) TALXARFY R A
5/ —IBKR (90, 6mL) Z1479ETHETF LA, KBZRETLT. 5
BEERIE L. T LR BEREMRERE L, BRICMLITY (600m
L) ZmMA7DLE, 30CKALTREEREL. EHEOR—X M 2FK,
CNICEFEIFIL (600mL) BLUREMEEK (1200mL) ZmMA
TEIRYIEE, 7AY CRBEBEHRK) 254 M2BVWTEELEDS
SHRLT, KEEHBRIFIL (600mL) THHL., B¥ELZEHLETH
MBEAK (300mL) THE. B|KRESF M) I LTERELE, BELZR
EBEL. TEMHEZE T EELE®W (51. 259) &2/,
TLC:Rf 0.68 (/ OARIL LAY J—)L:/K= 50:10:1) ;

H-NMR(CDCl5): & 3.49 (t, J=7.0 Hz, 2 H) 4.67 (t, J=7.0 Hz, 2 H) 7.12
(dd, J=8.00, 5.00 Hz, 1 H) 7.91 (dd, J=8.00, 1.50 Hz, 1 H) 8.34 (dd,
J=5.00, 1.50 Hz, 1 H) 9.60 (s, 1 H),

EHE6 :2— (1H—FOoOo [2, 3—b]lEYYY—3—A4J) T4
Y7Iv
[{£45]
H
N
(|
\\ / NH,
EHEE S TRELEE (114, 9g) #xT4%./—JL (1. 15L)

ICRBL., 20%KBBIENSIVL KE (50%EKM 57. 79) %
MA T, KRFEIT7 0OCKALTHEEREEH LL, ERICRLERS
ER T CTREHBELLDS., BEKREREFZTVL. KRFEIT70TC
KBETHBREREH L, BRICELEDBES A F2BLWTHEZREE
L7, BRERBERMEL. TEWMEZE YT SRELEY (99, 69) %
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[0288]

[0289]

[0290]

[0291]

[0292]

B,

TLC:Rf 0.14 (7 OORIL: XY J—)b:7K= 90:10:1) ;

TH-NMR(CDCL;): & 2.89 (t, J=6.5 Hz, 2 H) 3.01 (t, J=7.0 Hz, 2 H) 7.07
(dd, J=8.00, 5.00 Hz, 1 H) 7.15 (s, 1 H) 7.92 (dd, J=8.00, 1.50 Hz, 1
H) 8.29 (dd, J=5.00, 1.50 Hz, 1 H) 10.12 (s, 1 H),

EfEFl7 6, 7, 8, 9—FbSERO—B6H—-EYR[4" , 3’

4, 51 ¥OO[2, 3—b] EYYy i5FeE

[{b46]
\
N / \ NH
H » HCI

EhEf) 6 TEYE LAY (99, 69) #TH/—JL (2. 89L) I
AL, AMIBIEKFR 1, 4—=UFAFH VAR (150, 5mL) BLT
3T%HRILLTITERKAR (53, 659g) #MATIEB[MBERL
o 40CHEEFTHAK., Y1V OELTI—FIL (I PE) (3. 4L)
BLUCMTBE (2. 38L) THMRL., HREENRLE, CORREHND
OOmL MTBETH&ALEOLRERZEL. TiEWtEEEZE T 21EEL
&4 (85. 72g) %187,

TLC:Rf 0.27 (£ OARINL: XY ) —)L:2 8% T VEZT7K=90:10:1) ;
H-NMR(CDCLl,): & 2.94 (t, J=6.0 Hz, 2 H) 3.40 - 3.44 (m, 2 H) 4.33 (s,

2H), 7.14 (dd, J=8.00, 5.00 Hz, 1 H) 8.01 (dd, J=8.00, 1.50 Hz, 1 H)
8.23 (dd, J=5.00, 1.50 Hz, 1 H) 9.75 (s, 2 H), 11.87 (s, 1 H),

EHFHI8 : tert—JFJI 5, 6, 8, 9—FrhSERO—-T7H-F
R[4, 3" 4, 5]oO0[2, 3—b]EYVSY—-T—HIKF
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[1t47]
CH
N ~ CHs
H O CH,

[0203] =i 7 CHEL/{LEY (95. 99g) %1, 4—-UAFHY (1. 9
4L) ICRBL. 1 MKEEFN) DLKER (480mL, 0. 48mo
1) ZMATze CDBBREKSL, P—tert—TFILIAILERR—bF (
104, 89g) ZMADE, BRET1 2., 5BEEHRLAE, RDEZLEM
REEKFRFT M) D LKER (6L) ICHAL, BFEEETFIL (2L) T30
HU7Z%&, MEEzRMBIEK (2L) THREER. BKEESN)DLZAN
TEBRL, BERMELE. BONnKBBEKES Y DTV AT L (BEET
FI) TREL, BROBESZHM L, AEZRBREBEL. AFH > (8
80mL) ZMATRELEDE, BRTHREBE L, BHRZEIRL., ~
FHY FEEIFIL (10: 1) OEE®R (150mL) ZRAVEERE.
BTREEIEL. TaMtEL2E T 2EZ&ELLEM (72, 19) 587k,
TLC:Rf 0.60 (/7 ORAKRIL LAY/ —)L:2 8% 7V EZF7K=90:10:1) ;
H-NMR(CDCL;): & 1.51 (s, 9 H), 2.79 (t, J=6.0 Hz, 2 H) 3.79 (t, J=6.0
Hz, 2 H) 4.71 (s, 2H), 7.05 (dd, J=8.00, 5.00 Hz, 1 H) 7.79 (m, 1 H)
8.23 (m, 1 H) 10.10 - 10.75 (m, 1 H),

[0294] =MEFI9 : 6— [9— (3—Z)AORVYVI) =5, 6, 8, 9—F K

SekkOo—7H—-FKFYR[4' , 3" 4, 5]7¥raoa[2, 3—b] KEY
=T —4)] —6—FFY~FHEE
[0295] [{t48]

2i::j>' :g//\\//\\//cch

[0296] tert—7F)I 1, 3, 4, 9—FbSERO-2H—-B—AIKRY
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[0297]

[0298]

[0299]

[0300]

V=2—ANLRFIZT—RDORDLYIT, KR8 THRELILEWZE AL,

(3=7OEFAEL) XRVEVORDLYICT— (FAEAFI) —3—7
WAaNyEVERWT, EiEhl 1 >l 2 >E5ER 3 ICHE U7 B 4FICH
FEICELY. TRMHEEZE T 2EELEY (81, mg) %1Fk,
TLC:Rf 0.43 (/OO RI LAY J—)Lisk= 50:10:1) ;

TH-NMR (DMSO-dg): & 1.31 - 1.66 (m, 4 H) 2.09 - 2,48 (m, 4 H) 2.57 - 2.
89 (m, 2 H) 3.63 - 3.89 (m, 2 H) 4.55 - 4,69 (m, 2 H) 5.42 - 5.54 (m,

2 H) 6.85 - 7.15 (m, 4 H) 7.26 — 7.40 (m, 1 H) 7.84 - 7.94 (m, 1 H)
8.16 - 8.25 (m, 1 H) 11.93 (s, 1 H),

EHEEI9 (1) ~RME9 (83)

1= (FAEXFI) =3 =70AOARVEVORDLYICEHETZ7ILF
WINTA REZRW, tert—7F)L 1, 3, 4, 9—FhZEFrO-2
H=B—hIERY>Y=2—-HILEFx>S5—bORHLYICEREH 8 THEL -
LEMERWT, EEAICECAEBREIML, ISICXFI 6—700
—6—FFYAXH /) T—PDORDLYICEHTZHIARVEBIRTIVEFEER
ERWTEBHI2 ICEUCBREICH L. BEICLY, ERHEGISICEUEE
IfAgEIic&Y, UTOLEMES,.

EHEFEI9 (1) :6—[9— (oO~EVIXFI) =5, 6, 8, 9
—FhSERO-—7H-EYRT[4" , 3" :4, 5] F¥FOA[2, 3—b
1V =T 4] =6 —FFIYNTH R
HPLCIR¥5B5ME (42) :4.06;

MS (ESI, Pos. 20 V) : m/z=398 (M + H)*,

=HEF9 (2) :6—[9— (2—>O~NFVIIIFI) —5, 6, 8

9—ZFbZSERO-—7H-FKFYR[4  , 3" 4, 51O [2, 3
—b] VI =T —q)] —6—FXIY NTH L
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[0301]

[0302]

[0303]

[0304]

[0305]

[1£49]

~
\
]

N

:?//ﬂ\\’/“\\,,cozH

HPLCIR#FRSAE (4) :4.30;
MS (ESI, Pos. 20 V) :m/z=412 (M + H)*,
EHEFI9 (3) :6—[9— (3=>rvO~rx2)L7OEJ)) —5, 6,

8, 9—FhSLkO—-7H-KEYR[4' ,6 3" :4, 5] ¥On[2,

S—blEVSY—T—A)] —6—FFY~FH g
HPLCAR#FBEME (92) :4.39;
MS (ESI, Pos. 20 V) : m/z=426 (M + H)*,

EMEF (4) :6—[9— (4=AO~FIINTFI)) =5, 6,

9—FhSERO—T7H-—FKEYR T[4 . 3" 4, 5] FKoO[2,

—bl EVIY =T —qA] =6 —FFINTH R
HPLCIR¥FBSME (42) :4.51;
MS (ESI, Pos. 20 V) : m/z=440 (M + H)*,
EMEF (5) :6—-[9— (3, 4=yvaaARvyIJI)) =5, 6,

9—FhSERO—T7H-—FKEYR T[4 . 3" 4, 5] FKoO[2,

—bl BV =T —=4A)L] —6—FFI~NTHEE

HPLCIR#FRSAE (4) :4.41;
MS (ESI, Pos. 20 V) :m/z=460 (M + H)*,
A9 (6) :6—[9— (3, 5—=<s0ORYYIL) —5, 6,

9—FbZERO-—7H-FKFYR[4" , 3" 4, 5]On[2,

— bl EVIY =T —A)] —6—FFIYANTH L

HPLCIR¥sRFE () :4.44;
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MS (ESI, Pos. 20 V) : m/z=460 (M + H)*,
[0306] EMEGIO (7) :6—[9— (3, 4= XFINVYYI) —5, 6, 8
9—ZFbZSERO-—7H-FKFYR[4  , 3" 4, 51O [2, 3
—b] VI —T 4] —6—FFIYNTH L
HPLCAR#FBEME (92) :4.21;
MS (ESI, Pos. 20 V) : m/z=420 (M + H)*,
[0307] RfEFEI9 (8) :6— [9— (3, B=YAFIRVII) —5, 6, 8
9—ZFbZSERO-—7H-FKFYR[4  , 3" 4, 51O [2, 3
—b] VI —T 4] —6—FFIYNTH L
HPLCAR#FBEME (92) :4.21;
MS (ESI, Pos. 20 V) : m/z=420 (M + H)*,

[0308] =HEfI9 (9) :6—[9— (3, 4—Y7)NAORVYYI) —5, 6,
8, 9—FhSERO-—7H-KEYR[4" 3’ :4, 5]1¥FO0I[2,
S=—blENIY—T—A4)V] —6—FFY~FH g
HPLCR¥FERE (92) :4.17;

MS (ESI, Pos. 20 V) : m/z=428 (M + H)*,

[0309] =MEFEI9 (10) :6—FFYV—6—[9— (3, 4, 5—-bYIILADO
RyP)) =5, 6, 8, 9—FbSERO—TH-EYR[4" 3’
4. 51002, 3=b]lEVISY=T—A)L] "FHEE
HPLCAR#FBEME (92) :4.31;

MS (ESI, Pos. 20 V) : m/z=446 (M + H)+,

[0310] =@FHI9 (11) :TFJ 7— (9—A~"VYY)—-5, 6, 8, 9—Fh

SERO—-—7H-FKFYRT4' , 3" :4, 5] K¥OO[2, 3—b] EY

D=7 —=4A)) =T —FFINTHIF7—+h
TLC:Rf 0.34 (ANFH v :BEEETFIL=1:1) ;
TH-NMR(CDCLl;): & 1.18 - 1.78 (m, 9 H) 2.04 - 2.53 (m, 4 H) 2.73 - 2.92

(m, 2 H) 3.66 - 3.97 (m, 2 H) 4.11 (q, J=7.00 Hz, 2 H) 4.36 - 4.72 (
m, 2 H) 5,40 - 5,55 (m, 2 H) 7,00 - 7,36 (m, 6 H) 7.73 - 7.86 (m, 1 H
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[0311]

[0312]

[0313]

[0314]

) 8.26 - 8.34 (m, 1 H),

EREFI9 (12) : XFI 6= [9— (4—7)70O0RVI)) —5,
6, 8, 9—FbSERO-TH-KEYRT[4" 6 3" :4, 5] OO /[
2, 3=b1EBYVIY—T—A)] —6—FFY~NEH /F—F
TLC:Rf 0.24 (ANFH YV :EEEET FIL=1:1) ;

H-NMR(CDCLl;): & 1.64 - 1.78 (m, 4 H) 2.13 - 2.54 (m, 4 H) 2.74 - 2.91

(m, 2 H) 3.67 (s, 3 H) 3.69 - 3.95 (m, 2H) 441 - 4,70 (m, 2 H) 5.3
8 - 5.50 (m, 2 H) 6.88 -7.19 (m, 5H) 7.74 - 7.85 (m, 1 H) 8.26 - 8.
35 (m, 1 H),

R (13) : XFJ 6—[9— (3—200—-4—-27)LFOR>Y
VIN) =5, 6, 8, 9-FhSERA-—TH-EYRT[4" K 3" :4,
51O [2, 3—b]lEYVISY—T—A)] —6—FFY~NFH /)T —
b
TLC:Rf 0.20 (~NFH 2V FEEET FIL=1:1) ;

H-NMR(CDCLl;): & 1.65 = 1.77 (m, 4 H) 2.19 - 2.57 (m, 4 H) 2.74 - 2.94

(m, 2 H) 3.66 (s, 3H) 3.71 -3.99 (m, 2 H) 443 -4.72 (m, 2 H) 5.3
5-5.49 (m, 2H) 6.99 - 7.15 (m, 3 H) 7.16 - 7.24 (m, 1 H) 7.75 - 7.

87 (m, 1 H) 8.27 - 8.34 (m, 1H),

EMFEIO (14) :TFIN 7—[9— (4—NAONRYIII) =5,
6, 8, 9—FbSERO-TH-KEYRT[4" 6 3" :4, 5] OO /[
2, 3—b1EYVSY—T—ANN] —T—FFIY~NTH/FP—L
TLC:Rf 0.42 (ANFH YV HEEET FIL=1:1) ;

TH-NMR(CDCL;): & 1.25 (t, J=7.50 Hz, 3 H) 1.32 - 1,79 (m, 4 H) 2.10 -
2.50 (m, 4 H) 2,73 -2.92 (m, 2 H) 3.68 - 3.96 (m, 2 H) 4,11 (q, J=7.
50 Hz, 2 H) 4.41 - 4,71 (m, 2 H) 5.39 - 5,49 (m, 2 H) 6.88 - 7.19 (m,

5H) 7.73 - 7.86 (m, 1 H) 8.26 - 8.34 (m, 1 H),
FHEF9 (15) :TF) 7—[9— (3—rOa—4—7)LAORY
J)) —5, 6, 8, 9—FrSERO—T7H-FKYRI[4 , 3" :4,




WO 2012/005227 166 PCT/JP2011/065312

[0315]

[0316]

[0317]

51 ¥oOo [2, 3—blEYSY—T—A)] =T —FFIY~NTH )T —
N

TLC:Rf 0.42 (ANFH v :BEEETFIL=1:1) ;
TH-NMR(CDCLl;): & 1.25 (t, J=7.50 Hz, 3 H) 1.33 - 1.77 (m, 6 H) 2.16 -

2.52 (m, 4 H) 2.86 (m, J=5.50, 5.50 Hz, 2 H) 3.70 - 3.97 (m, 2 H) 4.1
1 (g, J=7.50 Hz, 2 H) 4.43 - 4,73 (m, 2 H) 5.35 - 5,47 (m, 2 H) 6.99
-7.14 (m, 3H) 7.16 - 7.24 (m, 1 H) 7.74 - 7.88 (m, 1 H) 8.26 - 8.34

(m, 1 H),

EREFEI9 (16) : 65— (9—=ANRVIY)=5, 6, 8, 9—FbZk RO
—7H-EYR[4" 6 3" 4, 5]kOO0[2, 3—b]lEYIV—7
—q)) =5 —FXIYRVH L
TLC:Rf 0.47 (/ORI L AS J—)b: PVEZTIK=50:10:1) ;
'H-NMR(DMSO-dg): & 1.54 - 1.80 (m, 2 H) 2,12 - 2,56 (m, 4 H) 2.62 - 2.

85 (m, 2 H) 3.66 - 3.83 (m, 2 H) 4.50 - 4.74 (m, 2 H) 5.39 - 5.55 (m,
2H) 7.04 -7.33 (m, 6 H) 7.84 -7.92 (m, 1 H) 8.16 - 8.24 (m, 1 H)

ERRFEIO (17) :6— (9—ARVY)—=5, 6, 8, 9—F b5k RO
—7H-EFYR[4 ., 3" :4, 5]on[2, 3—b]EYVIV—7
—q)) —6—FXI~NFH VL
TLC:Rf 0.48 (/ORI L: XY/ —)b: PVEZTIK=50:10:1) ;
TH-NMR(DMSO-dg): & 1.33 - 1.60 (m, 4 H) 2,10 - 2,48 (m, 4 H) 2.62 - 2,

85 (m, 2 H) 3.65 - 3.85 (m, 2 H) 4.61 (s, 2 H) 5.41 - 5,53 (m, 2 H) 7
.03 -7.36 (m, 6 H) 7.83 -7.93 (m, 1 H) 8.16 - 8.24 (m, 1 H) 11.97 (
s, 1 H,

EEFI9 (18) :7— (9—RVYYVN—5, 6, 8, 9—FhSERO
—7H-EYR[4" 3" 4, 5]KOO0[2, 3—b]lEYIY—T7
—AN) —T—HAXINTHVEE
TLC:Rf 0.51 (/7 OQRIIL XY J—)b: TV EZTK=50:10:1) ;
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TH-NMR (DMSO-dg): & 1.12 - 1.60 (m, 6 H) 2.09 - 2.47 (m, 4 H) 2.61 - 2.
83 (m, 2 H) 3.65 -3.83 (m, 2 H) 4.61 (s, 2 H) 5.39 - 5.54 (m, 2 H) 7
.03 -7.34 (m, 6 H) 7.85 -7.92 (m, 1 H) 8.17 - 8.24 (m, 1 H) 11.95 (
s, 1 H,

[0318] =MEFI9 (19) :6—[9— (3—2700RVYYI) =5, 6, 8, 9
—FhSERO-7H-FEFYRKT[4' , 3" :4, 5]F¥OO[2, 3—b
1YY =T —A)] —6—FFIY~NFH
TLC:Rf 0.34 (BIEAFL V: X% J—)L=09:1) ;

TH-NMR (DMSO-dg): & 1.40 - 1.59 (m, 4 H) 2.13 - 2,53 (m, 4 H) 2.64 - 2,

86 (m, 2 H) 3.70 - 3.84 (m, 2 H) 4.59 - 4,67 (m, 2 H) 5.44 - 5,53 (m,
2H) 6.98-7.14 (m, 2 H) 7.17 - 7.36 (m, 3 H) 7.90 (d, J=7.69 Hz, 1
H) 8.21 (d, J=4.76 Hz, 1 H) 11.95 (s, 1 H),

[0319] =EfFI9 (20) :6—[9— (3—20O00—-4—7)L7O0VI)L) —
5, 6, 8, 9—F Sk RO—7H-—FYR[4' ., 3" :4, 5] FKO
O[2, 3—bl1EYIY—T—q)L] —6—FFY~FHiE
TLC:Rf 0.40 (|BIEAFL V: X% J—)L=09:1) ;

TH-NMR (DMSO-dg): & 1.42 - 1.58 (m, 4 H) 2.14 - 2,52 (m, 4 H) 2.63 - 2,
83 (m, 2 H) 3.71 - 3.82 (m, 2 H) 4,62 - 4.69 (m, 2 H) 5.43 - 5.49 (m,
2 H) 7.02 - 7.15 (m, 2 H) 7.29 - 7.48 (m, 2 H) 7.90 (dd, J=7.8, 1.4
Hz, 1 H) 8.22 (d, J=4.6 Hz, 1 H) 11.95 (s, 1 H),

[0320] RfEFI9 (21) :7—[9— (4—7Nz4ORVYII) =5, 6, 8,
9—FbhSkERO—7H-FYRT[4' , 3" :4, 5] F¥OoO[2, 3—
bl BV =T —A)N] =T —FXRINTH VR
TLC:Rf 0.41 (BIEXFL Vi X%/ —)L=9:1) ;

TH-NMR (DMSO-dg): & 1.15 - 1.58 (m, 6 H) 2.11 - 2.53 (m, 4 H) 2.63 - 2.
82 (m, 2 H) 3.70 - 3.82 (m, 2 H) 4.62 (s, 2 H) 5.41 - 5.50 (m, 2 H) 7
.06 - 7.24 (m, 5H) 7.86 - 7.91 (m, 1 H) 8.18 - 8.24 (m, 1 H) 11.94 (

s, 1 H,
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[0321]

[0322]

[0323]

[0324]

EHEFI9 (22) :7—[9— (3—voO—4—)4A0~RyI) —
5. 6, 8, 9—Fh,SbRkO—7H—-FYK T[4 , 3' :4, 5] ¥O

O[2, 3—b]l]EYISY—T—A4)] —T7—FFIY~NTH R

TLC:Rf 0.42 (I|/IEXFL V: X%/ —)L=9:1) ;

TH-NMR (DMSO-dg): 8 1.16 - 1.57 (m, 6 H) 2.11 - 2.53 (m, 4 H) 2.63 - 2.
83 (m, 2 H) 3.70 - 3.83 (m, 2 H) 4.64 (s, 2 H) 5.43 - 5.50 (m, 2 H) 7
.02 - 7.15 (m, 2 H) 7.29 - 7.48 (m, 2 H) 7.86 - 7.94 (m, 1 H) 8.18 -
8.25 (m, 1 H) 11.93 (s, 1 H),

EHEFI9 (23) :6—FFY—6—[9— (3—7x=)L7AENL) —
5, 6, 8, 9—F Sk RO—7H-—FYR[4' , 3" :4, 5] FKO
O[2, 3—bl1EYVIY—T—A)L] ~FH g
TLC:Rf 0.47 (BIEAFL V: X% J—)L=09:1) ;

TH-NMR (DMSO-dg): & 1.48 - 1.60 (m, 4 H) 1.95 - 2,09 (m, 2 H) 2,15 - 2,
28 (m, 2 H) 2.40 - 2,81 (m, 6 H) 3.73 - 3.84 (m, 2 H) 4,16 - 4.28 (m,
2 H) 4.69 - 4,77 (m, 2 H) 7.04 (dd, J=7.7, 4.6 Hz, 1 H) 7.10 - 7.29

(m, 5 H) 7.82 (dd, J=7.7, 1.1 Hz, 1 H) 8,18 (dd, J=4.6, 1.1 Hz, 1 H)

]

EHFHI9 (24) :7—[9— (3—vpoONRryIL) =5, 6, 8, 9

—FhNSbRkOo—-—7H—-FYR T[4 , 3" :4, 5] Fa@a [2, 3—b

1BV =T —AN] =T —FFINTH VB
TLC:Rf 0.47 (BIEAFL Vi X & J—)L=9:1) ;
TH-NMR (DMSO-dg): & 1.14 - 1.59 (m, 6 H) 2.11 - 2.52 (m, 4 H) 2.63 - 2.
87 (m, 2 H) 3.70 - 3.82 (m, 2 H) 4.63 (s, 2 H) 5.43 - 5,52 (m, 2 H) 6
.98 - 7.07 (m, 1 H) 7.10 (dd, J=7.8, 4.7 Hz, 1 H) 7.18 - 7.36 (m, 3 H
) 7.87 - 7.93 (m, 1 H) 8.19 - 8.24 (m, 1 H) 11.93 (s, 1 H),

EHEFI9 (26) :5—FFY—-5—[9— (3—7x=)L7AENL) —
5, 6, 8, 9—FhSERO—7H-FYR[4', 3 :4, 5] ¢FKO

O[2, 3—blEYISY—=—T—=AJ)L] RVAYE
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[0325] [{£50]

[0326] TLC:Rf 0.44 (EEERTFIL) ;
TH-NMR(CDCL;): & 1.90 - 2,23 (m, 4 H) 2,39 - 2,92 (m, 8 H) 3.71 - 3.98

(m, 2 H) 417 - 4,33 (m, 2 H) 4,52 - 4,86 (m, 2 H) 6.99 - 7.32 (m, 6
H) 7.69 - 7.80 (m, 1 H) 8.24 - 8.34 (m, 1 H),

[0327] EfHI9 (27) : 7—AFY—7—[9— (3—7zxz=)L70O0EN) —
5, 6, 8, 9—FhSERO—-T7H-FKEFYRT[4' , 3" :4, 5] KO

O[22, 3—blEYSY—=T—=AJ)] ~"THE

TLC:Rf 0.49 (EFE2TF L) ;
TH-NMR(CDCLl,): & 1.32 - 1.83 (m, 4 H) 2.01 - 2.92 (m, 12 H) 3.68 - 3.9

9 (m, 2 H) 4,14 - 4,35 (m, 2 H) 4.42 - 4.87 (m, 2 H) 6.99 - 7,09 (m,

1T H) 7.10 - 7.33 (m, 5H) 7.69 - 7.81 (m, 1 H) 8.22 - 8.34 (m, 1 H),
: 6—FF*xY—6—[9— (2—2x /%> TF)) —

[0328] =efI9 (28)
: 4. 571 ¥O

5, 6. 8, 9—FboEbPO—T7H-EYR[4" , 3’

O[2, 3—blEYUSY—T—AI] ~"FTH U

[0329] [{L51]

@*OH Z/\/\/C%H

[0330] TLC:Rf 0.62 (/ORI L: A S/ —)L:7K= 50:10:1) ;
TH-NMR(DMSO-dg): & 1.45 - 1,68 (m, 4 H) 2,15 - 2,31 (m, 2 H) 2.36 - 2,
60 (m, 2 H) 2.61 - 2.83 (m, 2 H) 3.71 - 3.85 (m, 2 H) 4.17 - 4,34 (m,
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2 H) 4,47 - 4,66 (m, 2 H) 4.82 - 5,03 (m, 2 H) 6.81 - 6.95 (m, 3 H)
7.02 - 7.11 (m, 1 H) 7.15 - 7.28 (m, 2 H) 7.80 - 7.87 (m, 1 H) 8.14 -
8.22 (m, 1 H) 11.98 (s, 1 H),

[0331] =fHEFI9 (29) :6—[9— C2OXRVFILAFI) =5, 6, 8,
9—FbhZERO-—7H-FKYURKR[4" , 3" :4, 5] Fono[2, 3—
bl BV —T7 )] —6—FFI~NFH R
HPLCAR#FBEME (92) :3.94;

MS (ESI, Pos. 20 V) : m/z=384 (M + H)*,

[0332] ZEfEfFI9 (30) :6—=[9— (3=70~FtV—1—AIXFI)
—5, 6, 8, 9—FhoSERO—7H-FKFYRKT[4" , 3" :4, 5] FK
00 [2, 3—b]EYYY—T—Aq)] —6—FFY~FHHEE
HPLCIR¥FBSME (92) :4.02;

MS (ESI, Pos. 20 V) : m/z=396 (M + H)*,

[0333] E=fEfI9 (31) :6—AFY—6— {9—[2— (FxZ)FHA) TF
] -5, 6, 8, 9—FhSERO—T7H-FYRT[4" 3" :4, 5
oo (2, 3—b]lEVIY—T7T—A)L} ~FHUEE

[0334] [{t52]

\_/
!
N N
/_J MCOZH
O
[0335] HPLCIR#fBSR (4) :3.95;
MS (ESI, Pos. 20 V) : m/z=438 (M + H)-,
[0336] E=m@E9 (34) : AFJI 6—[9— (3—vOORYIIL) —5, 6
8, 9—FhSkRO—7H-FKUYUKRI[4 ., 3" :4,5]lroo|[2
, 3—-blEYSY—T—A)] —6—FFIYANFH /) T7—Fh
TLC:Rf 0.25 (ANFH v :BEEET FIL=1:1) ;
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[0337]

[0338]

[0339]

TH-NMR(CDCL,): & 1.66 - 1.76 (m, 4 H) 2.15 - 2.52 (m, 4 H) 2.76 - 2.92
(m, 2 H) 3.64 - 3.67 (m, 3 H) 3.75 - 3.95 (m, 2 H) 4.40 - 4.70 (m,
2H) 541 -549 (m, 2H) 6.93-7.15 (m, 3 H) 7.16 - 7.27 (m, 2 H) 7

.76 - 7.85 (m, 1 H) 8.27 - 8.33 (m, 1 H),

EREBFIO (35) : AFIN 6—FFY-—6—[9— (3—7zx=)L7F0
E)N) =5, 6, 8, 9—FhSkRA-TH-EYR[4" 6 3" :4,
slEoa[2, 3=blEYIY—T—A)] ~A"FH/FT—F|
TLC:Rf 0.30 (~NFH >V FEEEIT FIL=1:1) ;

H-NMR(CDCLl;): & 1.63 - 1.82 (m, 4 H) 2.05 - 2.91 (m, 10 H) 3.67 (s, 3

H) 3.72 - 3.97 (m, 2 H) 4,17 - 4,32 (m, 2 H) 4.45 - 4,84 (m, 2 H) 6.

97 - 7.34 (m, 6 H) 7.69 - 7.81 (m, 1 H) 8.24 - 8.31 (m, 1 H),
EHEFI9 (37) :TFIN 7—[9— (3—/0ORVVI) =5, 6
8, 9—FhZSERO—-7H-FKYRT[4" , 3" :4, 51O [2

3—blEYUIY—T—ANN] =T =—FFINTHY ) T—L

TLC:Rf 0.38 (ANFH 2V FHEEET FIL=1:1) ;
H-NMR(CDCLl;): & 1.20 - 1.32 (m, 3 H) 1.29 - 1.78 (m, 6 H) 2.11 - 2.50
(m, 4 H) 2.76 - 2,91 (m, 2 H) 3.69 - 3.96 (m, 2 H) 4.12 (q, J=7.50 H
z, 2H) 4.40 - 4,71 (m, 2 H) 5.39 - 5,51 (m, 2 H) 6.92 - 7.23 (m, 5 H
) 7.75 - 7.87 (m, 1 H) 8.23 - 8.35 (m, 1 H),
EmFI9 (38) : XFIN 6—[9— (3—=—INAOXRVIII) =5,
6, 8, 9—FbSERO—-T7H-EKYRI[4", 6 3" :4, 5100/

2, 3—-b]lEYUDY-T—q4)] —6—FFIYANFH /) T7—Fh

TLC:Rf 0.35 (ANFH YV FEEET FIL=1:1) ;

TH-NMR(CDCLl;): & 1.50 - 1.82 (m, 4 H) 2.12 - 2.53 (m, 4 H) 2.74 - 2.91
(m, 2 H) 3.65 (s, 3 H) 3.690 -3.97 (m 2 H) 439 -472(m 2H) 53

9 - 554 (m 2H) 6.72 - 6.82 (m, 1 H) 6.84 - 7.01 (m, 2 H) 7.01 - 7.

16 (m, 1 H) 7.17 - 7.34 (m, 1 H) 7.73 - 7.86 (m, 1 H) 8.24 - 8.34 (m,
1 H),
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[0340]

[0341]

[0342]

[0343]

EWHE9 (39) : AFI 5—FAFY—-5—[9— (3—7zx=)LF0O
EJI) —5, 6, 8, 9—FhSERO—7H-FYRI[4' | 3" :4,

51 K¥OoQ[2, 3—blEYUYY—T—AI]IRY/T—K

TLC:Rf 0.51 (ANFH YV FEEET FIL=1:1) ;

TH-NMR(CDCLl;): & 1.92 - 2.22 (m, 4 H) 2.37 - 2.91 (m, 8 H) 3.62 - 3.71
(m, 3H) 3.74 -3.98 (m, 2 H) 4.19 - 4.31 (m, 2 H) 4.51 - 4.84 (m, 2
H) 6.97 - 7.31 (m, 6 H) 7.68 - 7.80 (m, 1 H) 8.22 - 8.32 (m, 1 H),

EfEfF9 (40) :6—[9— (4—2)x#0ORVYI) =5, 6, 8,

9—FbhSkERO—7H-FYRT[4' , 3" :4, 5] F¥OoO[2, 3—
bl BV —T—A)] —6—FFY~NEHEE

TLC:Rf 0.39 (BIEAFL VX% J—)L=09:1) ;

TH-NMR (DMSO-dg): & 1.40 - 1.57 (m, 4 H) 2.11 - 2,53 (m, 4 H) 2.62 - 2,

83 (m, 2 H) 3.68 - 3.84 (m, 2 H) 4.62 (s, 2 H) 5.40 - 5.50 (m, 2 H) 7

.05 - 7.25 (m, 5 H) 7.89 (d, J=7.5 Hz, 1 H) 8.21 (d, J=4.4 Hz, 1 H)

11.96 (s, 1 H),
R (41) :6—FFY—6—[19— (44— ) TFN) —5
6, 8, 9—FbhZSERO-TH-KFYURT[4"  3' :4, 5] KOO
[2, 3=b1 EBYIV—T—A)L] ~nFH VR
TLC:Rf 0.41 (BEBRTFIL) ;
TH-NMR(CDCLl;): & 1.59 - 1.91 (m, 6 H) 2.32 - 2.90 (m, 10 H) 3.72 - 3.9
9 (m, 2 H) 4.21 (t, J=7.50 Hz, 2 H) 4.54 - 4.85 (m, 2 H) 6.98 - 7.08
(m, 1 H) 7.08 - 7.30 (m, 5H) 7.69 - 7.82 (m, 1 H) 8,23 - 8.32 (m, 1
H) o
EmwFI9 (42) : 7—FFY—7—[9— (4—TJx=)LTF)) —5
6, 8, 9—FhSERAO-—T7TH-KFYRKT[4" , 3" :4, 5] KON
[2, 3=b1EBYIY—T—AN] ~"THVER
TLC:Rf 0.49 (BFEETFIL) ;
H-NMR(CDCLl;): & 1.57 - 1.92 (m, 8 H) 2.28 - 2.90 (m, 10 H) 3.73 - 3.9
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[0344]

[0345]

[0346]

[0347]

9 (m, 2 H) 4.21 (t, J=7.41 Hz, 2 H) 4.54 - 4.86 (m, 2 H) 6.98 - 7.08
(m, 1 H) 7.07 - 7.30 (m, 5H) 7.69 - 7.81 (m, 1 H) 8,22 - 8,33 (m, 1
H) o

EMEF9 (43) : 6—FFY—6—[9— (3—2x/F%>70OE))
—5, 6, 8, 9—FhZkbrO—-—7H-FKFUYURI[4' , 3" 4, 5] FK

OO [2, 3—bl EBYIY—T—A)L] A"NEH e

TLC:Rf 0.58 (/OOKRIL: A% ) —JL:7K=50:10:1) ;
'H-NMR(DMSO-dg): & 1.39 - 1.64 (m, 4 H) 2,08 - 2,49 (m, 6 H) 2.59 - 2.
84 (m, 2 H) 3.65 - 3.82 (m, 2 H) 3.94 (t, J=6.00 Hz, 2 H) 4.26 - 4.42
(m, 2 H) 4.66 - 4,85 (m, 2 H) 6.83 - 6.95 (m, 3 H) 7.04 (dd, J=7.50,
5,00 Hz, 1 H) 7.19 - 7.30 (m, 2 H) 7.83 (dd, J=7.50, 1.50 Hz, 1 H) 8
.13 -8.20 (m, 1 H) 11.96 (s, 1 H),
EEI9 (44) :6— [9— (oD TFIIAFI) —5, 6, 8, 9
— T hSeERO—7H-KEYRT[4' , 3" 4, 5]F¥FOO[2, 3—b

1YY —T7—4I)L] =6 —FFI~NZH R

HPLCARFERER (4) :3.82;
MS (ESI, Pos. 20 V) : m/z=370 (M + H)*,

EREBI9 (45) :TF)I T—FFV-—7—[9— (3—7x=)L70
El) -5, 6, 8, 9—FhSERO—TH-EYR[4" , 3" :4,

51 kKoo [2, 3—b]lEYYY—T—ANL]I~ANTHY I/ FT—L

TLC:Rf 0.70 (~NFH 2 FEEET FIL=1:1) ;
H-NMR(CDCLl;): & 1.17 - 1.33 (m, 3 H) 1.34 - 1.51 (m, 2 H) 1.59 - 1.81
(m, 4 H) 2,07 - 2,91 (m, 10 H) 3.70 - 3.97 (m, 2 H) 4.12 (q, J=7.00
Hz, 2 H) 4.17 - 4.31 (m, 2 H) 4.43 - 4.86 (m, 2 H) 6.97 - 7.34 (m, 6
H) 7.68 - 7.84 (m, 1 H) 8.22 - 8.39 (m, 1 H),
EHH (46) :6—FFY—6—[9— (2—TJx=)LTFJ)) —5
6, 8, 9—FhSERAO-—T7TH-KFYRKRT[4" , 3" :4, 5] KOO

[2, 3—b]l EYSY—=T—A)L] A"FHEE
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[0348]

[0349]

[0350]

[0351]

TLC:Rf 0.35 (BFEETFIL) ;

TH-NMR(CDCl;): & 1.56 — 1.81 (m, 4 H) 2.02 - 2.52 (m, 4 H) 2.64 - 2.86
(m, 2 H) 3.02 -3.22 (m, 2 H) 3.57 - 3.81 (m, 2 H) 3.81 - 4.30 (m, 2
H) 4.32 - 4.44 (m, 2 H) 6.81 - 7.30 (m, 6 H) 7.70 - 7.83 (m, 1 H) 8,

27 - 8.37 (m, 1 H),

EwEI9 (47) 7T —FFY—7—[9— (2—Jx=)JLTFJ)) —5
6, 8, 9—FhSERAO-—T7TH-KFYRKRT[4" , 3" :4, 5] KOO
[2, 3=b1EBYIY—T—AN] ~"THVER

TLC:Rf 0.40 (BFEETFIL) ;

H-NMR(CDCLl;): & 1.28 - 1.80 (m, 6 H) 1.99 - 2.49 (m, 4 H) 2.63 - 2.86

(m, 2 H) 3.05 - 3.20 (m, 2 H) 3.57 - 3.81 (m, 2 H) 3.82 - 4.32 (m, 2
H) 4.33 - 4.45 (m, 2 H) 6.81 - 7.30 (m, 6 H) 7.70 - 7.83 (m, 1 H) 8.
28 - 8.36 (m, 1 H),

EHeF9 (48) :6— [9— (/O TOEIXFI) =5, 6, 8,
9—FboSERA-TH-KEYRT[4" L 3" :4. 5]lkoa[2, 3—
bl BV =7 —qAN] —6—FFINEH VL
HPLCAR#FBEME (92) :3.64;

MS (ESI, Pos. 20 V) : m/z=356 (M + H)*,

EMef9 (49) XFI S5—FFY-5—-[9— (4—-TJxZJ)TF

J) -5, 6, 8, 9—FhSERO—T7H-FYRT[4" , 3" :4, 5

1 oo [2, 3—b]l YIS —T—A4)L] R ) T—hk

TLC:Rf 0.25 (ANFH YV FEEET FIL=1:1) ;

TH-NMR(CDCLl;): & 1.60 - 2.12 (m, 8 H) 2.36 - 2.93 (m, 8 H) 3.63 - 3.71
(m, 3H) 3.74 -3.99 (m, 2 H) 4.13 - 4.30 (m, 2 H) 4.59 - 4.87 (m, 1
H) 6.95 - 7.33 (m, 5 H) 7.67 - 7.81 (m, 1 H) 8.17 - 8.39 (m, 1 H),

EF9 (560)  XFIN 6—AF%Y—-6—[9— (4—Tx=-INTF

J) =5, 6, 8, 9—FhSERO—7H—-FYR[4 , 3" :4, 5

lFFoo[2, 3—b]lEYUISY—T7—A)L] AFH /) T7—Fk
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[0352]

[0353]

[0354]

TLC:Rf 0.24 (ANFH YV :EEEET FIL=1:1) ;
TH-NMR(CDCLl;): & 1.60 - 1.94 (m, 8 H) 2.28 - 2.91 (m, 8 H) 3.61 - 3.70
(m, 3H) 3.71 - 3.99 (m, 2 H) 4.21 (t, J=7.50 Hz, 2 H) 4.52 - 4.87 (
m 2H) 6,97 -7.32 (m 6H) 7.68-7.82 (m, 1 H) 821 -28.32(m 1H
)o
EREBFIO (51) : AFI 6—FFY—-6—[9— (2—Tx/F>T
F)) =5, 6, 8, 9—FhSERO-TH-KEYR[4" 3" :4,

5leOO[2, 3—b]l]EYVIY—T—A)L] ~"FH/ FP—F

TLC:Rf 0.35 (ANFH YV FHEEET FIL=1:2) ;

H-NMR(CDCLl;): & 1.61 - 1.85 (m, 4 H) 2.30 - 2.44 (m, 2 H) 2.43 - 2.58
(m, 2H) 2.71 - 2.91 (m, 2 H) 3.61 -3.70 (m, 3 H) 3.73 - 4.02 (m, 2
H) 4.24 - 4,40 (m, 2 H) 4.60 (t, J=5.00 Hz, 2 H) 4.82 - 5,09 (m, 2 H

) 6.75 - 6.98 (m, 3 H) 6.99 - 7.11 (m, 1 H) 7.16 - 7.25 (m, 2 H) 7.70
- 7.81 (m, 1 H) 8.21 -8.30 (m, 1H),

EHEF9 (62) :6—FAFY—-5—-—019— (44— )V TF)) =5
6, 8, 9—FbhZSERO-—TH-KFYURT[4" 3" :4, 5] KOO
[2, 3=b1 EBYIV—T—AN] RVH VR

TLC:Rf 0.35 (BFEETFIL) ;

H-NMR(CDCLl;): & 1.53 - 2.15 (m, 4 H) 2.35 - 2.92 (m, 10 H) 3.76 - 3.9

9 (m 2H) 414 -429 (m, 2 H) 4,62 - 4.84 (m, 2 H) 6,98 - 7.30 (m,

6 H) 7.70 - 7.82 (m, 1 H) 8.22 - 8.32 (m, 1 H),

EMEF9 (63) :IFIN T7T—FFY—-T7—[9— (44— )VTF
J) =5, 6, 8, 9—FhSERO—7H—-FYR[4 , 3" :4, 5
o2, 3—=bl1EBYIY—T—A] ~"TH/)T7—F
TLC:Rf 0.33 (ANFH YV FHEEEIT FIL=1:1) ;

TH-NMR(CDCLl;): & 1.18 - 1.30 (m, 3 H) 1.33 - 1.93 (m, 10 H) 2.21 - 2.9

0 (m, 8 H) 3.71 - 3.98 (m, 2 H) 4.03 - 4.27 (m, 4 H) 4.53 - 4.87 (m,
2 H) 6.97 -7.31 (m, 6 H) 7.69 -7.81 (m, 1 H) 821 -8.31 (m, 1H),
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[0355]

[0356]

[0357]

[0358]

EHEFO (64) : XFI 5—FAFY—-5—19— (2—TJx=JLTF
J)) =5, 6, 8, 9—F Sk RkO—7H—-FYRKR[4 , 3" :4, 5

1 oo [2, 3—b]l YIS —T—A4)L] R ) T—hk

TLC:Rf 0.20 (~NFH 2V FEEET FIL=1:1) ;

TH-NMR(CDCLl;): & 1.80 - 2.07 (m, 2 H) 2.09 - 2.57 (m, 4 H) 2.66 - 2.87
(m, 2 H) 3.02 -3.21 (m, 2 H) 3.57 - 3.82 (m, 5H) 3.89 - 4.32 (m, 2
H) 4.32 - 4,45 (m, 2 H) 6.86 - 7.30 (m, 6 H) 7.70 - 7.82 (m, 1 H) 8,

25 - 8.36 (m, 1 H),

B9 (55)  XFIN 6—FFY—-6—[9— (2—Tx_)IIF
M) -5, 6, 8, 9—FbhSERO—7H-—-FYRI[4" , 3" :4, 5
leon (2, 3—=b]lEYYY—=—T—A)] ~"FH/I/F7—F|
TLC:Rf 0.20 (~NFH 2V FEEET FIL=1:1) ;

H-NMR(CDCLl;): & 1.61 - 1.78 (m, 4 H) 2.01 - 2.51 (m, 4 H) 2.62 - 2.87

(m, 2 H) 3.01 - 3.24 (m, 2 H) 3.56 - 3.81 (m, 5H) 3.81 - 4,32 (m, 2
H) 4.33 - 4.45 (m, 2 H) 6.83 - 7.32 (m, 6 H) 7.70 - 7.83 (m, 1 H) 8,
27 - 8.35 (m, 1 H),

EmEI9 (66) T FIN T—AXY—7—[9— (2—Tx=)TF
M) -5, 6, 8, 9—FbhSERO—7H-—-FYRI[4" , 3" :4, 5
1o [2, 3=b1EBYIY—=—T—AN]~"NTH)F7—}

TLC:Rf 0.31 (ANFH YV BRI FIL=1:1) ;
TH-NMR(CDCLl;): & 1.20 - 1.30 (m, 3 H) 1.31 - 1.80 (m, 8 H) 2.00 - 2.48

(m, 4 H) 2.63 - 2.86 (m, 2 H) 3.00 - 3.24 (m, 2 H) 3.56 - 3.82 (m, 2
H) 3.81 - 4.34 (m, 2 H) 4.06 - 4,44 (m, 2 H) 6.83 - 7.30 (m, 6 H) 7.
69 - 7.82 (m, 1 H) 8.25 - 8.35 (m, 1 H),
EHH (57) :5—FFY—-5—-—19— (2—TJx=)LTFJ)) —5
6, 8, 9—FhSERAO-—T7TH-KFYRKT[4" , 3" :4, 5] KON
[2, 3=bl1EBYIV—T—AN] RVH VR
TLC:Rf 0.28 (BFEETFIL) ;
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TH-NMR(CDC L) : & 1.77 - 2.10 (m, 2 H) 2.20 - 2.60 (m, 4 H) 2.66 - 2.86
(m, 2 H) 2,99 - 3,17 (m, 2 H) 3.58 - 3,84 (m, 2 H) 3.95 - 4,30 (m, 2
H) 4,33 - 4,48 (m, 2 H) 6.83 - 7.29 (m, 6 H) 7.69 - 7.88 (m, 1 H) 8,
32 (dd, J=5.00, 1.50 Hz, 1 H),
[0359] =MEFI9 (58) :6—[9— (3, 5=y27)040RVYYI) =5, 6
8, 9—FbhZSERO—-T7H-KEYR[4", 6K 3" :4, 5] 0O [2
, 3=bl1EYIY—T—A)] —6—FFY~FH R
HPLCAR#FBEME (92) :4.18;
MS (ESI, Pos. 20 V) : m/z=428 (M + H)*,
[0360] =mefl9 (59) :6—FFY—6—[9— (2—FITZJAF)) —5
6, 8, 9—FbhZSERO-—TH-KFYURT[4" 3" :4, 5] KOO
[2, 3—b1EYYY—T—qA )] ~"EH VR
[0361] [1£53]

[0362] HPLCLR¥sESR (&) :3.94;
MS (ESI, Pos. 20 V) : m/z=398 (M + H)*,
[0363] =9 (60) :6—FFY—6—[9— (S=FITZI)JIXFI) =5
6, 8, 9—FbSERO-T7H-EYR[4",6 3" :4, 5] ¥OoOd
[2, 3—=b]l EYIY—T—qL] ~FH g
HPLCAR#FBEME (92) :3.90;
MS (ESI, Pos. 20 V) : m/z=398 (M + H)*,
[0364] =ZpEFI9 (61) :6— {9—[ (5, 6—-2o00—-3—-E)I=)/)
XF)N] =5, 6, 8, 9—FhSERA-—TH-EYRI[4",6 3" :4
5leom[2, 3—b]lEBYTYY—T—A)} —6—FFY~FHEE
HPLCAR#FBEME (93) :4.26;
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[0365]

[0366]

[0367]

[0368]

MS (ESI, Pos. 20 V) : m/z=461 (M + H)*,

EF9 (62) :6— {9—-[ (6=—200-3—-EVI=Jl) XFI)
1] —5, 6, 8, 9—FbhZkRO—-—7H-FKFYURT[4" , 3" :4, 5]
Eoo [2, 3—b]lEYVIY—T -4} —6—FFIY~NFHEE
HPLCAR#FBEME (92) :3.97;

MS (ESI, Pos. 20 V) : m/z=427 (M + H)+,

EHEFI9 (67) : XFI) 66— (9—=RVYIJ—=5, 6, 8, 9—=F b
SERO—-—7H-FKFYRT4' , 3" :4, 5] K¥OO[2, 3—b] EY
=T —4)) —6—FFIY~NFH /F—F}

TLC:Rf 0.22 (AFH v BEERT FIL=1:1) ;
'H-NMR(CDCl;): & 1.45 - 1.81 (m, 4 H) 2,06 - 2.54 (m, 4 H) 2.71 - 2.93

(m, 2 H) 3.66 (s, 3 H) 3.68 - 3.95 (m, 2 H) 4.38-4.70 (m, 2 H) 5.4
3-553(m 2H) 7.02-7.36 (m, 6 H 7.74 - 7.86 (m, 1 H) 8.26 - 8.
35 (m, 1 H),

EMEF (68) :6— {9—[ (1 =XFI—1TH—AYRK—)L—4 —
AI) XF)] =5, 6, 8, 9—F S RO-—T7H-KEYR[4" 3
c 4. 5]¢¥OO[2, 3—b]lEYYV—T—A)} —6-—FFY~F
TR
HPLCIR¥FBFRE (4) :4.02;

MS (ESI, Pos. 20 V) : m/z=445 (M + H)+,

EHEF9 (69) :6—FFY—6—[9— (3—EVIZIAFI) —
5, 6, 8, 9—FhSERO—-T7H-KEYRT[4' , 3" :4, 5] KO
O[2, 3—b]lEVYY—T—A4)L] ~NFHEE
TLC:Rf 0.44 (£ OOFRIL:XE J —)L:7K=50:10:1) ;

TH-NMR (DMSO-dg): & 1.38 — 1.62 (m, 4 H) 2.12 - 2.50 (m, 4 H) 2.62 - 2.
86 (m, 2 H) 3.68 - 3.84 (m, 2 H) 4.61 - 4,76 (m, 2 H) 5.44 - 5,57 (m,

2 H) 7.09 (dd, J=7.50, 4.50 Hz, 1 H) 7.30 (dd, J=7.50, 4.50 Hz, 1 H)

7.44 - 7.56 (m, 1 H) 7.85-7.93 (m, 1 H) 818 -8.24 (m, 1 H) 8.39
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[0369]

[0370]

[0371]

[0372]

[0373]

-8.50 (m, 2 H) 11.96 (s, 1 H),
EHEFO (70) :6—[9— (2—TYINXF)) —5, 6, 8, 9—
FhSeRO—7H—-FYR T[4 , 3" :4, 5] oA [2, 3—b]

EYSY—T—AI] —6—AFY~NFHVEE
HPLCAR#FBEME (92) :3.76;
MS (ESI, Pos. 20 V) :m/z=382 (M + H)*,
EREBI9 (71) :6—[9— (3—TVJAF)) =5, 6, 8, 9—
FThSERO—TH-EYRT4" , 3" 4, 51 KOO [2, 3—b]

EYSY—T—AN] —6—FFY~FHEE
HPLCAR#FBEME (92) :3.77;
MS (ESI, Pos. 20 V) : m/z=382 (M + H)*,

EHEFI9 (73) :6—FFY—6—[9— (4—EYIZIJAFI) —
5, 6, 8, 9—FhSERO—7H-FYRT[4', 3" :4, 5] ¢QO
O[2, 3—b]lEYISY—T—A4] ~FHEE
TLC:Rf 0.44 (/OAFRINL: AL J —)L:7K=50:10:1) ;

TH-NMR (DMSO-dg): & 1.32 - 1.65 (m, 4 H) 2.11 - 2,49 (m, 4 H) 2.63 - 2.
89 (m, 2 H) 3.68 - 3.87 (m, 2 H) 4,51 - 4,73 (m, 2 H) 5.41 - 5,61 (m,

2 H) 6.96 - 7.07 (m, 2 H) 7.10 (dd, J=8.00, 5.00 Hz, 1 H) 7.87 - 7.9
5 (m 1H) 814 -28.22 (m, 1H) 8.43 -28.49 (m, 2 H) 11.95 (s, 1 H),

EREF9 (74) :6— {9— [ (B—XFN—=3—AVAXHV )
XF)N] =5, 6, 8, 9—FhSERA-—TH-EYRI[4",6 3" :4

5leom[2, 3—b]lEBYTYY—T—A)} —6—FFY~FHEE
HPLCIR¥FBSRE (9) :3.79
MS (ESI, Pos. 20 V) : m/z=397 (M + H)*,

EFI9 (76) :6—FFY—6—[9— (2—-EYIZJVAFI) —
5, 6, 8, 9—FhSERO—-T7H-KEYRT[4' , 3" :4, 5] KO
O[2, 3—b]lEVYY—T—A4)L] ~NFHEE
TLC:Rf 0.47 (#/OAKRILL: ALY J —)L:7K=50:10:1) ;
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[0374]

[0375]

[0376]

[0377]

TH-NMR (DMSO-dg): & 1.34 - 1.67 (m, 4 H) 2.10 - 2.48 (m, 4 H) 2.62 - 2,
87 (m, 2 H) 3.66 — 3.88 (m, 2 H) 4.58 - 4,87 (m, 2 H) 5.43 - 5.62 (m,
2 H) 6.97 - 7.14 (m, 2 H) 7.20 - 7.29 (m, 1 H) 7.63 - 7.76 (m, 1 H)
7.81 - 7.91 (m, 1 H) 8.15 (dd, J=4.50, 1.50 Hz, 1 H) 8.44 - 8.50 (m,

1 H) 11.96 (s, 1 H),

EHEF9 (78) 16— {9—[ (1 —AFN—1TH—AZIFJ—JL=5
—AJ) XFI] =5, 6, 8, 9—FbSERO-—TH-EYR [4"
3" 4. 51¥On0[2, 3=b]EYYY—T—qAJ} —6—FFYAN
B
HPLCAR#FBEME (92) :3.44;

MS (ESI, Pos. 20 V) : m/z=396 (M + H)*,

EHEHIO (79) :6— {9—[ (1 —AFIN—1TH—AIHFI—)L—2
—qJ) AFN] =5, 6, 8, 9—FbSERAO-TH-EYR [4" .
3" 4. 5]1kO0[2, 3=—b]lEYSY—T—A)} —6—FFYAN
—\I—-_ltygﬁ
HPLCARFERER (4) :3.42;

MS (ESI, Pos. 20 V) : m/z=396 (M + H)*,

EHEFI9 (82) : AFIN 55— (9—RVVIJ—-5, 6, 8, 9—F b
SERO—-—7H-FYRT4' , 3" :4, 57 K¥On[2, 3—b] EY
V=T —=A)) —5—FFYRVEYH )FT—}

TLC:Rf 0.29 (ANFH > BT FIL=1:2),

EHEF9 (83) 16— {9—[ (6—=200=-2—-FT_)b) XFI]
—5, 6, 8, 9—FhZkbrO—-—7H-FKFUYURI[4' , 3" 4, 5] FK
00 [2, 3—blEBYYY—T—A)L} —6—FFY~IHER
TLC : Rf 0.42 (|IEAFL VX&) —)L=09:1);

TH-NMR (DMSO-dg): & 1.38 - 1.66 (m, 4 H), 2.10 - 2.44 (m, 4 H), 2.57 -

2.84 (m, 2 H), 3.61 -3.87 (m, 2 H), 4.75 (s, 2 H), 5.44 - 5,64 (m, 2
H), 6.88 - 7.04 (m, 2 H), 7.10 (dd, J=7.8, 4.8 Hz, 1 H), 7.87 (d, J=
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[0378]
[0379]

[0380]

7.8 Hz, 1 H), 8.17 - 8.32 (m, 1 H), 11.97 (s, 1 H),
FHEE 10 : 6—APFS—5, 5 AFI—6—FFYANTH UER
[{t54]

CO,CH,
Ho,e™ "

CH; CHs

FhSEROZ75Y (THF) (180mL) 2. OM YUFHASA
Y7OELTIR/THF—IFIRVEY-ATHVBRK (272mL)
EMA. RSATAR—AE/—ILAT—68CITRAML., 1 VEREEXFIL
(65. 38g) MTHF (180mL) AKAZ50498. —64CUTFT
MFLAk, —65CHHETIFREERERL. RWT, [ (4—-T0OEThFY
) AFIL]I RUEY (40. 0g) BLIUANFHAFILYVEBBN)TI R (
29. 489g) ®THF (90mL) BRZHN3I0NME. —6 2CLUTTH
TlLi, ABETI3IONEBLADB RSA 74 AA%IET L. M1, S8
BEFLE, RIGREZBMELET7 Y EZTLKEBE®R (1. 4L) ITAL.
AFHY EBIFIL (3:1) BE®K (1. 6L) THHLE, HMbkz
KE L CRMBIBKTHEL, EKREFT M) U LATELER BRERELEZ. &
ONEBEREZL)ATIVAT L (NFTFY (BRI FIL=15:1) T
MIB LI, BoNTEY (82, 0g) A% /—J)L (820mL) ITA
ML, BRFEAITTANIRLLKET1, 4—-UFFHFUERKR (82mL)
BLT10%1S5IYTLRE (50%2KME. 8. 29) ZMA. 50T
EAL TR LANS, 3. 5. KREZBPICRIIAAL, ERETHS
HMLIcOBERNERRERL, E51 MERAVTRESEREL. RERMBEL
Teo MEICNVIVEMATBEREREYT 2RFZ20T22056, &)
ATNWNAT L (NFHY FBIFIL=4:1-2:1) THELE B85
n7z{td&¥ (23. 88g) . MiGkxE (1 70mL) BLBIVKRE
FTRUDL (65, 9g) &, K (255mL) B8LUT7EMZMYIL (1
70mL) OREARICMATERL, ROT=HBILT=U L (nKHHY)
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[0381]

(716mg) ZHETONINETMA L, ERTARERHELALDSE,
RIEEWEK (0. 8L) IC9BAL. BT FIL THE L7, HE&REZK
HLEEDSE, BBMBERKEZMATERL, B354 MNREBEROKRL, BRE
KRBT N U LATEBRERIERELE. 8ONnLEEEZ MNLI VIR
fR L CRMERIEE 2@1TV. TEEMMELAE Y 2IZELEM (27, 249)
5T,
TLC : Rf 0.36 (NFH Y BT FIL=1:1);
H-NMR(CDCL;): & 1.18 (s, 6 H) 1.51 - 1.64 (m, 4 H) 2.30 - 2.39 (m, 2
H) 3.66 (s, 3 H),

EHEGIT 1 : XF) 66— [9— (3—hAORVIII) —5, 6, 8
9—FbSERA-TH-KEYRT[4" 3" :4. 5]lkoma[2, 3
— bl YV —T—AN] =2, 2= AFIN—6—FFY~NFH /)T —
b

EfEf1 O TEELLEY (7 7mg) & EEH 1 ICEUCEREICEK
STEELAEI— (3—74AORYYN) —6, 7, 8, 9—FMFENR
O-5H—-FURKRI[4", 3" :4, 5] FKFOO[2, 3—b] EYIY (
120mg) ®ON, N=IXFIFRILTIR (2. 5mL) &FRIC. BE

TrNYIFILFPIY (0. 075mL) . EDC (115mg) 8LUTHO
Bt (67mg) ZmA. 3FFEEHLE, RINEESWICENKEIRF N D

LAEBRB LOKEMA, FFERTFILTHIE L, K. SB2HNEEKTIER%

L. BB IR0 LTEIRE, BELE, BEEYYATLAS L

VAR KIS 74— (NFHY HBIFIL=6:4) THEL., Tk

ExETHZEBLEY (133mg) %21FK,

TLC:Rf 0.55 (ANFH U BRI FIL=1:1);

TH-NMR(CDCL,): & 1.11 = 1.23 (m, 6 H) 1.42 - 1.72 (m, 4 H) 2.09 - 2,49
(m, 2 H) 2,71 - 2.93 (m, 2 H) 3.57 - 3.68 (m, 3 H) 3.68 - 3.96 (m, 2
H) 4.39 - 4,71 (m, 2 H) 5.39 - 5.52 (m, 2 H) 6.71 - 6.82 (m, 1 H) 6.

83 - 7.01 (m, 2 H) 7.02 - 7.14 (m, 1 H) 7.17 - 7.31 (m, 1 H) 7.73 - 7
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.86 (m, 1 H) 8.25 -8.34 (m, 1H),

[0382] =fEFI12:6—[9— (3—7)a40RVYYIN) =5, 6, 8, 9—F
hSERO-—T7H-KYURKT[4 , 3" :4, 5] K¥OO[2, 3—b] K
VOV =T =] =2, 2=IAFI—6—FFY~FH

[0383] [{t55]

N
B e
0]
H3C CH3

[0384] RAEBI1 1 TERE L b &% RMER 3 ICE C/BEICMA LT, Tk
EeRd 2EELENERTI,
TLC:Rf 0.49 (/OORIL: Xy J —)b:7K= 50:10:1) ;
"H-NMR (DMSO-dg): & 0.96 - 1.13 (m, 6 H) 1.32 - 1.53 (m, 4 H) 2.22 - 2,
46 (m, 2 H) 2,62 - 2,84 (m, 2 H) 3.67 - 3.83 (m, 2 H) 4.62 (s, 2 H) 5

.39 - 5.56 (m, 2 H) 6.85 - 7.14 (m, 4 H) 7.27 - 7.39 (m, 1 H) 7.84 -
7.94 (m, 1 H) 8.18 - 8.23 (m, 1 H) 12,00 (s, 1 H),

[0385] =fEfl1 2 (1) ~=mfFI12 (198)

EHEH 1 ICECBFICE > TEEINAEB - AR VEBFFLITE
et 4 —>E5EHI 5 —>E e 6 >R 7 >RiEFI 1 ICECREICE > TR
EXInZFMZEROEY FEOOEY S VEEKZRAWL, 6 —X M2 —
5, B=—IXFI—6—FFYANFHUBOKRDLYICHEYT 2 HILKRVEEE
BARERAWT, BT 1TICECEBEICHL, BEICEY, EREfIT 21
HEULEBEINT I EICE>TUTOILEME BT,

[0386] =fEBI12 (1) :6—[9— (UO~NFVIXFI) =5, 6, 8,
9—FbhSERO—T7TH-KEYRT[4" , 3" :4, 5]F¥Oon[2, 3—
bl BYIY—T—A)] =2, 2=IXFI—6—FFY~THER
HPLCARFERER (4) :4.32;
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[0387]

[0388]

[0389]

[0390]

[0391]

[0392]

MS (ESI, Pos. 20 V) : m/z=426 (M + H)*,

EfEf12 (2) :6—[9— (2—20O0~NFYNITFI) =5, 6,
8, 9—FbSLRO—TH-EFYRI[4" , 3 :4, 5] KO0 [2,
3—blEBYIV—T—AN] =2, 2= XAFIN—6—FFY~FHEE
HPLCR¥FERME (92) :4.49;

MS (ESI, Pos. 20 V) : m/z=440 (M + H)*,

EfEf12 (3) :6—[9— (3=sO~Fx>)NFOEN) —5, 6

8, 9—FbokRO—T7TH-EFYRI[4" , 3° :4, 5] KO0 [2
L, 3=b1EBYIY—T—A)] =2, 2=IXFI—06—FFY~NEHY
&

HPLCR¥FERE (92) :4.58 ;
MS (ESI, Pos. 20 V) : m/z=454 (M + H)*,

EHEF12 (4) :6—[9— (4—200O0~FSITFI) =5, 6,
8, 9—FhZSERO—-T7H-FKFYRT[4" , 3" :4, 51FOO[2,
3—blEYIY=T=q)] =2, 2=IXF)—6—FFY~FH B
HPLCAR#FBEME (93) :4.68;

MS (ESI, Pos. 20 V) : m/z=468 (M + H)*,

EfEFI12 (5) :6—[9— (3, 4=vsOANRYYI) =5, 6,
8, 9—FhSERO-—7H-KEYR[4" 3’ :4, 5]1¥FO0I[2,
3—blEBYIV—T—AN] =2, 2= XAFIN—6—FFY~FHEE
HPLCR¥FERE (92) :4.59;

MS (ESI, Pos. 20 V) : m/z=488 (M + H)*,

EHEfF12 (6) : 6—[9— (3, b5=ysOoaARVYI)) =5, 6,
8, 9—FbSLRO—TH-EFYRI[4" , 3 :4, 5] KO0 [2,
3—blEBYIV—T—AN] =2, 2= XAFIN—6—FFY~FHEE
HPLCAR#FBEME (93) :4.64;

MS (ESI, Pos. 20 V) : m/z=488 (M + H)*,
EHEGI12 (7) :6—[9— (3, 4—IUAFIRVYYII) =5, 6,
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[0393]

[0394]

[0395]

[0396]

[0397]

8, 9—FhSLkO—-7H-KEYR[4' ,6 3" :4, 5] ¥On[2,

3—b] YT —T—AJ)L] —2, 2—IAXAFI—6—FFYAXTHEL

HPLCRIFERE (92) :4.41;
MS (ESI, Pos. 20 V) : m/z=448 (M + H)+,

EHEFI12 (8) : 6—[9— (3, B=UAFIRVII) =5, 6,
8, 9—FbSLRO—TH-EFYRI[4" , 3 :4, 5] KO0 [2,
3—blEBYIV—T—AN] =2, 2= XAFIN—6—FFY FHEE
HPLCR¥FERE (92) :4.43;

MS (ESI, Pos. 20 V) : m/z=448 (M + H)*,

EREFI12 (9) : 6—[9— (3, 5=y )70V YIN) =5, 6

8, 9—FbhZSERO-—7H-KEYR[4"  3' :4, 5100 [2

3=blEYIY—=T—=q)L] =2, 2=IXF)—6—FFI~EH>
&

HPLCAR#FBEME (92) :4.39;
MS (ESI, Pos. 20 V) : m/z=456 (M + H)*,

EHEFI12 (10) :6—[9— (3, 4—V2NAORVYII) =5,
6, 8, 9—FbSERO-TH-KEYRT[4" 3" :4, 5] o0 [
2, 3=b1EYS =T —AN] =2, 2= AFN—6—FFY~FH
Vs
HPLCAR#FBEME (92) :4.37;

MS (ESI, Pos. 20 V) : m/z=456 (M + H)*,

EREFEIT2 (11) :2, 2=V AXAFN—6—-FFY—-6—[9— (3,
4, 5—bYZNAORVYVI) =5, 6, 8, 9—FbSERO—TH-—
EYrR[4", 3 4, 5]oa[2, 3—b]lEYIYY—T7—4)l]
Y VB
HPLCR¥FERME (92) :4.49;

MS (ESI, Pos. 20 V) : m/z=474 (M + H)*,

EfEfF12 (12) :ITF) 6= (9—RVI)—-5, 6, 8, 9—F
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ANSkeRkao—7H—-FYRK[4' , 3'" :4, 5] oA [2, 3—b] ¥
DI —=T =)L) =2, 2=—"9AF)I—6—FFY~FH /) F7—Fh

TLC:Rf 0.24 (ANFH Y BT F)1=3:2) ;
TH-NMR(CDCL;): & 1.06 - 1.33 (m, 9 H), 1.41 - 1.78 (m, 4 H), 2.04 - 2.
49 (m, 2 H), 2.72 - 2.91 (m, 2 H), 3.65 - 3.96 (m, 2 H), 4.01 - 4,18
(m, 2 H), 4.36 - 4.70 (m, 2 H), 5.41 - 5.54 (m, 2 H), 7.00 - 7.37 (m,
6 H), 7.73 -7.86 (m, 1 H), 8.26 - 8.35 (m, 1 H),
[0398] EMEHI12 (13) : XFIN 6—[9— (3—/OA—4—7)0FON
vJN) —5, 6, 8, 9—FhSERO-TH-KEYRK[4" ,6 3" :4

51l ¥¥on[2, 3—blEYSY—T—4A4J)] —2, 2—IAXAF)L—6

—FXxIANEH I/ T—b

TLC:Rf 0.49 (ANFH YV FEEET FIL=1:1) ;

H-NMR(CDCLl;): & 1.09 - 1.24 (m, 6 H) 1.50 - 1.68 (m, 4 H) 2.14 - 2.49
(m, 2 H) 2.85 (t, J=5.49 Hz, 2 H) 3.59 - 3.68 (m, 3 H) 3.69 - 3,97 (

m 2H) 442 -4.71 (m, 2 H) 535 - 547 (m, 2 H) 6.93 -7.14 (m, 3 H

) 7.16 - 7.24 (m, 1 H) 7.75 - 7.88 (m, 1 H) 8.26 - 8.34 (m, 1 H),

[0399] 12 (15) :6— (9—ARVY)—-5, 6, 8, 9—-FbSEFR

O—7H—EYR[4" ., 3" 4, 5] FOoOf[2, 3—b]l EYI>—

7—A)) =2, 2=IXFIN—6—FFINTH VL
TLC:Rf 0.27 (7 OOKRIL: XY J—)b:7K= 90:10:1) ;
TH-NMR (DMSO-dg): & 0.98 - 1.11 (m, 6 H), 1.30 - 1.54 (m, 4 H), 2.16 -
2.45 (m, 2 H), 2.58 - 2,86 (m, 2 H), 3.65 -3.83 (m, 2 H), 4.61 (s, 2

H), 5.39 - 5,563 (m, 2 H), 7.04 - 7.17 (m, 3 H), 7.17 - 7.35 (m, 3 H)
, 7.84 -7.93 (m, 1 H), 8.16 - 8.24 (m, 1 H), 12,01 (s, 1 H),

[0400] =gfl12 (16) :6—[9— (3—27O0ARVYI)) —5, 6, 8,
9—FhSkERO—T7H-KEYR[4' , 3" :4, 5] FKFOO[2, 3—
bl BYIY—T—A)] =2, 2=IXFI—6—FFY~THHEE

TLC:Rf 0.48 (BRIEXFL VX% J—)L=09:1) ;
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[0401]

[0402]

[0403]

[0404]

TH-NMR (DMSO-dg): & 1.01 = 1.10 (m, 6 H) 1.37 - 1.50 (m, 4 H) 2.24 - 2,
51 (m, 2 H) 2.64 - 2,83 (m, 2 H) 3.70 - 3.82 (m, 2 H) 4,63 (s, 2H) 5
.43 - 5.53 (m, 2 H) 6.98 - 7.07 (m, 1 H) 7.11 (dd, J=7.8, 4.8 Hz, 1 H
) 7.18 = 7.36 (m, 3 H) 7.90 (dd, J=7.8, 1.4 Hz, 1 H) 8.19 - 8.24 (m,
1 H) 12.02 (s, 1 H),

EREFI12 (17) :6—[9— (3—200—-4—2)L7ARVI))
—5, 6, 8, 9—FhZkbrO—-—7H-FKFUYURI[4' , 3" 4, 5] FK
0O [2, 3—blEYSY—T—AN] =2, 2= XFIN—6—FFY
~EY U
TLC:Rf 0.72 (BEERTFIL) ;

H-NMR(CDCLl;): & 1.16 - 1.30 (m, 6 H), 1.45 - 1.81 (m, 4 H), 2.09 - 2.
59 (m, 2 H), 2.70 - 2,94 (m, 2 H), 3.68 - 4,00 (m, 2 H), 4.41 - 4,76
(m, 2 H), 5.29 - 5.52 (m, 2 H), 6.90 - 7.15 (m, 3 H), 7.14 - 7.24 (m,

1 H), 7.70 - 7.90 (m, 1 H), 8.21 - 8.40 (m, 1 H),

EHEF12 (19) :6—[9— o070 XFI) =5, 6, 8

9—FbSkRO-—7H-KEYR[4" 3" :4, 5]¢¥aBO[2, 3
—bl EBYI Y —T )] —2, 2—IXFI—6—FFY~NEH R
HPLCIR¥FBFA (4) :3.99;

MS (ESI, Pos. 20 V) : m/z=384 (M + H)*,

EhEFI12 (20) : 6= [9— Co2O0TFILAFI) =5, 6, 8,
9—FbhSkERO—7H-FYRT[4' , 3" :4, 5] F¥OoO[2, 3—
bl B —T—qA)] =2, 2=—IAFI—6—FFIY~TH R
HPLCIR¥FBFA (4) :4.12;

MS (ESI, Pos. 20 V) : m/z=398 (M + H)*,

EhEFI12 (21) : 6= [9— C7ORVFIAFI) =5, 6, 8

9—FhSERO—TH-KEYRT[4" , 3" :4, 51O [2, 3
—b] YT —T—A)] =2, 2=IXF)—6—FFY~IHEE
HPLCIR¥FBFAE (4) :4.21;
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[0405]

[0406]

(0407 ]

[0408]

[0409]

MS (ESI, Pos. 20 V) : m/z=412 (M + H)*,

Epefi12 (22) :6—[9— B=>70~FtEV—1—-A4INAF)
) —5, 6, 8, 9—FbSkRO—7H-FKYRKT[4 , 3" 4, 5]
Eoo[2, 3—b]lEYIY—T—A)] =2, 2-IXFI—6—FAF
INFY
HPLCARFFESR (92) :4.27;

MS (ESI, Pos. 20 V) : m/z=424 (M + H)*,

EfEGI1 2 (23) 2, 2—IXFIN—6—FFY—-6— {9— [2—
(Zx=)\FF) TFN] —5, 6, 8, 9—FhSERA-—TH-FKEYR
[4" ., 3" :4, 5100 ([2, 3—blEYTY—T—4)L} ~FH
g
HPLCARFFESR (92) :4.23;

MS (ESI, Pos. 20 V) : m/z=466 (M + H)*,

EHEFI12 (26) :TFII 66— (9—RVYIN—1, 3, 4, 9—F
bSERO—2H—B—HANKRYY—2—A)L) =2, 2= AF)L—6—
XIS/ T—h
TLC:Rf 0.72 (ANFH YV EEEET FIL=1:1) ;

H-NMR(CDCLl;): & 1.06 - 1.34 (m, 9 H) 1.45 - 1.83 (m, 4 H) 2.11 - 2.53

(m, 2 H) 2.76 - 2.99 (m, 2 H) 3.69 - 3.98 (m, 2 H) 4.00 - 4.19 (m, 2
H) 4.43 - 4,75 (m, 2 H) 5.21 - 5,31 (m, 2 H) 6.97 - 7.08 (m, 2 H) 7,
08 - 7.37 (m, 6 H) 7.47 - 7.60 (m, 1 H),

=HEF12 (27) :6— (9—NRYI)—1, 3, 4, 9—-FhSER
O—2H—-B—HANKR)Y=2—A)b) =2, 2=-IXF)N=6=—FFYA
4 VB




WO 2012/005227 189 PCT/JP2011/065312

[1£56]

I

N N

<::i>”'/ \F/A\‘//\><fCCbH

0O HsC CHj

[0410] TLC:Rf 0.35 (ANFH >V :EBEIT FIL=1:2) ;

"H-NMR (DMSO-dg): & 0.99 - 1.09 (m, 6 H) 1.31 - 1.54 (m, 4 H) 2.10 - 2.
46 (m, 2 H) 2,62 - 2.83 (m, 2 H) 3.65 - 3.85 (m, 2 H) 463 (s, 2 H) 5
.29 - 5,45 (m, 2 H) 6.93 - 7.49 (m, 9 H) 12,04 (s, 1 H),

[0411] EHEfFI12 (28) : 2, 2—=IAFN—6—FFY—6—[19— (3-—
Zrx=)L7OE)L) —1, 3, 4, 9—-FhSERO—2H—B—HILRY
v=2—AN] ~NFH VR
TLC:Rf 0.36 (7 OORIL: XY ) —)L:7K=90:10:1) ;

TH-NMR (DMSO-dg): & 1.00 - 1.11 (m, 6 H) 1.37 - 1.55 (m, 4 H) 1.85 - 2,

81 (m, 8 H) 3.66 - 3.83 (m, 2 H) 4.00 - 4.17 (m, 2 H) 4.58 - 4.76 (m,
2 H) 6.98 (t, J=7.5 Hz, 1 H) 7.07 (t, J=7.5 Hz, 1 H) 7,12 - 7,30 (m,
5H) 7.33 (d, J=7.5 Hz, 1 H) 7.40 (d, J=7.5 Hz, 1 H) 12.05 (s, 1 H)

[0412] EpFI12 (29) :ITFII 2, 2—IXAFI—6—#FY—6—T9
— (3—727x=)L7OEN) =1, 3, 4, 9—FhSERO—2H—B—
AWARY) =2 =] ~"FH/T—1
TLC:Rf 0.50 (ANFH v :HEEET FIL=2:1) ;

H-NMR(CDCLl;): & 1.11 = 1.32 (m, 9 H) 1.52 - 1.79 (m, 4 H) 1.98 - 2.22

(m, 2 H) 2.27 - 2,55 (m, 2 H) 2.60 - 2.93 (m, 4 H) 3.68 - 3.98 (m, 2
H) 3.96 - 4.21 (m, 4 H) 4.42 - 4,83 (m, 2 H) 7.05 - 7.36 (m, 8 H) 7.
42 - 7.55 (m, 1 H),
[0413] EMEfFI12 (30) : 2, 2—=IAFN—6—FFY—6—[9— (2—
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[0414]

[0415]

[0416]

[0417]

FIZNXAFII) =5, 6, 8, 9—F S RA-—TH-EYR[4" |
3" :4,5]rOO[2, 3—b]lEYTIY—T—4)L] ~FHEE
HPLCAR#FBEME (93) :4.20;

MS (ESI, Pos. 20 V) : m/z=426 (M + H)*,

EREFEI12 (31) :2, 2=V AFIN—6—FFY—-6—[9— (33—
FIZNXAFII) =5, 6, 8, 9—F S RA-—TH-EYR[4" |
3" :4,5]rOO[2, 3—b]lEYTIY—T—4)L] ~FHEE
HPLCAR#FBEME (92) :4.18;

MS (ESI, Pos. 20 V) : m/z=426 (M + H)%,

EHEfF12 (32) :6— {9—[ (5, 6—=y200-3—-EYI_)L
) XFN] —5, 6, 8, 9—FbSELRO—T7H-—EYR[4" kL 3
4. 51O [2, 3=b]lEVSY=—T—A)} =2, 2= XF)—
6 —FFxIUNFH U
HPLCAR#FBEME (93) :4.47;

MS (ESI, Pos. 20 V) : m/z=489 (M + H)%,

EHH12 (33) :6—= {9—-[(6—200=-3—-EYI-)) XF
J] =5, 6, 8, 9—-FhSERO—T7H-FYRI[4" 3" :4, 5
oo [2, 3—=bl1EBYYY—T—=A)} =2, 2=IXF)—6—%
FYANEY VR
HPLCAR#FBEME (92) :4.23;

MS (ESI, Pos. 20 V) : m/z=455 (M + H)*,

Efef12 (40) :6— {9—[ (1, 3= XFI—1TH-EFV—

W=5—A4J)) XF)I] -5, 6, 8, 9—FhrSERA-—TH—-KEYR [

4" ., 3" 4. 51O [2, 3=b]lEYYY—T—A)l} =2, 2

—VAFI= 6 —FFIYNFEH R

TLC:Rf 0.44 (v OOFRI LA S J—)L:7K=50:10:1) ;
'H-NMR(DMSO-dg): & 0.99 - 1,14 (m, 6 H) 1.37 - 1.56 (m, 4 H) 1.98 - 2,
06 (m, 3 H) 2.30 - 2.47 (m, 2 H) 2.62 - 2.85 (m, 2 H) 3.67 - 3.86 (m,
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5H) 4.62 - 4,77 (m, 2 H) 5,44 - 5,52 (m, 2 H) 5.71 (s, 1 H) 7.09 (d
d, J=8.00, 5.00 Hz, 1 H) 7.83 - 7.94 (m, 1 H) 8.16 - 8.25 (m, 1 H) 12
.05 (br. s., 1 H),

[0418] EfEFI12 (42) :6— {9—[ (5—4908—2—-FIT=JL) XFJ
1] —-5,6, 8, 9—FboSkbRkO—7H-FKFYUR T[4 , 3" 4, 5]
oo [2, 3—b]lENVIY—T—A)} =2, 2=—XFIN—6—FF*
INFH VR

[0419] [{E57]

[0420] TLC:Rf 0.44 (BEERTFIL) ;

TH-NMR (DMSO-dg): & 1.00 - 1.13 (m, 6 H) 1.38 - 1.55 (m, 4 H) 2.33 - 2.

47 (m, 2 H) 2.58 - 2.85 (m, 2 H) 3.63 - 3.87 (m, 2 H) 476 (s, 2 H) 5
47 - 5.64 (m, 2 H) 6.91 - 7.04 (m, 2 H) 7.11 (dd, J=7.50, 5.00 Hz, 1
H) 7.88 (d, J=7.50 Hz, 1 H) 8.20 - 8.30 (m, 1 H) 12.07 (s, 1 H),

[0421] EfEBI12 (43) :6—[9— (2—TYIXF)) —5, 6, 8, 9
— T hSERO—7H-KEYURT[4' , 3" :4, 5]FKFOO[2, 3—b
1YY =T —qAN] =2, 2= RXAFN—6—FFY~FHEE
HPLCAR SR (4) :4.05;

MS (ESI, Pos. 20 V) : m/z=410 (M + H)*,

[0422] EfEBI12 (44) :6—[9— (B—TYIXF)) =5, 6, 8, 9
— T hSeERO—7H-KEYRT[4' , 3" 4, 5]F¥FOO[2, 3—b
1YY =T —AN] =2, 2=9XFN—6—FFYIY~NFH VR
HPLCAR SR (4) :4.08;

MS (ESI, Pos. 20 V) : m/z=410 (M + H)*,
[0423] =HEfI12 (47) : XFIJ 6— {9—T (1, 3=V AFI—1H-—
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[0424]

[0425]

[0426]

ESY—)L—5—4JL) XFIJI] =5, 6, 8, 9—F Sk RO—7H-—

Eyr[4", 3" 4, 5]¥¥O0[2, 3—b]lEYYY—T—4)L}

—2, 2=XFN—6—FFYANEH/F—F

TLC:Rf 0.30 (BFEETFIL) ;

TH-NMR(CDCLl;): & 1.16 = 1.23 (m, 6 H) 1.53 = 1.73 (m, 4 H) 2.15 - 2.24
(m, 3H) 2.20 - 2.51 (m, 2 H) 2.73 - 2.91 (m, 2 H) 3.61 - 3.68 (m, 3
H) 3.71 - 3.97 (m, 2 H) 3.74 (s, 3 H) 4.48 - 4.78 (m, 2 H) 5.38 - 5.

53 (m, 2 H) 5.89 (s, 1 H) 7.03 -7.14 (m, 1 H) 7.74 - 7.85 (m, 1 H) 8

.26 - 8.34 (m, 1 H),

EHEF12 (49) :2, 2—UXFN—6— {9—[ (E—AXF)L—3
—AVAEXHYN) XFN] =5, 6, 8, 9—FhSEROA-—T7H—-F
JrR[4" , 3" 4, 5]k0O0[2, 3—blENVSYY—T—4)} —
6 —AXI~NFH UL
HPLCER#FRERE (9) :4.06;

MS (ESI, Pos. 20 V) :m/z=425 (M + H)*,

EHEE12 (51) : XAFIN 2, 2—IXF)J—6— {9—T (1 =X
FIN=—1TH-ESYV—I—=5—4)) XF)] =5, 6, 8, 9—-Ft5k
FRO—7H-FYUR T[4, 3" :4, 5] ¥FOO[2, 3—b] YTy
— 7 =N} =6 =—FFIYNFH /FT—F|
TLC:Rf 0.24 (BEERTFIL) ;

TH-NMR(CDCLl;): & 1.13 - 1.23 (m, 6 H) 1.51 - 1.68 (m, 4 H) 2.31 - 2.49
(m, 2H) 2,71 - 2,89 (m, 2 H) 3.60 - 3.69 (m, 3 H) 3,71 - 3.97 (m, 5
H) 4.69 - 4.89 (m, 2 H) 5.39 - 5,48 (m, 2 H) 5.97 - 6.09 (m, 1 H) 7.

01 - 7.10 (m, 1 H) 7.17 = 7.25 (m, 1 H) 7.72 - 7.81 (m, 1 H) 8.27 - 8

.33 (m, 1 H),

EfEFI12 (52) 12, 2—IAFI—6— {9— [ (1 =XF)b—1
H-A S5V —)b=5—4J) *F)] =5, 6, 8, 9—F bk RO—
TH-EYRT[4" 3" 4, 5100 [2, 3=b]lEYIY—-T7—
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[0427]

[0428]

[0429]

A} —6—FAFXY~NFH VR

HPLCER#FRERAE (4) :3.70;
MS (ESI, Pos. 20 V) :m/z=424 (M + H)*,

EHEFI12 (55) 12, 2—=IUXFIN—6— {9—[ (1 =XFIJI—1
H-ESY—Jb—=5—-AJl) AFN] =5, 6, 8, 9—-FhSERO—-7
H-—EYyR[4",6 3" 4, 5]lro0[2, 3—blEYISY—7—4
IV} —6—AFIY~NFH U
TLC:Rf 0.14 (#/OORI L A4S J—)b:7k=50:10:1) ;

"H-NMR (DMSO-dg): & 0.99 - 1.13 (m, 6 H) 1.47 (m, 4 H) 2.31 - 2.47 (m,

2 H) 2,50 -2.84 (m 2H) 3.64-3.86 (m, 5H) 4,71 - 4,89 (m, 2 H) 5

.29 - 5.42 (m, 2 H) 5.92 -6.04 (m, 1 H) 7.07 (dd, J=8.00, 5.00 Hz, 1
H) 7.51 - 7.59 (m, 1 H) 7.80 - 7.89 (m, 1 H) 8.15 - 8.25 (m, 1 H) 12

07 (s, 1 H),

EMFEI12 (57) :2, 2=IXFIN—6—{9—[ (1 =AFI—1
H-AS&FJ——2—A)) XF)] =5, 6, 8, 9—F ok RFO—
7TH-EYRT[4 3" :4, 5100 ([2, 3—b]lEYIY—T7—
AN} —6—FFIANEH L
HPLCAR#FBEME (93) :3.67;

MS (ESI, Pos. 20 V) : m/z=424 (M + H)*,

Ehfl12 (60) :6— {9—[ (6—200—-3—-EYTI=)L) AF
J] -5, 6,8, 9—FhSERO—7H-FYR[4" , 3" :4,5
1o [2, 3—blEYIY—T—A)L} —2, 2—IXF)—6—%

FYANEY VR
TLC : Rf 0.47 (/ORI LAY J—)L:7K=50:10:1)
TH-NMR (DMSO-dg): & 0.97 - 1.13 (m, 6 H) 1.35 - 1.54 (m, 4 H) 2.29 - 2.

47 (m, 2 H) 2.61 - 2,86 (m, 2 H) 3.66 - 3.86 (m, 2 H) 4.69 (br. s., 2
H) 5.44 - 5,57 (m, 2 H) 7.12 (dd, J=7.90, 4.80 Hz, 1 H) 7.40 - 7.48
(m, T H) 7.51 - 7.63 (m, 1 H) 7.87 - 7.95 (m, 1 H) 818 - 8.39 (m, 2
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[0430]

[0431]

[0432]

[0433]

H) 12.06 (s, 1 H),

Efl12 (61) :6— {9—[ (65—l A0—-2—-EYI =)L) X
FIN] =5, 6, 8, 9—FhrSRO—-T7TH-KEYR[4" 3" :4,
51kon[2, 3—b]lEYVISY—T—A)} =2, 2—IXFJL—6—
TxRIANEH VR
TLC:Rf 0.21(BIEX FL VBRI FIL: X % J —IL=8:4:1) ;

MS (ESI, Pos.) : m/z=439(M + H)+,

EHEGI12 (62) : 2, 2—=IUXFIN—6— {9—[ (1 =XFI—1
H-ESYV—Jb—4—-A)l) AFN] =5, 6, 8, 9—-FhSERO—-7
H—EYR[4" . 3" :4, 5]¥¥OoO[2, 3—=blEYVSY—T7—4
IV} —6—AFI~NFH R
TLC:Rf 0.46(/ 00K LAY J —IL:K=10:2:0.2) ;

MS (ESI, Pos.) : m/z=424 (M + H)*,

EMEF 12 (63) :6— {9—[ (1, S=IXFI—1TH-ESY—
V=4 —4J)) XFN] -5, 6, 8, 9—FrSERA-—TH-EYRT
4' ., 3" 4, 5]1¢¥OoO[2, 3—blEYYY—T—AJ)} —2, 2
—AFN =6 —AFIYANFH R
TLC:Rf 0.23(BIEX FL VBRI FIL: X % J —IL=8:4:1) ;

"H-NMR (DMSO-dg): & 1.00 - 1.12 (m, 6 H), 1.36 - 1.53 (m, 4 H), 2.01 -
2.11 (m, 3 H), 2.29 - 2.81 (m, 4 H), 3.58 - 3.67 (m, 3 H), 3.67 - 3.8
3 (m 2H), 4.68 (s, 2 H), 515 -5.30 (m, 2 H), 7.06 (dd, J=7.7, 4.6

Hz, 1 H), 7.33 - 7.49 (m, 1 H), 7.79 - 7.88 (m, 1 H), 8.17 - 8.25 (m
, TH), 12,05 (s, 1 H),

Ehef12 (64) :6— {9— [ (3—200—2—FT=)) XF)
1—-5,6,8, 9—-FhSERO—7H-FYR[4" , 3" :4, 5]
oo [2, 3=bl EYIY—T—A)l} =2, 2= XFI—6—FF*
YNEY R
TLC:Rf 0.26(~FH >V :BFEET FIL=1:1) ;
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MS (ESI, Pos.) : m/z=460 (M + H)*,

[0434] =fEHI12 (65) :6—[9— (3=VF/RVV)) =5, 6, 8,
9—FbhSkERO—7H-FYRT[4' , 3" :4, 5] F¥OoO[2, 3—
bl B —T—qA)] =2, 2=—IAFI—6—FFIY~TH R
TLC:Rf 0.58(EEEETFIL: X% / —)L=9:1) ;

MS (ESI, Pos. 20 V) : m/z=445 (M + H)*,

[0435] E=HEFI12 (66) :6—[9— (4—=—YFIRVI)) =5, 6, 8,
9—FbhSkERO—7H-FYRT[4' , 3" :4, 5] F¥OoO[2, 3—
bl B —T—qA)] =2, 2=—IAFI—6—FFIY~TH R
TLC:Rf 0.58(EEEETFIL: X% / —)L=9:1) ;

MS (ESI, Pos. 20 V) : m/z=445 (M + H)*,

[0436] =mefl12 (67) :6— {9—[ (6—200—2—-KEYIZ)L) XF
M -5, 6, 8, 9—FbhSERO—7H—-FYRI[4" , 3" :4, 5
oo (2, 3—b]lEYVIY—T—A)} —2, 2= XFI—6—F
XYNTH VR
TLC:Rf 0.48(/ OAFRIINL: XS J —)L:K=50:10:1) ;

"H-NMR (DMSO-dg): 8 1.01 - 1.15 (m, 6 H) 1.36 - 1.58 (m, 4 H) 2.34 - 2,

47 (m, 2 H) 2.63 - 2,90 (m, 2 H) 3.67 - 3.90 (m, 2 H) 4.61 - 4,91 (m,
2 H) 5.43 - 5,63 (m, 2 H) 6.86 - 7.17 (m, 2 H) 7.40 (d, J=7.87 Hz, 1
H) 7.72 - 7.83 (m, 1 H) 7.84 - 7.95 (m, 1 H) 8.17 (dd, J=4.67, 1.37
Hz, 1 H) 12,03 (br. s., 1 H),
[0437] EfE@I12 (68) :6— {9—[ (2, 5—=IAF)—1, 3=—FFV
— =4 —AJ)) XF)] -5, 6, 8, 9—FhSERO—-—TH-FKYR
[4' , 3" :4, 51¢¥OO[2, 3—b]lEYIY—T—4)} —2,
2= XFN—6—FFYNFH VR
TLC:Rf 0.39(/ OO LAy J—IL=10:1) ;
MS (FAB, Pos.) : m/z=445 (M + H)*,
[0438] EfEI12 (69) :6— {9— [ (3—-2)a40—-4—-E)I =)L) X
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[0439]

[0440]

[0441]

FILN] -5, 6, 8, 9—FhSERO-7H-EYK[4" L6 3" :4,

sl¥opn[2, 3—b]EYVSY—T—A)N} =2, 2= XAF)IN—6—

XYY VAR

TLC:Rf 0.43(/ ORI L: A% J—IL=10:1) ;
MS (ESI, Pos.) : m/z=439 (M + H)*,

EFl12 (70) : 6= {9—-[ (65—-2)x40-3-EJYI=Z)l) X
FI] -5, 6, 8, 9—FbbSERO-7H-EYR[4" 3" :4,

sl¥opn[2, 3—b]EYVSY—T—A)N} =2, 2= XAF)IN—6—

XY~ HUEE
TLC:Rf 0.55(EFEE T FIL: X% J —I)L=0:1) ;
TH-NMR (DMSO-dg): & 1.00 - 1.11 (m, 6 H), 1.36 - 1.53 (m, 4 H), 2.31 -

2.53 (m, 2 H), 2.63 -2.8 (m, 2 H), 3.70 - 3.86 (m, 2 H), 4.66 - 4.7
6 (m, 2 H), 5.54 (s, 2 H), 7.11 (dd, J=7.8, 4.8 Hz, 1 H), 7.40 - 7.55
(m, 1 H), 7.91 (dd, J=7.8, 1.3 Hz, 1 H), 8.18 - 8.24 (m, 1 H), 8.24
-8.35 (m, 1H), 847 (d, J=2.6 Hz, 1 H), 12.04 (s, 1 H),

E@I12 (71) :6— {9—[ (3—)A0—-2—-E)I =)L) X
FI] =5, 6, 8, 9—FbSERO—T7H-EYR[4" 6K 3" :4,
512, 3—b]lEYYY—T—A)} =2, 2= XFIJ—6—
ZXRYIYANZH
TLC:Rf 0.55(EEERTFIL: X4 / —I)L=9:1) ;

TH-NMR (DMSO-dg): & 1.00 - 1.12 (m, 6 H), 1.35 - 1.54 (m, 4 H), 2.27 -

2.45 (m, 2 H), 2.64 - 2.85 (m, 2 H), 3.66 - 3.87 (m, 2 H), 4.64 - 4.8
3 (m 2H), 557 - 572 (m, 2 H), 7.05 (dd, J=7.8, 4.5 Hz, 1 H), 7.33
-7.44 (m, 1 H), 7.69 - 7.80 (m, 1 H), 7.80 - 7.89 (m, 1 H), 8.12 (d
d, J=4.5, 1.1 Hz, 1 H), 8.20 - 8.27 (m, 1 H), 12,05 (s, 1 H),
Em@I12 (72) :6—{9—-—[ (4—o00—-2—-EYI=)l) *AF
J] =5, 6, 8, 9—FhSERO—TH-FKFYRT[4" , 3" :4, 5
1o [2, 3—blEYIY—T—A)} —2, 2—IXF)—6—%
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[0442]

[0443]

[0444]

FYANTH R
TLC:Rf 0.34(~FH > B2 T F)L=1:2) ;
TH-NMR(DMS0-dg): & 0.95 - 1.14 (m, 6 H) 1.31 - 1.56 (m, 4 H) 2.29 - 2.

46 (m, 2 H) 2,62 - 2.86 (m, 2 H) 3.66 - 3.86 (m, 2 H) 4,61 - 4,84 (m,
2 H) 5.44 - 561 (m, 2H) 7.03 - 7.11 (m, 1 H) 7.23 - 7.35 (m, 1 H)
7.42 (dd, J=5.00, 2.00 Hz, 1 H) 7.82 - 7.92 (m, 1 H) 8.15 (dd, J=5.00

, 1.50 Hz, 1 H) 8.43 (d, J=5.00 Hz, 1 H) 12,04 (s, 1 H),
EfefF12 (73) :6—[9— (4—iA4OXVY)) =5, 6, 8
9—FhSERO—TH-KEYRT[4" , 3" :4, 51O [2, 3
—bl EBYI Y —T )] —2, 2—IXFI—6—FFY~NEH R
TLC:Rf 0.44(/ OOKRIN L XS J —)L:7K=50:10:1) ;
"H-NMR (DMSO-dg): 8 0.92 - 1.17 (m, 6 H) 1.27 - 1.54 (m, 4 H) 2.18 - 2.

45 (m, 2 H) 2.61 - 2.83 (m, 2 H) 3.62 - 3.84 (m, 2 H) 4.61 (s, 2H) 5
.34 - 5.54 (m, 2 H) 7.03 -7.26 (m, 5H) 7.84 - 7.93 (m, 1 H) 8.17 -
8.24 (m, 1 H) 12.04 (s, 1 H),

EEFI12 (74) :6—[9— (4=—pOARVYYI) =5, 6, 8,
9—FbSkRO—7H-KEYR[4" 3" :4, 5]¢¥OO[2, 3—
bl B =T —AN] =2, 2= XAFN—6—FFYIY~NFHEE
TLC:Rf 0.44(/ OORINL: A5 J—)L:7K=50:10:1) ;

TH-NMR (DMSO-d¢): & 0.94 - 1.15 (m, 6 H) 1.28 - 1.54 (m, 4 H) 2.19 - 2.

45 (m, 2 H) 2,60 - 2.85 (m, 2 H) 3.64 - 3.83 (m, 2 H) 460 (s, 2 H) 5
.38 - 5.53 (m, 2 H) 7.04 - 7.19 (m, 3 H) 7.35 (d, J=8.5 Hz, 2 H) 7.83
-7.93 (m, 1 H) 8.16 -8.23 (m, 1 H) 12.03 (s, 1 H),

Efef12 (75) :6— {9—[ (2, 44— XFIN—1, 3=FF7YV
— ) —5—AJ)) XF)] =5, 6, 8, 9—FhSERO-—TH-KEYR
[4' , 3" :4, 51¢¥OO[2, 3—b]lEYIY—T—4)} —2,
2= XFN—6—FFYNFH VR
TLC:Rf 0.49(BEBRTFIL: X % / —)L=9:1) ;
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[0445]

[0446]

[0447]

TH-NMR(CDCLl;): & 1.08 - 1.33 (m, 6 H), 1.52 - 1.81 (m, 4 H), 2.17 - 2.
67 (m, 8 H), 2.69 - 2,91 (m, 2 H), 3.64 - 3,98 (m, 2 H), 4.39 - 4,86
(m, 2 H), 5.40 - 5.60 (m, 2 H), 6.99 - 7.17 (m, 1 H), 7.67 - 7.86 (m,

1 H), 8.24 - 8,39 (m, 1 H),

EmFl12 (76) :6—{9—-—[ (2—00—-4—-EYI=)l) *AF
] -5, 6, 8, 9—FhSERO—7H—-FYR[4 , 3" :4, 5
oo [2, 3—blEBYYY—T—AJ)} —2, 2—IXFJ—6—%
FYNFH R
TLC:Rf 0.50(BILAFL V: XA H /) —)L=9:1) ;

"H-NMR (DMSO-dg): & 0.96 - 1.13 (m, 6 H), 1.36 - 1.54 (m, 4 H), 2.27 -
2.45 (m, 2 H), 2.63 - 2.88 (m, 2 H), 3.68 - 3.87 (m, 2 H), 4.57 - 4.7
1 (m, 2 H), 5,53 (s, 2 H), 6.92 - 7.03 (m, 1 H), 7.12 (dd, J=7.8, 4.8

Hz, 1 H), 7.17 - 7.30 (m, 1 H), 7.93 (dd, J=7.8, 1.6 Hz, 1 H), 8.19
(dd, J=4.8, 1.6 Hz, 1 H), 8.30 (d, J=5.1 Hz, 1 H), 12,05 (s, 1 H),

EEFEI12 (79) :6— {9—-[ (5=200-3—=-FIT_)l) XF)

1—5,6,8, 9—FhSERO—7H-FEFYR[4" , 3" :4, 5]
Eoo[2, 3—blEYIY—=T—=Aq)} =2, 2= AFIN—6—-FF
R
TLC:Rf 0.52(AFH > : X% J—)L:K=50:10:1) ;
TH-NMR (DMSO-dg): & 0.97 - 1.13 (m, 6 H), 1.33 - 1.54 (m, 4 H), 2.29 -
2.46 (m, 2 H), 2.61 - 2.82 (m, 2 H), 3.68 - 3.82 (m, 2 H), 4.60 - 4.7
7 (m, 2 H), 5.26 - 5.42 (m, 2 H), 6.88 - 6.97 (m, 1 H), 7.04 - 7.20 (
m 2 H), 7.83 - 7.91 (m, 1 H), 8.16 - 8.25 (m, 1 H), 12.02 (s, 1 H),

EHEH12 (80) :6— {9—[ (2, 5B=YAFIN=—3—FI_))
XF)N] =5, 6, 8, 9—FhSERA-TH-EYR[4", 3' :4

sloo[2, 3—blEBYYY—T7—A)L} =2, 2=—IXFJL—6

—AXIYANFH U
TLC:Rf 0.24(~FH YV EFEE T FIL=1:2) ;
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[0448]

[0449]

[0450]

TH-NMR (DMSO-dg): & 0.98 - 1.12 (m, 6 H), 1.34 - 1.53 (m, 4 H), 2.15 -
2.46 (m, 8 H), 2.60 - 2.82 (m, 2 H), 3.66 - 3.81 (m, 2 H), 4.55 - 4.6
8 (m, 2 H), 5.20 - 5.33 (m, 2 H), 6.21 - 6.29 (m, 1 H), 7.08 (dd, J=7
.7, 4.8 Hz, 1 H), 7.86 (dd, J=7.9, 1.3 Hz, 1 H), 8.19 - 8.26 (m, 1 H)
, 12,05 (s, 1 H),

EHEFI12 (81) :6—[9— (3—70ARVYYN) —1, 3, 4,
9—FboERO—2H—B—HINR)Y—2—A)] =2, 2—IAF)
—6—FAFU~NEH R
TLC:Rf 0.59(/ 00K L XS J —)L:7K=50:10:1) ;

"H-NMR (DMSO-dg): & 0.93 - 1.14 (m, 6 H), 1.33 - 1.55 (m, 4 H), 2.23 -
2.45 (m, 2 H), 2.62 - 2.84 (m, 2 H), 3.67 - 3.84 (m, 2 H), 4.62 (s, 2

H), 5.32 - 5.47 (m, 2 H), 6.86 - 7.18 (m, 4 H), 7.24 - 7.36 (m, 2 H)
, 7.36 - 7.49 (m, 2 H), 12.03 (s, 1 H),
EHEF12 (82) :6—[9— (3—=200—-4—20FAORVII)
—1, 3, 4, 9—FhSERO—2H=B—HIRY>Y—2—4A)L] —2
2= XFIN—=6—FFINFH L
TLC:Rf 0.59(~/ OARIINL: XS J —)L:K=50:10:1) ;
"H-NMR (DMSO-dg): & 0.98 - 1.12 (m, 6 H), 1.31 - 1.57 (m, 4 H), 2.22 -
2.46 (m, 2 H), 2.61 - 2.85 (m, 2 H), 3.64 - 3.85 (m, 2 H), 4.63 (s, 2
H), 5.29 - 5.45 (m, 2 H), 6.88 - 7.13 (m, 3 H), 7.25 - 7.49 (m, 4 H)

, 12,03 (s, 1 H),

EMEFI12 (88) 12, 2—IAFI—6-—AFY—-6—[9— (2,
4, 6—bY7NFOAORVYYII) =5, 6, 8, 9—F S ROA—TH-—
EYrR[4" 3" :4 5]KO0O0[2, 3=b]EYIYY—T—AJ]
AN R
TLC:Rf 0.49(/ 00K L XS J —)L:7K=50:10:1) ;

TH-NMR (DMSO-dg): & 0.94 - 1.19 (m, 6 H), 1.29 - 1.60 (m, 4 H), 2.28 -
2.47 (m, 2 H), 2.58 - 2.83 (m, 2 H), 3.61 - 3.85 (m, 2 H), 4.66 (s, 2
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[0451]

[0452]

[0453]

H), 5.34 - 5.56 (m, 2 H), 7.04 (dd, J=8.0, 5.0 Hz, 1 H), 7.08 - 7.25
(m, 2 H), 7.76 - 7.87 (m, 1 H), 8.10 - 8.21 (m, 1 H), 12.04 (s, 1 H)

EfEF 12 (89) :6—[9— (4—vOA—2—7)LFARVIIL)
—5, 6, 8, 9—FhZkbrO—-—7H-FKFUYURI[4' , 3" 4, 5] FK
0O [2, 3—blEYSY—T—AN] =2, 2= XFIN—6—FFY
~EY U
TLC:Rf 0.49(/ 00K L: XY J —)L:7k=50:10:1) ;

"H-NMR (DMSO-dg): & 0.98 - 1.12 (m, 6 H), 1.30 - 1.58 (m, 4 H), 2.23 -

2.49 (m, 2 H), 2.59 - 2.89 (m, 2 H), 3.62 - 3.87 (m, 2 H), 4.64 (s, 2
H), 5.37 - 5.58 (m, 2 H), 6.83 (dd, J=8.0 Hz, 1 H), 7.09 (dd, J=8.0,
4,5 Hz, 1 H), 7.16 (dd, J=8.0, 2.0 Hz, 1 H), 7.46 (dd, J=10.0, 2.0 H

z, 1 H), 7.88 (d, J=8.0 Hz, 1 H), 8.18 (dd, J=4.5, 2.0 Hz, 1 H), 12.0

0 (s, 1 H,

EHEHI12 (90) :6— {9—[ (4—00—-2—FT_JL) XF)
1—5,6,8, 9—FhSERO—7H-FEFYR[4" , 3" :4, 5]
Eoo[2, 3—blEYIY—=T—=Aq)} =2, 2= AFIN—6—-FF
R
TLC:Rf 0.36(BBILX FL V:BFERIT FIL: X% J —IL=8:4:1) ;

TH-NMR (DMSO-dg): & 0.99 - 1.13 (m, 6 H), 1.38 - 1.54 (m, 4 H), 2.30 -

2.51 (m, 2 H), 2.61 -2.83 (m, 2 H), 3.68 - 3.84 (m, 2 H), 4.74 (s, 2
H), 5.53 - 5.65 (m, 2 H), 6.99 - 7.16 (m, 2 H), 7.36 - 7.43 (m, 1 H)

, 7.83 - 7.93 (m, 1 H), 8.19 - 8,27 (m, 1 H), 12.05 (s, 1 H),
12 (92) :6—{9—[ (B—=—AIMNEAN—2—-FT=)L)

XF)N] =5, 6, 8, 9—FhSERA-TH-EYR[4", 3' :4
sloo[2, 3—blEBYYY—T7—A)L} =2, 2=—IXFJL—6

—AXIYANFH U

TLC:Rf 0.38(BILAFL Vi A& /) —)L=09:1) ;
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[0454]

[0455]

[0456]

TH-NMR (DMSO-dg): & 0.95 - 1.14 (m, 6 H), 1.35 - 1.56 (m, 4 H), 2.30 -
2.50 (m, 2 H), 2.60 - 2.86 (m, 2 H), 3.65 - 3.87 (m, 2 H), 4.73 (s, 2
H), 6.54-6.70 (m, 2 H), 6.96 - 7.16 (m, 2 H), 7.30 (brs, 1 H), 7.53
(d, J=3.6 Hz, 1 H), 7.76-7.98 (m, 2 H), 8.23 (d, J=4.8 Hz, 1 H), 12.0

4 (s, 1H),

EEFEI12 (93) : 6= {9—-[ (B=3F7/=2=-FITZ)L) XF)
1—-5,6,8, 9—FhSkRO—7H—-FYR[4 , 3" :4, 5]
oo [2, 3—b]lEYIY—T—q)} =2, 2=—IAFN—6—-FF
R A
TLC:Rf 0.46(BBIELXFL V:BFBRIT FIL: X & J —IL=8:4:1) ;

TH-NMR (DMSO-dg): & 1.00 - 1.10 (m, 6 H), 1.35 - 1.55 (m, 4 H), 2.30 -
2.50 (m, 2 H), 2.60 - 2.85 (m, 2 H), 3.68 - 3.85 (m, 2 H), 4.74 (s, 2

H), 5.65-5.75 (m, 2 H) , 7.12 (dd, J=7.5, 4.5 Hz, 1 H), 7. 15 - 7.26

(m, 1 H), 7.81 (d, J=3.6 Hz, 1 H), 7.89 (d J=7.5 Hz, 1 H), 8.24 (d,

J=4.5 Hz, 1 H), 12.06 (s, 1 H),

EMEFI12 (94) :6—[9— (2, 3=oNAONRVYII) =5,
6, 8, 9—FbSERO—-T7H-KEFYRT[4" 3" :4, 5100/
2, 3—blEBYIDY—T—A)] —2, 2= RXAFI—6—FFYA~ZH
VB
TLC:Rf 0.51(/ 00K L XS J —)L:K=50:10:1) ;

TH-NMR (DMSO-dg): & 0.96 - 1.13 (m, 6 H), 1.31 - 1.56 (m, 4 H), 2.27 -
2.46 (m, 2 H), 2.62 - 2.86 (m, 2 H), 3.66 - 3.85 (m, 2 H), 4.65 (s, 2

H), 5.46 - 5.64 (m, 2 H), 6.56 - 6.66 (m, 1 H), 7.02 - 7.09 (m, 1 H)
, 7.09 (dd, J=7.5, 4.5 Hz, 1 H), 7.26 - 7.40 (m, 1 H), 7.89 (dd, J=7.
5, 1.5 Hz, 1 H), 8.18 (dd, J=4.5, 1.5 Hz, 1 H), 12.04 (s, 1 H),

Epef12 (95) 12, 2—IXFN—6—FFY-—-6—[9— (2,
3, 6—htVZNAORVYIIIN) =5, 6, 8, 9—FhSEROA—T7H-—
EYyRrR[4", 3" 4, 5]laa[2, 3—blEYYY—T7—4)]
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[0457]

[0458]

NEH R
TLC:Rf 0.49 (#/ OORIL:XH J—)L:7K=50:10:1) ;
TH-NMR (DMSO-dg): & 0.96 - 1.16 (m, 6 H), 1.33 - 1.56 (m, 4 H), 2.30 -
2.46 (m, 2 H), 2.60 - 2.81 (m, 2 H), 3.63 - 3.84 (m, 2 H), 4.60 - 4.7
6 (m, 2 H), 5.46 - 5,58 (m, 2 H), 7.05 (dd, J=7.5, 4.5 Hz, 1 H), 7.07
- 7.17 (m, 1 H), 7.39 - 7.53 (m, 1 H), 7.83 (dd, J=7.5, 1.5 Hz, 1 H)
, 8.16 (dd, J=4.5, 1.5 Hz, 1 H), 11.93 (s, 1 H),

EREFI12 (96) :6—[9— (3—20O0—2—=7)LFARVIIL)
—5, 6, 8, 9—FhZkbrO—-—7H-FKFUYURI[4' , 3" 4, 5] FK
oo [2, 3=b]lEVSY=T—A)] =2, 2=9IXAF)I—6—FFY

AN iR
TLC:Rf 0.50 (/7 OORIL: XS J—)L:7k=50:10:1) ;
"H-NMR (DMSO-dg): & 0.99 - 1.10 (m, 6 H), 1.35 - 1.53 (m, 4 H), 2.26 -
2.45 (m, 2 H), 2.65 - 2.83 (m, 2 H), 3.67 - 3.85 (m, 2 H), 4.59 - 4.7
0 (m, 2 H), 5,48 - 5.62 (m, 2 H), 6.69 - 6.79 (m, 1 H), 7.04 - 7.14 (
m, 2 H), 7.43 - 7.53 (m, 1 H), 7.90 (dd, J=7.5, 1.5 Hz, 1 H), 8.18 (d
d, J=4.5, 1.5 Hz, 1 H), 12.04 (s, 1 H),

EHH12 (97) :6—=[9— (2, 4—27)LA70RVT)L) =5,
6, 8, 9—FbSERO—-T7H-KEFYRT[4" 3" :4, 5100/
2, 3—b1EBYYY—T—A)] =2, 2= XFIN—6—FFY~FH
g

[0459] [{t58]

CO,H
F o)
CH, CH,

[0460] TLC:Rf 0.38(1BIEAXFL V:EEERT FIL: X4 J —)L=8:4:1) ;
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[0461]

[0462]

[0463]

TH-NMR (DMSO-dg): & 0.98 - 1.14 (m, 6 H), 1.35 - 1.52 (m, 4 H), 2.25 -
2.82 (m, 4 H), 3.67 -3.84 (m, 2 H), 4.64 (s, 2 H), 5.41 - 5.54 (m, 2
H), 6.85 - 7.02 (m, 2 H), 7.09 (dd, J=7.9, 4.8 Hz, 1 H), 7.21 - 7.33
(m, 1 H), 7.89 (dd, J=7.9, 1.4 Hz, 1 H), 8.19 (dd, J=4.8, 1.4 Hz, 1
H), 12.04 (s, 1 H),

EWEE12 (98) :6—[9— (3—vOo@Q—2, 4—S7)L7aRY
J)N) =5, 6, 8, 9—FhSERO-7H-KEYR[4" 3" :4,

sl¥opn[2, 3—b]EYVSY—T—AN] =2, 2= AXAFIN—6—

XYY VAR

TLC: Rf 0.38 GRILXFL V:EFBRIT FIL: A Y/ —IL=8:4:1) ;
"H-NMR (DMSO-dg): & 1.00 - 1.12 (m, 6 H), 1.37 - 1.52 (m, 4 H), 2.24 -
2.81 (m, 4 H), 3.68 - 3.84 (m, 2 H), 4.66 (s, 2 H), 5.47 - 5.58 (m, 2
H), 6.82 - 6.96 (m, 1 H), 7.09 (dd, J=7.8, 4.8 Hz, 1 H), 7.15 - 7.25
(m, 1 H), 7.89 (dd, J=7.8, 1.5 Hz, 1 H), 8.18 (dd, J=4.8, 1.5 Hz, 1
H), 12.04 (s, 1 H),
EHEFI12 (99) :6—=[9— (4= =-3=-)NAARYII)
-5, 6, 8, 9—FhSERO—T7H-FYRT[4" , 3" :4, 5]F

oo [2, 3—b]EVIY—T—A)] =2, 2—IXFIN—6—FFY

AN iR

TLC:Rf 0.19 (NFH U BT FIL=1:2) ;

TH-NMR (DMSO-dg): & 0.98 - 1.11 (m, 6 H), 1.34 - 1.53 (m, 4 H), 2.24 -

2.82 (m, 4 H), 3.68 - 3.84 (m, 2 H), 4.63 (s, 2 H), 5.43 - 5.53 (m, 2
H), 6.84 - 6.97 (m, 1 H), 7.05 - 7.28 (m, 2 H), 7.46 - 7.55 (m, 1 H)

, 7.86 - 7.94 (m, 1 H), 8.18 - 8,24 (m, 1 H), 12.05 (s, 1 H),
EHEH12 (100) :6—=[9— (3=200-5—-7)Lb40XRVI)L

) -5, 6, 8, 9—FhSERO—7H-FYR[4 , 3" :4, 5]

oo [2, 3—b] EVYY—T—A)L] =2, 2=IXFIN—6—FF*

YNFEH VR
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[0464]

[0465]

[0466]

TLC:Rf 0.23(ANFH YV AT FIL=1:2) ;

TH-NMR (DMSO-dg): & 1.00 - 1.11 (m, 6 H), 1.36 - 1.53 (m, 4 H), 2.28 -

2.84 (m, 4 H), 3.69 - 3.84 (m, 2 H), 4.60 - 4.69 (m, 2 H), 5.44 - 5.5

2 (m, 2 H), 6.85-7.00 (m, 1 H), 7.00 - 7.15 (m, 2 H), 7.29 - 7.36 (

m 1 H), 7.87 - 7.95 (m, 1 H), 8.18 - 8.25 (m, 1 H), 12.05 (s, 1 H),
Epefi12 (101) 12, 2=—IAXAFN—6—-—FFY—6—[9— (2
3, 4—hkY)7NAORVYIIN) =5, 6, 8, 9—-FhSERO-—7H

—FPYRT4 , 3" :4, 5] K¥OoO[2, 3—b]lEYIY—T—4)L

I AxHUER
TLC:Rf 0.48 (# ORI LAY J—)L:7K=50:10:1) ;
TH-NMR (DMSO-dg): & 0.97 - 1.14 (m, 6 H), 1.32 - 1.55 (m, 4 H), 2.28 -

2.46 (m, 2 H), 2.63 - 2.84 (m, 2 H), 3.65 - 3.84 (m, 2 H), 4.66 (s, 2
H), 5.44 - 5,60 (m, 2 H), 6.66 - 6.79 (m, 1 H), 7.09 (dd, J=7.5, 4.5
Hz, 1 H), 7.12 - 7.26 (m, 1 H), 7.89 (dd, J=7.5, 1.5 Hz, 1 H), 8.19
(dd, J=4.5, 1.5 Hz, 1 H), 12.04 (s, 1 H),

EHEFI12 (102) 12, 2=V XFI—6—FFY—6—[9— (2
3.4, 6—Fbo0FORVII) =5, 6, 8, 9—FhSERO

—7H-¥EKYRT[4" 3" :4, 5]1¥¥Oon[2, 3—=blEYIV-—7
—AN] ~FH R

TLC:Rf 0.46(/ OOKRI L XS J —)L:7K=50:10:1) ;

TH-NMR (DMSO-dg): & 0.97 - 1.17 (m, 6 H), 1.34 - 1.57 (m, 4 H), 2.32 -

2.46 (m, 2 H), 2.58 - 2.81 (m, 2 H), 3.65 - 3.82 (m, 2 H), 4.69 (s, 2
H), 5.41 - 5,56 (m, 2 H), 7.05 (dd, J=7.5, 4.5 Hz, 1 H), 7.43 - 7.57
(m, 1 H), 7.83 (dd, J=7.5, 1.5 Hz, 1 H), 8.16 (dd, J=4.5, 1.5 Hz, 1

H), 12.05 (s, 1 H),

Epefi12 (103) : 2, 2=—IAFN—6—-FFY—6—[9— (R
vA)NAOANRYIN) =5, 6, 8, 9—FhSERO—TH-FYRT

4' , 3" 4, 57KO0[2, 3—b]lEYISY—T—A)L] AExHY
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[0467]

[0468]

[0469]

B8
TLC:Rf 0.47(/ 00K L XS J —)L:7K=50:10:1) ;
TH-NMR (DMSO-dg): & 1.00 - 1.16 (m, 6 H), 1.35 - 1.58 (m, 4 H), 2.35 -
2.48 (m, 2 H), 2.61 - 2.80 (m, 2 H), 3.66 - 3.82 (m, 2 H), 4.72 (s, 2
H), 5.48 - 5.65 (m, 2 H), 7.06 (dd, J=7.5, 4.5 Hz, 1 H), 7.84 (dd, J
=7.5, 1.5 Hz, 1 H), 8.15 - 8.20 (m, 1 H), 12.04 (s, 1 H),
EhEFI12 (107) :6—[9— (2, 5=y7)Lz70VI)) =5
6, 8, 9—FhSERAO-—T7TH-KFYRKRT[4" , 3" :4, 5] KOO
[2, 3=b1EBYIY—T—A)] =2, 2= AFIV=—6—-FFYA~F
TR
TLC:Rf 0.20(/ OQKRI LAY J —)L:2 8% 7V E=T77K=85:13:2) ;
"H-NMR (DMSO-dg): & 0.96 - 1.14 (m, 6 H), 1.36 - 1.56 (m, 4 H), 2.24 -
2.48 (m, 2 H), 2.62 - 2.87 (m, 2 H), 3.66 - 3.87 (m, 2 H), 4.60 - 4.7
5 (m, 2 H), 5,40 - 5.57 (m, 2 H), 6.51 - 6.69 (m, 1 H), 7.03 - 7.37 (
m, 3H), 7.81 - 7.97 (m, 1 H), 812 -8.25 (m, 1 H), 12.04 (s, 1 H),
12 (108) :6—{9—-[(2=—200=-3—=—FI_Jl) XF
M -5, 6, 8, 9—FbhSERO—7H—-FYRI[4" , 3" :4, 5
oo (2, 3—b]lEYVIY—T—A)} —2, 2= XFI—6—F
XYNTH VR
TLC:Rf 0.56 (BFEETFIL) ;
TH-NMR (DMSO-dg): & 1.00 - 1.13 (m, 6 H), 1.36 - 1.54 (m, 4 H), 2.28 -
2.45 (m, 2 H), 2.62 - 2.81 (m, 2 H), 3.66 - 3.83 (m, 2 H), 4.67 (s, 2
H), 5.30 - 5.44 (m, 2 H), 6.56 - 6.65 (m, 1 H), 7.10 (dd, J=7.7, 4.6
Hz, 1 H), 7.30 - 7.39 (m, 1 H), 7.88 (dd, J=7.7, 1.3 Hz, 1 H), 8.22
(dd, J=4.6, 1.3 Hz, 1 H), 12.05 (s, 1 H),
Epefi12 (109) 12, 2—IAXAFN—6—FFY—-6—[9— (2
4, 5—bYZNFARVIVI) =5, 6, 8, 9—FbSEREA-TH
—EFYR[4" , 3" 4, 57O [2, 3—b]lEYIY—T—4)L
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[0470]

[0471]

[0472]

I ~"FH U

TLC:Rf 0.50 (/O ORI L: XS J—)L:K=50:10:1) ;
TH-NMR (DMSO-dg): & 0.95 - 1.16 (m, 6 H), 1.33 - 1.56 (m, 4 H), 2.30 -
2.46 (m, 2 H), 2.64 - 2.83 (m, 2 H), 3.68 - 3.85 (m, 2 H), 4.67 (s, 2

H), 5.37 - 5.55 (m, 2 H), 6.93 - 7.06 (m, 1 H), 7.09 (dd, J=7.5, 4.5
Hz, 1 H), 7.52 - 7.66 (m, 1 H), 7.84 - 7.94 (m, 1 H), 8.16 - 8.24 (m
, 1 H), 12,03 (s, 1 H),

EMEF12 (110) :6—[9— (2—=TNAO=3 —XFIRYI
) -5, 6, 8, 9—FhSERO—7H-FYR[4 , 3" :4, 5]
Eoo[2, 3—blEYIY=T—Aq4)] =2, 2= AFIN—6—-FF
R
TLC:Rf 0.52(/ 00K L XS J —)L:7K=50:10:1) ;

"H-NMR (DMSO-dg): & 0.98 - 1.12 (m, 6 H), 1.32 - 1.54 (m, 4 H), 2.17 -
2.47 (m, 5 H), 2.64 - 2.86 (m, 2 H), 3.67 - 3.85 (m, 2 H), 4.62 (s, 2

H), 5.40 - 5.57 (m, 2 H), 6.51 - 6.63 (m, 1 H), 6.88 - 6.98 (m, 1 H)
, 7.08 (dd, J=7.5, 4.5 Hz, 1 H), 7.12 - 7.21 (m, 1 H), 7.89 (dd, J=7.
5 1.5 Hz, 1 H), 8.18 (dd, J=4.5, 1.5 Hz, 1 H), 12.01 (s, 1 H),

EHEFI12 (113) 12, 2=V XFI—6—2FFY—6—[9— (2

3. 4, 5—=Fbo0FORVIII) =5, 6, 8, 9—FhSERO
—7H-FEFYR[4" , 3" :4, 5]¥¥Oon[2, 3—b]¥EY)I>V-—-7
— Al ~"FH R
TLC:Rf 0.51(/ 00K L XS J —)L:K=50:10:1) ;

TH-NMR (DMSO-dg): & 0.97 - 1.14 (m, 6 H), 1.32 - 1.55 (m, 4 H), 2.28 -
2.46 (m, 2 H), 2.63 - 2.84 (m, 2 H), 3.65 - 3.84 (m, 2 H), 4.68 (s, 2

H), 5.44 - 5,60 (m, 2 H), 6.83 - 6.95 (m, 1 H), 7.10 (dd, J=7.5, 4.5

Hz, 1 H), 7.89 (dd, J=7.5, 1.5 Hz, 1 H), 8.19 (dd, J=4.5, 1.5 Hz, 1

H), 12.04 (s, 1 H),
EHEFHI12 (1156) 12, 2=IAFI—6—FY—6—[9-— (2
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[0473]

[0474]

[0475]

3, 5, 6=—Fh7)LAORYIIJI) —5, 6, 8, 9—F kRO

—7H-KEYRr[4",6 3" 4, 5100 [2, 3—b]lEYIV-—7

—AI)] ~NFH R

TLC:Rf 0.59(/ 00K L XS J —)L:7K=50:10:1) ;
TH-NMR (DMSO-dg): & 1.00 - 1.16 (m, 6 H), 1.33 - 1.60 (m, 4 H), 2.32 -
2.47 (m, 2 H), 2.62 - 2.83 (m, 2 H), 3.66 - 3.84 (m, 2 H), 4.71 (s, 2

H), 5.47 - 5.66 (m, 2 H), 7.06 (dd, J=7.5, 4.5 Hz, 1 H), 7.78 - 7.93
(m, 2 H), 8.16 (dd, J=4.5, 1.5 Hz, 1 H), 12,05 (s, 1 H),

EHEH12 (116) :6—=[9— (2=7)A0—4—AFILRVI)L
) —5, 6, 8, 9—FhSERO—7H-FEYRI[4" , 3" :4, 5]
Eoo[2, 3—blEYIY=T—Aq4)] =2, 2= AFIN—6—-FF
R
TLC:Rf 0.54(/ 00K L XS J —)L:7K=50:10:1) ;

"H-NMR (DMSO-dg): & 0.97 - 1.13 (m, 6 H), 1.31 - 1.53 (m, 4 H), 2.24 (s
, 3H), 2.35 -2.46 (m, 2 H), 2.62 - 2.84 (m, 2 H), 3.66 - 3.83 (m, 2
H), 4.62 (s, 2 H), 5.38 - 5.52 (m, 2 H), 6.66 - 6.78 (m, 1 H), 6.83
- 6.91 (m, 1 H), 7.00 - 7.13 (m, 2 H), 7.88 (d, J=8.0 Hz, 1 H), 8.18

(dd, J=4.5, 1.5 Hz, 1 H), 12.04 (s, 1 H),

EHEH12 (119) :6—=[9—= (4—7)F0—-3 —AFILRXVI)L
) -5, 6, 8, 9—FhSERO—7H-FYR[4 , 3" :4, 5]
oo [2, 3—b]lEYIY—T—q)] =2, 2= AFN—6—-FF
R A
TLC:Rf 0.24(~NFH YV BEEET FIL=1:2) ;

TH-NMR (DMSO-dg): & 0.98 - 1.13 (m, 6 H), 1.33 - 1.53 (m, 4 H), 2.10 -
2.83 (m, 7 H), 3.66 - 3.82 (m, 2 H), 4.62 (s, 2 H), 5.34 - 5.46 (m, 2
H), 6.84 - 7.22 (m, 4 H), 7.83 - 7.92 (m, 1 H), 8.18 - 8.26 (m, 1 H)

, 12.02 (br s, 1 H),
ERAIT12 (123) :6—[9— (3—7)LA0-5—XFIRUII




WO 2012/005227 208 PCT/JP2011/065312

[0476]

[0477]

) —5, 6, 8, 9—FbZSERA-TH-EYRT[4" 6 3" :4, 5]

oo [2, 3—b] EVYY—T—A)L] =2, 2=IXFIN—6—FF*

yNEH URR

TLC:Rf 0.49(/ 00K L XS J —)L:7K=50:10:1) ;
TH-NMR (DMSO-dg): & 0.95 - 1.13 (m, 6 H), 1.31 - 1.53 (m, 4 H), 2.18 -
2.46 (m, 2 H), 2.22 (s, 3 H), 2.63 - 2.84 (m, 2 H), 3.67 - 3.82 (m, 2

H), 4.62 (s, 2 H), 5.35 - 5,50 (m, 2 H), 6.60 - 6.94 (m, 3 H), 7.09
(dd, J=7.5, 4.5 Hz, 1 H), 7.84 - 7.93 (m, 1 H), 8.17 - 8.24 (m, 1 H),
12.04 (s, 1 H),

EEFEI12 (130) :6—=[9— (3—=INAO—4—AFIRVI)
) —5, 6, 8, 9—FhSERO—7H-FEYRI[4" , 3" :4, 5]
Eoo[2, 3—blEYIY=T—Aq4)] =2, 2= AFIN—6—-FF
R
TLC:Rf 0. 44(BBIEXFL VBRI FIL: X % J —IL=8:4:1) ;

TH-NMR (DMSO-dg): & 0.99 - 1.11 (m, 6 H) 1.32 - 1.52 (m, 4 H) 2.16 (s,
3H) 2,21 -2.84 (m 4H) 3.67 -3.83 (m, 2H) 4,62 (s, 2 H) 5.38 -5
.49 (m, 2 H) 6,77 - 6.98 (m, 2 H) 7.09 (dd, J=7.9, 4.8 Hz, 1 H) 7.14
-7.23 (m, 1 H) 7.84-7.92 (m, 1 H) 8.17 - 8.24 (m, 1 H) 12.04 (br.

s., 1 H),

EREFI12 (133) :6—[9— (4—200—=3—AFIRVI))
—5, 6, 8, 9—FhZkbrO—-—7H-FKFUYURI[4' , 3" 4, 5] FK
0O [2, 3—blEYSY—T—AN] =2, 2= XFIN—6—FFY
~EY U
TLC:Rf 0.29(ANFH >V AT FIL=1:2) ;

TH-NMR (DMSO-dg): & 0.96 - 1.14 (m, 6 H), 1.28 - 1.56 (m, 4 H), 2.18 -
2.29 (m, 3 H), 2.34 -2.83 (m, 4 H), 3.66 - 3.86 (m, 2 H), 4.61 (s, 2

H), 5.33 - 5.51 (m, 2 H), 6.80 - 6.97 (m, 1 H), 7.09 (dd, J=7.9, 4.8

Hz, 1 H), 7.14 - 7.25 (m, 1 H), 7.26 - 7.37 (m, 1 H), 7.83 - 7.94 (m
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[0478]

[0479]

[0480]

, 1 H), 8.15-28.26 (m, 1 H), 12,05 (s, 1 H),

EREFI12 (137) :6—[9— (2—TNAO=5—XFIRYI
) -5, 6, 8, 9—FhSERO—7H-FYR[4 , 3" :4, 5]
oo [2, 3—b]lEYIY—T—q)] =2, 2= AFN—6—-FF
R A
TLC:Rf 0.47(GRIEXFL VBRI FIL: X % J —IL=8:4:1) ;

"H-NMR (DMSO-dg): & 1.01 = 1.11 (m, 6 H) 1.35 - 1.54 (m, 4 H) 2.08 - 2.

17 (m, 3 H) 2.24 - 2,84 (m, 4 H) 3,68 - 3.84 (m, 2 H) 4.64 (s, 2 H) 5
.40 - 5,53 (m, 2 H) 6.65 -6.76 (m, 1 H) 7.04 - 7.17 (m, 3 H) 7.84 -
7.94 (m, 1 H) 815 -8.24 (m, 1 H) 12.05 (br. s., 1 H),

EEFEI12 (138) :6—{9—-[ (4—2700-3—FT-)l) XF
)] =5, 6, 8, 9—FbSkRO—7H-KEYUR T[4 , 3" :4, 5
oo [2, 3—=bl1EBYYY—T—=A)} =2, 2=IXF)—6—%
FYANEY VR
TLC:Rf 0.54(/ OORILL: XAy J—)L=10:1) ;

"H-NMR (DMSO-dg): & 0.98 - 1.14 (m, 6 H), 1.33 - 1.54 (m, 4 H), 2.21 -

2.51 (m, 2 H), 2.62 - 2.85 (m, 2 H), 3.65 - 3.88 (m, 2 H), 3.66 - 3.8

7 (m, 2 H), 4.64 (s, 2 H), 530 - 547 (m, 2 H), 6,81 - 7.16 (m, 2 H)

, 7.59 - 7.69 (m, 1H), 7.82 - 7.94 (m, 1 H), 8,13 - 8.23 (m, 1 H),
EhEFI12 (139) :6—-[9— (2, 6=y7)Lbz70O0VY)) =5
6, 8, 9—FhSERAO-—T7TH-KFYRKRT[4" , 3" :4, 5] KOO
[2, 3—b1EYYY—T—qN] =2, 2=IXAFIN—6—FFY~F

TR

TLC:Rf 0.50(/ 00K L: Ay J—IL=10:1) ;

TH-NMR (DMSO-dg): & 0.98 - 1.16 (m, 6 H), 1.35 - 1.54 (m, 4 H), 2.22 -

2.49 (m, 2 H), 2.57 - 2,82 (m, 2 H), 3.64-3.82 (m, 2 H), 4.64 (s, 2
H), 5.42 - 5,57 (m, 2 H), 6.97 - 7.14 (m, 3 H), 7.31 - 7.46 (m, 1 H)
, 7.76 = 7.89 (m, 1 H), 8.11 -8.21 (m, 1 H), 12.04 (s, 1 H),
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[0481]

[0482]

[0483]

[0484]

[0485]

EREFI12 (142) : 6= [9— (5—200=-2—-70F0ORVIIL
) —5, 6, 8, 9—FbSkRO—7H-FKYRKRT[4 , 3" :4, 5]
oo [2, 3—b]ENVIY—T—Aq)] =2, 2=XFIN—6—FF*
INFH VR
[1£59]

Z/
N\

Cl Nl N

MCOZH
O

HsC CH,
F

TLC:Rf 0. 42(BIEXFL VBRI FIL: X % J —IL=8:4:1) ;

TH-NMR (DMSO-dg): & 1.02 - 1.09 (m, 6 H) 1.37 - 1.53 (m, 4 H) 2.24 - 2,
83 (m, 4 H) 3.70 - 3.84 (m, 2 H) 4.64 - 4.71 (m, 2 H) 5.45 - 5,53 (m,
2 H) 6,87 -6.94 (m, 1 H) 7.10 (dd, J=7.7, 4.8 Hz, 1 H) 7.26 - 7.34
(m, 1 H) 7.35 -7.43 (m, 1 H) 7.85 - 7.94 (m, 1 H) 8,16 - 8.23 (m, 1

H) 12.02 (br. s., 1 H),

EMEFI12 (143) :2, 2=V AFIN—6-—FFY—-6—[9— (2
3. 5—-bUYZNAFOARVIIIN) =5, 6, 8, 9—FhSERO—-7H
—EFYyR[4", 3" 4, 5] [2, 3—b]lEYIY—T—4)L

1 ~FH 8

TLC:Rf 0.47(GRIEXFL VBRI FIL: X % J —IL=8:4:1) ;

"H-NMR (DMSO-dg): 8 0.96 - 1.14 (m, 6 H) 1.37 - 1.56 (m, 4 H) 2.22 - 2,
86 (m, 4 H) 3.70 - 3.85 (m, 2 H) 4.63 - 4,75 (m, 2 H) 5.50 - 5.60 (m,
2 H) 6,44 - 6.55 (m, 1 H) 7.10 (dd, J=7.8, 4.9 Hz, 1 H) 7.41 - 7.51
(m, 1 H) 7.87 -7.92 (m, 1 H) 8.17 - 8.21 (m, 1 H) 12.04 (br. s., 1 H

)o
EHEF12 (145) :6—[9— (3—2ia0O0RVI)) —1, 3,
4, 9—FbSERO—2H-B—HAINRY>Y=2—-q)l] =2, 2=
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[0486]

[0487]

[0488]

FIL—6 —FAFIUANFTHUER
TLC:Rf 0.59 (#7AAKRINL: X4 J—)L:7K=50:10:1) ;
TH-NMR (DMSO-d;): & 0.94 - 1.16 (m, 6 H) 1.31 - 1.55 (m, 4 H) 2.24 - 2,

46 (m, 2 H) 2,78 (br. s., 2 H) 3.65 - 3.87 (m, 2 H) 4.63 (s, 2 H) 5.3
1 -5.49 (m, 2 H) 6.81 (m, 2 H) 6,95 - 7.15 (m, 3 H) 7.25 - 7.51 (m,
3 H) 12.03 (s, 1 H),

EEpl12 (146) :6— {9—[ (2, 5-IXFIN—1, 3—=F7F
V=Jb—4—AJ)) XFJ] =1, 3, 4, 9—FrhSERO—2H—F—
ANRY =2 =4} —2, 2=V RXAFN—6—FFY~FHEE
TLC:Rf 0.53 (#/OOMRIL: XS J—)L:7K=50:10:1) ;

"H-NMR (DMSO-dg): 8 0.97 - 1.16 (m, 6 H) 1.34 - 1.58 (m, 4 H) 2.27 - 2.

47 (m, 8 H) 2,58 - 2.82 (m, 2 H) 3.63 - 3.81 (m, 2 H) 4,57 - 4.74 (m,
2 H) 5.36 - 5.56 (m, 2 H) 6.97 - 7.05 (m, 1 H) 7.06 - 7.15 (m, 1 H)
7.36 - 7.50 (m, 2 H) 12.05 (s, 1 H),
EHEF12 (147) :6—=—[9— (4=STI)RVIN) =1, 3, 4
9—FhSERA—2H—=B—HINRYY—2—A )] =2, 2=IXF
W—6—FAFI~EH L
TLC:Rf 0.56(~/ OARIINL: XS J —)L:K=50:10:1) ;
"H-NMR (DMSO-dg): 8 0.95 - 1.14 (m, 6 H) 1.30 - 1.56 (m, 4 H) 2.19 - 2,
48 (m, 2 H) 2,61 - 2.87 (m, 2 H) 3.65 - 3.85 (m, 2 H) 460 (s, 2 H) 5

.41 - 5.57 (m, 2 H) 6.96 - 7.22 (m, 4 H) 7.33 - 7.40 (m, 1 H) 7.45 (d
, J=7.50 Hz, 1 H) 7.69 - 7.82 (m, 2 H) 12.04 (s, 1 H),

EhEHI12 (148) : 6= [9— (A—HINEAINVIIN) —1,
3, 4, 9—FbSERO—2H—B—HIAKRN)Y—2—-A)L] =2, 2—
CAFIN—6 —FFIYNFH R
TLC:Rf 0.42(/ 00K L XS J —)L:7K=50:10:1) ;

"H-NMR (DMSO-dg): 8 0.96 - 1.14 (m, 6 H) 1.29 - 1.58 (m, 4 H) 2.20 - 2.

46 (m, 2 H) 2.61 - 2.87 (m, 2 H) 3.66 - 3.86 (m, 2 H) 4.62 (s, 2 H) 5
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[0489]

[0490]

[0491]

[0492]

.33 -5.52 (m, 2 H) 6.96 - 7.14 (m, 4 H) 7.31 (br. s., 1 H) 7.34 - 7.
49 (m, 2 H) 7.71 - 7.81 (m, 2 H) 7.87 (br. s., 1 H) 12.04 (br. s., 1
H) o
12 (150) :6—[9— (4—/v00—-2, 6—=I7)L7EORN
vJN) —5, 6, 8, 9—FbhSERAO-TH-KEYRK[4" , 3" :4
sloo[2, 3—blEBYIY—T7—A)L] =2, 2= XFJL—6
—AXIYANFH U
TLC:Rf 0.17 (NFH UV :BFEETF I, =1:2) ;
"H-NMR (DMSO-dg): & 1.00 - 1.16 (m, 6 H) 1.37 - 1.56 (m, 4 H) 2.23 - 2.
82 (m, 4 H) 3.64 - 3.86 (m, 2 H) 4.69 (s, 2 H) 5.38 - 5.56 (m, 2 H) 6
.99 - 7.12 (m, 1 H) 7.28 - 7.46 (m, 2 H) 7.79 - 7.90 (m, 1 H) 8.11 -

8.22 (m, 1 H) 12.07 (s, 1 H),
EHEFI12 (162) : 6—=—[9— (3—/00—-2, 6=y 7)L4A0N
YY) =5, 6, 8, 9-FhSERA-TH-EYRT[4" 3" :4
51O [2, 3—b]lEYIY—T—A4)] =2, 2= XFI—6
—ZXIANFH
TLC:Rf 0.53(BIEXFL VBRI FIL: X% J —IL=8:4:1) ;
"H-NMR (DMSO-dg): & 1.00 - 1.10 (m, 6 H) 1.38 - 1.56 (m, 4 H) 2.23 - 2.
84 (m, 4 H) 3.67 - 3.83 (m, 2 H) 4.65 - 4,73 (m, 2 H) 5.46 - 5.57 (m,
2 H) 7.05 (dd, J=7.8, 4.7 Hz, 1 H) 7.13 - 7.21 (m, 1 H) 7.55 - 7.65

(m, 1 H) 7.83 (dd, J=7.7, 1.5 Hz, 1 H) 8.16 (dd, J=4.8, 1.7 Hz, 1 H)
12,05 (br. s., 1 H),

EHEHI12 (159) :6— {9—[(6—2O00-3-EYI=)L) A
F]l =1, 3, 4, 9—F b RO—2H—-B—HIKRYY—2—-A9)L
} =2, 2= AFN—6—FFY~FH L
TLC:Rf 0.44(/ OOKRIN L XS J —)L:7K=50:10:1) ;

MS (ESI, Pos. 20 V) : m/z=545 (M + H)*,
EfEFI12 (160) :6—{9-[ (1, 3=IXFI—1H-ESY
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[0493]

[0494]

[0495]

[0496]

—J)L—=5—4)L) XFJI] —1, 3, 4, 9—FKhSERO—2H—-—B—%

IR —2—A )L} —2, 2= XAFI—6—FFIYANTHUEE

TLC:Rf 0.36 (/OB RIL LAY J—)L:K=50:10:1) ;
MS (ESI, Pos. 20 V) : m/z=437 (M + H)*,

EEFEI12 (163) :6—=[9=— (4=—200—-3, 5=7)L40N
vo)N) =5, 6, 8, 9—FbSERO-TH-¥KYKT[4",6K 3" :4

51Eeom[2, 3—b1EYYY—T—A)] =2, 2=IXF)L—6
—AXINEY VR
TLC:Rf 0.45GRIELXAFL VBRI FIL: X5 J —IL=8:4:1) ;

MS (ESI, Pos. 20 V) : m/z=490 (M + H)*,

EHEFI12 (164) :6—[9— (4—v00—=2, 5=y7)b40/N
YY) —5, 6, 8, 9—FhSERO—TH-EYR[4' LK 3" :4

sleom 2, 3—blEYIY—T—q)L] =2, 2= XFII—6
—ZXIANFH
TLC:Rf 0.46(BBILXA FL V:ERBRT FIL: X5 J —I)L=8:4:1) ;

MS (ESI, Pos. 20 V) : m/z=490 (M + H)*,

EHRFEI12 (166) :6—{9—-[ (5=207d0=-2—-FIT_Jl) X
FIN] =5, 6, 8 9-—FhSERO-—TH-EYR[4 6 3" :4,
512, 3—b]lEYYY—T—A)} =2, 2= XFIJ—06—
P R I
TLC:Rf 0.42(BILXAFL VBRI FIL: X5 J —I)L=8:4:1) ;

MS (ESI, Pos. 20 V) : m/z=444 (M + H)*,

Eff12 (172) :6—{9—[ (4, 5=rsO00—2—FIT=)L
) XFJI] =5, 6, 8, 9—F b RO—7H-EYR[4" 6 3’
4, 5]1k¥op[2, 3—blEYYY—T—qJ} =2, 2= AF)V—
6 —AFIUNFH R
TLC:Rf 0.44(/ OO L X4 J —)L:7K=50:10:1) ;

MS (ESI, Pos. 20 V) : m/z=494 (M + H)*,
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[0497]

[0498]

[0499]

[0500]

[0501]

EREFEI12 (174) :6—=—{9=-[(5=20720=-3-FIT=_JL) X
FIN] -5, 6, 8, 9—FhSERO-7H-EYK[4" ,6 3" :4,

sl¥opn[2, 3—b]EYVSY—T—A)N} =2, 2= XAF)I—6—

XYY VAR

TLC:Rf 0.36(GRILXAFL VBRI FIL: X5 J —IL=8:4:1) ;
MS (ESI, Pos. 20 V) : m/z=444 (M + H)*,

Eief12 (178) :6—[9— (3—200—4—-AXAbFINVI)L
) -5, 6, 8, 9—-FhSERO—7H-FYR[4" , 3" :4, 5]

oo [2, 3—b]lEYIY—T—Aq)] =2, 2=IAFIN—6—-FF
R

TLC:Rf 0.61 (BFEETFIL) ;

MS (FAB, Pos.): m/z=484 (M + H)*,

EEFEI12 (181) :6—=[9— (3—=2700—4—-XFIRVI))
—5, 6, 8, 9—FhoSkRO—7H—-FKFYRKT[4" , 3" :4, 5] FK
oo (2, 3—blEDSY—T—q)] =2, 2= XFI—6—FFY
A A

TLC:Rf 0.43 (ANFH U :EFEET FIL=1:2) ;
MS (ESI, Pos. 20 V): m/z=468 (M + H)*,

EEFI12 (182) :6—[9— (3—7)A0—-4—-XbFIRVY
J) =5, 6, 8, 9—FhSERO—7H—-FYR[4 , 3" :4, 5
koo [2, 3—b]EVIY—T—A)] —2, 2—IXFI—6—F
FYNFH R
TLC:Rf 0.43 (ANFH U :EFEET FIL=1:2) ;

MS (ESI, Pos. 20 V): m/z=468 (M + H)+,

EHEH12 (187) :6—[9— (3= FA0-5—-AbFINRVY
J) =5, 6, 8, 9—FhSERO—7H—-FYR[4 , 3" :4, 5
koo [2, 3—b]EVIY—T—A)] —2, 2—IXFI—6—F
FYNFH R
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[0502]

[0503]

[0504]

[0505]

[0506]

[0507]

TLC:Rf 0.48 (H|{EXFL VX% J—)L=9:1) ;
MS (ESI, Pos. 20 V): m/z=468 (M + H)*,

EEFEI12 (188) :6—=[9= (2=)NAO=3—ABFFIRVY
J) -5, 6, 8, 9—FhSERO—7H-FYR[4" , 3" :4,5
oo 2, 3—=bl1EBYIY—T7—A)L] =2, 2= XFI—6—F%
FYNFH R
TLC:Rf 0.43 (LA FL VX% J—)L=9:1) ;

MS (ESI, Pos. 20 V): m/z=468 (M + H)*,

Epfl12 (195) :6—-[9— (4—2)AQ—-3 A bFINVY
J) =5, 6, 8, 9—-FhSERO—T7H-FYR[4" 3" :4, 5
1o [2, 3—=bl1EBYIY—T—=A)] =2, 2= XF)—6—%
FYANEY VR
TLC:Rf 0.50 (/O ORI L: Xy J—)L=10:1) ;

MS (FAB, Pos.): m/z=468 (M + H)*,

EMEFEI12 (198) :2, 2=—UXFI—6—= {9—[ (2=—AFI—
1, 3—FPYV—N—=5—A4J) XFJ] =5, 6, 8, 9—F 5RO
—7H=-FEFYR[4" , 3" :4, 5]¥¥On[2, 3—-b]¥EYI>V-—7
— A} =6 —FAXIYANFH
TLC:Rf 0.45 (BIEXAFL Vi X4y /) —)L:7K=90:10:1) ;

MS (FAB, Pos.): m/z=441 (M + H)*,
EREFI13 : TFI 6=V FJ—3, 3=IAFIN—=—5—FFY~EH

J7=b

(1601
O HsC CHs O
N2HC/U\MO/\CH3
4, 4 —IXF)eRO—-2H-ESY—-2, 6 (3H) =7 (7

119) #2T4%/—JL (50mL) ICAAL., 1T00CT 1 GEEEE#HL
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feo BREFTHAANLEDOERBEZRERNEL 2, RINEEW BT FIL
THML. BAFMKEEKRFT M) D LKBERTHE L, KEICS NIGEE%Z N
ZBMICL, BRI FIL THIE L, BREBZEKME Y IR0 LTEHIE
%, BRaLEz, BBZVVASLVASLIOARNI S 74— (NFH Y B
BBIFI=7:3) THRELEL, Bonhkka® (1. 509) ZEBERIF
(13, 3mL) ITA@L, B{eF4=)L (1. 16mL) ZMAT. 6
OCT8HEEREH L, ERETHALLDL, RIGREZBRERE L. T
HFE :7hr=bJJL (1 : 1) BER (15mL) 122, OMKMY XAFIL
SYNWNCTIAS Y /~NEH VAR (8. 8mL) A, OCITHHAILE
D6, LEBEI/OYROTHF : 7MY (1 :1) BEKR (6mL
) ZMAT, EBERAFEL., 1HERELE, RIERZREEREL., G50
FEEHRRMES )V DTIVATL (NFTY BRI FIL=90:10->7
0:30) TUEL., TMHEEZETHEELEY (1. 219) 2FE
TLC : Rf 0.28 (ANFH Y BT FIL=4:1);
H-NMR(CDCL3): & 1.12 (s, 6 H), 1.26 (t, J=7.1 Hz, 3 H), 2.34 - 2,47 (
m, 4 H), 4.13 (q, J=7.1 Hz, 2 H), 5.38 (s, 1 H),

[0508] EfEfFI14 :6—TbhF>—4, 4—IXF)—6—FFY~FTH R

[0509] [1k61]

HsC CH; O

HO,C 0~ CHs

[0510] EHEFI1 3TEELZEEW (1. 069g) ARV I)LF7ILI—) (5.
OmL) AL, P)IFILTIY (1. 39mL) &EBBER (1 7mg
) ZIERIMAT, ERTI1 5P| L, IHIC. 6 0CICHEL T 1A
WLk BRETHAALT, RISHKRE 1 NIEEE (10mL) IZHAL,
AFHY (30mL) THIH L7, #EHRE 1 NEE (5mL) . SBMAIE
K (10mL) THEL., KM~/ x>V ALTEE BERELE. &
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[0511]

[0512]

[0513]

[0514]

SONIRBEBRBBREES ) ATINAS L (NFHY BFEETFIL=100:0
—»90:10—-85:15) TUELL, Boh/itd® (728mL) %
TH/— (5. OmL) ICBMEL. BREBEK[TTI 0%/ 5V LKE
(50%&K&E. 73mg) AMA, BBERTHERLANS, 1. 5HREKE
ERPICRERAAL, RRNEZBREBEHLLEZOLEZ A MERAVWTHEZREE
L. BERHET DI ETTEMMEEZET 2FRELEY (459 mg) %275
7=

TLC : Rf 0.39 (ANFHY BT FIL=2:1);

TH-NMR(CDCl;): & 1.02 (s, 6 H), 1.26 (t, J=7.1 Hz, 3 H), 1.63 - 1.76 (
m 2 H), 2.20 (s, 2 H), 2.31 - 2,44 (m, 2 H), 4.12 (q, J=7.1 Hz, 2 H)

]

EHEI15 66— (9—_UJ)N—1, 3, 4, 9—FhSbERO—2H

—B—HIAKRYY—2—AJ) —3, 3=IAFI—6—FFY~"FH
[{b62]

| HsC CH,?
o o

G 1 4 TERELEEMROSCICERH 1 ICECEFICE > THRIE
INEB—HIR) VEEFRZAWVWT, ERAIT 1 BLTERGIT 21CEL
FBEICNT CEICE > TUTDOEMZ BT,

TLC:Rf 0.38 (ANFH >V BRI FIL=2:3) ;

TH-NMR (DMSO-dg): & 0.86 - 1.01 (m, 6 H) 1.43 - 1.62 (m, 2 H) 2.03 - 2.
52 (m, 4 H) 2.64 - 2,85 (m, 2 H) 3,72 - 3.84 (m, 2 H) 4.60 - 4.69 (m,
2 H) 5.31 - 5.44 (m, 2 H) 6.96 - 7.12 (m, 4 H) 7.17 - 7.33 (m, 3 H)

7.37 - 7.48 (m, 2 H) 11.94 (s, 1 H),

EMEFI15 (1) ~FmEF156 (29)

B—IhFT—4, 4—IAFI—6—FFYANFHUBOKRDLY ITHEY
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[0515]

[0516]

[0517]

TEIRTI, BROWCICEEFVICECEREICE >TREINEZB AL
R VEFEBEDH B W TEREG 4 > HEfI 5 >EHEGI 6 >R HEM 7 >E e 1
ICECEBREICEI >TREINAT NSO FEOOEY O UFEK
ZRAWT, ERGIT VICECRBREICHL, BBEICLY. ERFI121ICEC
BRI ZEICE > TUTOEMEET,

EREFI15 (1) :ITFI 6— (9—=RVYIJ—1, 3, 4, 9—=F b
SERA—2H—B—HANKRYY—2—A)) =3, 3= AFIN—6—F

FYNFH I/ T—b

TLC:Rf 0.36 (~NFH 2 :HEEET FI)L=3:2) ;

H-NMR(CDCLl,): & 0.88 - 1.11 (m, 6 H) 1.17 = 1.31 (m, 3 H) 1.54 - 1.81
(m, 2 H) 2.08 - 2.27 (m, 2 H) 2.21 - 2.54 (m, 2 H) 2.78 - 2.99 (m, 2
H) 3.74 - 3.98 (m, 2 H) 4.00 - 4.19 (m, 2 H) 4.53 - 4.76 (m, 2 H) 5.

22 - 5.36 (m, 2 H) 6.97 - 7.34 (m, 8 H) 7.47 - 7.57 (m, 1 H),

EMEFEI1I5 (2) :TFIN 6= [9— (3—NAONRVYIII) =5,

6, 8, 9—FbSERO-—T7H-KEYRT[4" 3" :4, 5100/
2, 3—blEYIY—T—=A4)] =3, 3=AFIN—6—FFI~NFHY

J7—b

TLC:Rf 0.18 (ANFH >V :FEEET FIL=2:1) ;

H-NMR(CDCLl;): & 5.31 - 5.50 (m, 6 H) 5.60 - 5.71 (m, 3 H) 5.95 - 6.16
(m, 2 H) 6.52 -6.63 (m, 2 H) 6.64 -6.92 (m, 2H) 7.14 - 7.35 (m, 2
H) 8.13 - 8.36 (m, 2 H) 8.52 (q, J=7.50 Hz, 2 H) 8.92 - 9.11 (m, 2 H

) 9.81 -9.99 (m, 2 H) 11,08 - 11.39 (m, 3 H) 11.43 - 11,53 (m, 1 H)

11,58 = 11.63 (m, 1 H) 12,14 - 12,25 (m, 1 H) 12.66 - 12.74 (m, 1 H)

]

EfEf 156 (3) :6—[9— (3—2)40O0RVYJI) =5, 6, 8,
9—FbhSERO—T7TH-KEYRT[4" , 3" :4, 5]F¥Oon[2, 3—
bl BV —T—A)] =3, 3=IXFN—6—FFY~NFH R
TLC:Rf 0.23 (~NFH > FEEE T FIU=2:3) ;
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[0518]

[0519]

[0520]

TH-NMR(CDCLl;): & 0.95 - 1.15 (m, 6 H) 1.62 - 1.84 (m, 2 H) 2.17 - 2.30
(m, 2H) 2.24 - 2.56 (m, 2 H) 2.77 - 2.95 (m, 2 H) 3.76 - 3.99 (m, 2
H) 4.51 - 4,72 (m, 2 H) 5.43 - 5,57 (m, 2 H) 6.73 - 6.83 (m, 1 H) 6,

85 - 7.00 (m, 2 H) 7.06 - 7.17 (m, 1 H) 7.21 - 7.25 (m, 1 H) 7.76 - 7

.90 (m, 1H) 8.28 -8.36 (m, 1H),

EHEH15 (4) :6—{9—-[ (5=200—-3—-—FI=-J) XFI]
—5, 6, 8, 9—FhZkbrO—-—7H-FKFUYURI[4' , 3" 4, 5] FK
0a[2, 3—b]lEYYY—T7—A)L} =3, 3=SAFI—6—FFY
~EY U
TLC:Rf 0.26 (ANFH UV BT FIL=1:2) ;

"H-NMR (DMSO-dg): & 0.88 - 1.02 (m, 6 H), 1.45 - 1.63 (m, 2 H), 2.08 -

2.18 (m, 2 H), 2.23 - 2.85 (m, 4 H), 3.72 - 3.88 (m, 2 H), 4.65 - 4.7

8 (m, 2 H), 529 - 5.43 (m, 2 H), 6.87 - 7.01 (m, 1 H), 7.04 - 7.19 (

m 2 H), 7.83 - 7.92 (m, 1 H), 8.16 - 8.27 (m, 1 H), 11.97 (s, 1 H),
EHEB15 (6) ;6—[9— (4—9OO0—-2—-)FOARYII)L) —

5, 6, 8, 9—F Sk RO—7H-—FYR[4' ., 3" :4, 5] FKO

0[2, 3—b]lEYIYY—T—A)] =3, 3=IXFIN—6—FFYA

—\i-_lzygfb

TLC:Rf 0.52 (FFEETFIL) ;

TH-NMR (DMSO-dg): & 0.87 - 1.03 (m, 6 H) 1.43 - 1.64 (m, 2 H) 2.03 - 2.

19 (m, 2 H) 2,23 - 2,88 (m, 4 H) 3.72 - 3.87 (m, 2 H) 4,62 - 4,74 (m,

2 H) 5.44 - 5,57 (m, 2 H) 6.77 - 6.88 (m, 1 H) 7.11 (dd, J=7.8, 4.8
Hz, 1 H) 7.15 - 7.22 (m, 1 H) 7.43 - 7.53 (m, 1 H) 7.91 (dd, J=7.8, 1
.6 Hz, 1 H) 8.20 (dd, J=4.8, 1.6 Hz, 1 H) 11.97 (s, 1 H),
EfefF 156 (7) ;6—[9— (2, 4—9I7)70VY)) —5, 6
8, 9—FbhZSERO—-T7H-KEYR[4", 6K 3" :4, 5] 0O [2
3—blEYIV—T—A)] =3, 3=V XFI—6—FFY~FHY
B8
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[0521]

[0522]

[0523]

TLC:Rf 0.43(EFEE T F L) ;
TH-NMR (DMSO-dg): 8 0.85 - 1.05 (m, 6 H) 1.42 - 1.65 (m, 2 H) 2.03 - 2.
22 (m, 2 H) 2.24 - 2,89 (m, 4 H) 3.72 - 3.87 (m, 2 H) 4.61 - 4,76 (m,

2 H) 5.39 - 5,57 (m, 2 H) 6.83 - 7.04 (m, 2 H) 7.11 (dd, J=7.7, 4.8
Hz, 1 H) 7.20 - 7.37 (m, 1 H) 7.90 (dd, J=7.7, 1.5 Hz, 1 H) 8.20 (dd,
J=4.8, 1.5 Hz, 1 H) 11.97 (s, 1 H),

EHEFI15 (8) ;6—[9— (3=700—-2, 4= AORYY
J) =5, 6, 8, 9—FhSERO—7H—-FYR[4 , 3" :4, 5
Koo [2, 3—b]l YTy —T—4J)L] =3, 3=—IXFI—6—F
XYNTH VR
TLC:Rf 0.46 (BFEETFIL) ;

TH-NMR (DMSO-dg): & 0.86 - 1.05 (m, 6 H) 1.41 - 1.64 (m, 2 H) 2.05 - 2.

19 (m, 2 H) 2.25 - 2,87 (m, 4 H) 3.71 - 3.88 (m, 2 H) 4,59 - 4,76 (m,
2 H) 543 -562(m 2H) 6.81 -6.98 (m, 1 H 7.11 (dd, J=7.7, 4.8
Hz, 1 H) 7.16 - 7.28 (m, 1 H) 7.84 - 7.96 (m, 1 H) 8.16 - 8.25 (m, 1
H) 11.97 (s, 1 H),
EREB15 (10) ;6—[9— (4—)AORVYYIN) =5, 6, 8
9—FbSkRO-—7H-KEYR[4" 3" :4, 5]¢¥aBO[2, 3
— bl YT =T —AN] =3, 3=FXFI—6—FFY~EH VR
TLC:Rf 0.22 (BEERTFIL: X%/ —IL=19:1) ;
TH-NMR (DMSO-dg): 8 0.84 - 1.05 (m, 6 H) 1.41 - 1.63 (m, 2 H) 2.04 - 2.
18 (m, 2 H) 2,18 - 2,32 (m, 2 H) 2.62 - 2.88 (m, 2 H) 3.69 - 3.86 (m,
2 H) 457 - 4,72 (m, 2 H) 5.38 - 5.54 (m, 2 H) 7.01 - 7.27 (m, 5 H)

7.83 - 7.95 (m, 1 H) 8.16 - 8.27 (m, 1 H) 11.97 (br s, 1 H),
EEFEI15 (11) 3, S=IAFIN—6—FFY—-6—[9— (3,
4, 5—bYZNAORVYVI) =5, 6, 8, 9—FbZERO—TH-—
EYR[4" 0 3" 4, 51O [2, 3—=b]lEYIY—=—T—4)1]
~NFH R
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[0524]

[0525]

[0526]

TLC:Rf 0.28(EEEETFIL: X4 / —I)L=19:1) ;

TH-NMR (DMSO-dg): 8 0.87 - 1.04 (m, 6 H) 1.43 - 1.65 (m, 2 H) 2.05 - 2.
19 (m, 2 H) 2.22 - 2,47 (m, 2 H) 2.65 - 2.87 (m, 2 H) 3,73 - 3.87 (m,
2 H) 4,60 - 4.74 (m, 2 H) 5.41 - 5,53 (m, 2 H) 6,96 - 7.20 (m, 3 H)

7.88 - 7.96 (m, 1 H) 8.18 - 8.26 (m, 1 H) 11.97 (s, 1 H),

EfEfF 156 (12) ;6—[9— (4—ro0ORVYJ) =5, 6, 8,
9—FhSkERO—T7H-KEYR[4' , 3" :4, 5] FKFOO[2, 3—
bl B —T7—AN] =3, 3=IAFI—6—FFIY~NFHEE
TLC:Rf 0.25 (BFEETFI: X%/ —)L=19:1) ;

"H-NMR (DMSO-dg): 8 0.87 - 1.04 (m, 6 H) 1.41 - 1.61 (m, 2 H) 2.04 - 2,
17 (m, 2 H) 2.19 - 2,47 (m, 2 H) 2.63 - 2.87 (m, 2 H) 3.72 - 3.86 (m,
2 H) 4,56 -4.71 (m, 2 H) 5,42 - 5,54 (m, 2 H) 7.05 - 7.22 (m, 3 H)
7.28 - 7.43 (m, 2 H) 7.85 - 7.96 (m, 1 H) 8.17 - 8.27 (m, 1 H) 11,97

(s, 1 H),

ERHEFI1E (13) :3, S—VXAFN—6—FFY—-6—[9— (2,
4, 5—RDZNAEARYII) =5, 6, 8, 9—FbSERO-—TH-=
EYrR[4" , 3" 4, 51O [2, 3=blEVSY—T—4)l]

AN iR
TLC:Rf 0.47(BEEATFIL: X % / —)L=19:1) ;
TH-NMR (DMSO-dg): & 0.88 - 1.04 (m, 6 H) 1.45 - 1.63 (m, 2 H) 2.07 - 2.
18 (m, 2 H) 2.29 - 2,47 (m, 2 H) 2.65 - 2.86 (m, 2 H) 3.74 - 3.86 (m,
2 H) 4,65 - 4,76 (m, 2 H) 5.41 - 5,54 (m, 2 H) 7.01 (ddd, J=10.70, 8
.87, 7.14 Hz, 1 H) 7.11 (dd, J=7.68, 4.76 Hz, 1 H) 7.52 - 7.68 (m, 1
H) 7.91 (dd, J=7.68, 1.28 Hz, 1 H) 8.21 (dd, J=4.76, 1.46 Hz, 1 H) 11
.97 (s, 1 H),
EFI15 (15) ;16— {9—-[ (65—200—-2—-FIT_Jl) XF)

1—-5,6,8, 9—FhSkRO—7H—-FYR[4 , 3" :4, 5]
oo [2, 3—b]lEYIY—T—A)} =3, 3=IXFI—6—%F
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[0527]

[0528]

[0529]

y~FH R
TLC:Rf 0.42 (BFEETFIL: X%/ —I)L=19:1) ;
TH-NMR (DMSO-d;): & 0.87 - 1.04 (m, 6 H) 1.47 - 1.66 (m, 2 H) 2.09 - 2.

18 (m, 2 H) 2.28 - 2,47 (m, 2 H) 2.62 - 2.84 (m, 2 H) 3.70 - 3.86 (m,
2 H) 4,70 - 4,84 (m, 2 H) 5.48 - 5,64 (m, 2 H) 6.90 - 7.05 (m, 2 H)
7.12 (dd, J=7.68, 4.76 Hz, 1 H) 7.82 - 7.95 (m, 1 H) 8.20 - 8.30 (m,
1 H) 12.00 (br s, 1 H),
EWEE15 (16) :6—{9—[ (2, 5=IAFIN=—3—=—FT=)L)
XF)N] =5, 6, 8, 9—FhSERA-TH-EYR[4", 3' :4
512, 3—b]lEYYY—T—A)L} =3, 3= XFI—6
—ZXIANFH
TLC:Rf 0.47(BEEATFIL: X % / —)L=19:1) ;
"H-NMR (DMSO-dg): 8 0.90 - 1.03 (m, 6 H) 1.46 - 1.63 (m, 2 H) 2.10 - 2.

17 (m, 2 H) 2,18 - 2,25 (m, 3 H) 2.25 - 2,47 (m, 5 H) 2,62 - 2.85 (m,

2 H) 3,70 - 3.84 (m, 2 H) 4.58 - 4,70 (m, 2 H) 5,18 - 5.36 (m, 2 H)
6.17 = 6.35 (m, 1 H) 7.01 - 7.16 (m, 1 H) 7.88 (dd, J=7.87, 1.46 Hz,
1 H) 8.15 - 8,32 (m, 1 H) 11.98 (s, 1 H),

EHEFI1S5 (17) ;6—[9— (3, 5=ys0aRVYVIN) =5, 6

8, 9—FhZSERO—-7H-FKYRT[4" , 3" :4, 51O [2

3—blEYIV—T—A)] =3, 3=V XFI—6—FFY~FHY
B8
TLC:Rf 0.52(/ 00K L: Ay J —)L:7K=50:10:1) ;

MS (ESI, Pos. 20 V) : m/z=488 (M + H)*,

EFI15 (20) ;16— {9—-—[ (4—00—2—-FT-Jl) XF)
1] —5, 6, 8, 9—FbhZkRO—-—7H-FKFYURT[4" , 3" :4, 5]
oo [2, 3—b]EYIY—T—A4)l} =3, 3= XFI—6—FF
R A
TLC:Rf 0.52(/ 00K L: Ay J —)L:7K=50:10:1) ;
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[0530]

[0531]

[0532]

[0533]

[0534]

[0535]

MS (ESI, Pos. 20 V) : m/z=460 (M + H)+,

EEF 15 (21) ;6—[9— (4—90aO—-3—Z)LFARVII)
—5, 6, 8, 9—FhZkbrO—-—7H-FKFUYURI[4' , 3" 4, 5] FK
oa[2, 3—b]lEYSY—T7—A)L] =3, 3=SAFI—6—FFY
NEH R
TLC:Rf 0.38(RIELXFL VBRI FIL: X% J —IL=8:4:1) ;

MS (ESI, Pos. 20 V) : m/z=472 (M + H)*,

EREBI1S (23) ;6= [9— (4A—FT/)NRVV)) —1, 3, 4,
O—FThSERA—2H—B—HIKRYY—=—2—q4)L] =3, 3—IXF)
— 6 —FAXINEH VR
TLC:Rf 0.55(/ OO L X4 J —)L:7K=50:10:1) ;

MS (ESI, Pos. 20 V) : m/z=444 (M + H)*,

EHH15 (24) ;6= {9—-[(6—200=-3—-EUI-)) XF
W]l =1, 3, 4, 9—FbSERA—2H=—B—HANKRYV—2—A )L}
—3, 3=SXAFN—=—6—AFYNFH L
TLC:Rf 0.43(/ 00K L A& J —)L=10:1) ;

MS (FAB, Pos.) : m/z=454 (M + H)*,

EREGI1IS (26) ;6= {9—[ (1, 3= XFI—1H-ESJ—
W=5—-A)) XFH] =1, 3, 4, 9—FbSERO—2H-—B—HJI
RYv—2—AN} =3, S=IXAFIN—6—FFY~NFHEE
TLC:Rf 0.36(/ OQKRI L X E J —)L=10:1) ;

MS (FAB, Pos.) : m/z=437 (M + H)+,

EREBI1S (27) ;6= {9—-[ (2, 5= AXAFI—=1, 3=—FFY
— =4 —4J)) XFJI] =1, 3, 4, 9—FhSELRO—2H=—B—%H
WARY Y —2—4)b} =83, 3=V AFIN—6—FFY~FH
TLC:Rf 0.40(/ OO0 KRN L: X E J —)L=10:1) ;

MS (FAB, Pos.) : m/z=454 (M + H)*,
EREFEI15 (29) 3, 3=UAFIN—6—FFY—-6—[9— (2,
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[0536]

[0537]

[0538]

3,4, 6= bhz7)LAORVII)) =5, 6, 8, 9—Fh Sk KO-

TH-EFYR[4", 3" :4, 51O [2, 3—b]EYVISV—T—

AI] ~"FH U

TLC:Rf 0.41(4/ OOKRI L XS J—)L:7K=50:10:1) ;
MS (ESI, Pos. 20 V): m/z=983 (2M + H)+, 492 (M + H)*,

EfEf16 - 7— (LO0OF7EFII) —9— (3=70AONRVIIV) —
6, 7, 8, 9—FhSERO-—BS5H-KYURKRT[4' , 3" :4, 5] KO
0[2, 3—blEYTY
[1£63]

EREGI 1 ICECBREICL >TRELEI— (3—7i4ORV VL) —
6, 7, 8, 9—FhSERO-5H-EYKI[4" , 3" :4, 5] KO
0 [2, 3—b]l EYUYY (500mg) @THF (10mL) B&KIC.

M)ZTFIL7IY (0. 59mL) B&v7oa7EFiLo0>4 R (0.

136mL) ZJERMA. 3 0NEERLE, REEEMEBHIKEBKRTS
MY LKBRISEE., BT FILCTHIH L, AREZBEMAIEKTES
L. BB~ TR0 LTRIEE, BELE, BBEEVVATIVATLY
AYhIZT74— (NFHY BRI FIL=1:1) THREL. TWHEE
BT HZEELLEY (459mg) 5187,

TLC : Rf 0.29 (NFH Y : EFETFIL=3:2);

TH-NMR(CDCL,): & 2.80 - 3.02 (m, 2 H) 3.76 - 4.23 (m, 4 H) 4.50 - 4.75
(m, 2 H) 5.42 - 5,52 (m, 2 H) 6.71 - 6.85 (m, 1 H) 6.86 - 7.03 (m, 2
H) 7.06 - 7.15 (m, 1 H) 7.19 - 7.34 (m, 1 H) 7.77 - 7.88 (m, 1 H) 8.
26 - 8.37 (m, 1 H),
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[0539] EfE1 7 : XFJI 33— {2—[9— (3—2)a40RYI)) —5,
6, 8, 9—FhSERO—-7H—-FYRI[4 , 3" :4, 5] rKoO][
2, 3—=blEYUIY—T—A)] —2—FFYVITbrF} —2, 2= X

FIFTA/N) T — b
[0540] [{t64]

p——

N—¢ T
F

N N 5 CO,CHj
DJ ?3(\ H/s(?<CH3

[0541] XFJ 3—kbROFL—2, 2-IXF)L7O/F7—K (0. 04m
L) ®N, N=IUXAFILHRIVLT IR (2mL) BHRICOCTKKRIEF MY
7. (60%HH,. 12mg) ZMA. 200@EIRIKELEL, RIWEEWIC.
EHER1 6 TEELLEEY (54mg) ON, N=IUXFILKRILLTIR
(1TmL) BRZETL. 1ERE L. RIGEEMZKKISEE, BFER
ITFIILTHE L, BREZKE LUCRNRIEKTIRR%E L, BEKRE~
TR LTHIER RiELL, BREZV ATV AZL7OXNIZ T4
— (NFYY BRI FIL=1:2) THEEL., ToYMtEEZET 2EEL
a¥ (28mg) %Fk,

TLC:Rf 0.48(~NFH Y : BFEATFIL=1:2) ;

TH-NMR(CDCl;): & 1.04 - 1.33 (m, 6 H) 2.77 - 2.92 (m, 2 H) 3.38 - 3.57
(m, 2 H) 3.57 - 3.70 (m, 3 H) 3.74 - 3.96 (m, 2 H) 4.01 - 4.27 (m, 2
H) 4.53 - 4,67 (m, 2 H) 5.43 - 5,51 (m, 2 H) 6.71 - 7.00 (m, 3 H) 7.

05 - 7.14 (m, 1 H) 7.18 - 7.31 (m, 1 H) 7.76 - 7.86 (m, 1 H) 8.26 - 8

.34 (m, 1 H),

[0542] =EMEFEI18:3— {2—[9— (3—7)NAORVII) =5, 6, 8,
9—F bS5k RO—7H—-FYR[4' , 3" :4, 5] FOoOJ[2, 3—
bl BV Y —T7—q)V] —2—-FFVYTbFI} —2, 2-IXF)L70
AW
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EREGI1 7 TEELEEY (28mg) OIFLYTYIA—LIAFIL
I—F) (1mL) 8LVXF /=)L (1 mL) EBEB®RICT NKELF ~
Do LKAKR (1mL) Z2ZETMA. —BEHLE, RIBREEWICT NE
B (1mL) BLUKZMA, BFBRTFILTHE L7, BMRIEKTHREL
. BKEREE T N U LTEIRE., BELE, BBEESVASNAZLION
NIS74— (/O0OFRIML : A9/ —)L:K=50:10:1) THEL
. TEEYMEZE T 2RELEY (1 1mg) Z2/F75,

TLC:Rf 0.51 (/ OARIL LAY J—)L:K= 50:10:1) ;

TH-NMR (DMSO-dg): & 0.97 - 1.14 (m, 6 H) 2.66 - 2.88 (m, 2 H) 3.35 - 3.

50 (m, 2 H) 3.62 - 3.85 (m, 2 H) 4.07 - 429 (m, 2 H) 4,61 (s, 2 H) 5

.48 (s, 2 H) 6.84-7.01 (m, 2 H) 7.02 - 7.11 (m, 1 H) 7.11 (dd, J=8.

00, 4.50 Hz, 1 H) 7.33 (ddd, J=8.00, 8.00, 6.00 Hz, 1 H) 7.90 (dd, J=

8.00, 1.50 Hz, 1 H) 8.21 (dd, J=4.50, 1.50 Hz, 1 H) 12.19 (s, 1 H),
[0543] EfEHI18 (1) ~18 (23)

AFII 3—kROFP-2, 2=IAFL7TON/T7—bORHLYIZHE
BTDIRTIVESCICERG 1 ICECBREICL > TRESNEB AL
R VEFEBEDH B W TEREG 4 > HEfI 5 >EHEGI 6 >R HEM 7 >E e 1
ICECEBREICEI >TREINAT NSO FEOOEY O UFEK
ZRAWT, ERGIT 7ICECEREIML, BEICIGUC T, EHEM1 8ICH
CEBEICRTIEICE>T, UTOIENERF,

[0544] EjEHI18 (1) :2— {2—[9— (3—2)bAANYII) =5, 6

8, 9—FbhZSERO—-T7H-KEYR[4", 6K 3" :4, 5] 0O [2
L, 3=b1EBYIY—T—A)] —2—FFYTbXI} —2—-XF NSO

N TR

[0545]
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[0546]

[0547]

[0548]

[0549]

[1£65]

TLC:Rf 0.33 (7 ORI L: XY J—)L:7K=50:10:1) ;
"H-NMR (DMSO-dg): & 1.17 - 1.42 (m, 6 H) 2.61 - 2.90 (m, 2 H) 3.65 - 3.
96 (m, 2 H) 4.02 - 4.34 (m, 2 H) 4,49 - 5.07 (m, 2 H) 5.36 - 5.64 (m,
2H) 6.78-7.16 (m, 4 H) 7.24 - 7.38 (m, 1 H) 7.81 - 7.95 (m, 1 H)
8.14 - 8.27 (m, 1 H),
EHEFI18 (2) :3— {2—[9— (4—7)FORVVI) =5, 6
8, 9—FhZSERO—-7H-FKYRT[4" , 3" :4, 51O [2

S=blEYIY—T—ANN] —2—FFVT I} =2, 2=-IXF

LT O/ VR

TLC:Rf 0.24(/ 00K LAY J —)L:7K=10:1:0.1) ;
MS (ESI, Pos.) :m/z=440(M + H)*,

EmFI18 (3) :3— {2—-[9— (2, 4—-S7)A0NVI)) —
5, 6, 8, 9—FhSERO—7H-FYR[4' , 3 :4, 5] ¢FKO
O[2, 3—b]lE)VIY—T—4)V] —2—FFYITbF} —2, 2—

XFNTONVEE
TLC:Rf 0.19(/ 00K L: Ay J —)L:7K=10:1:0.1) ;
MS (ESI, Pos.) : m/z=453 (M + H)*,

EHEF18 (4) : 2, 2=V AFN—3— {2—FFY—2-—T79— (
3.4, 5—-pm)TZNAONRVYI) =56, 6, 8, 9—FbhSLRO-7
H—EYR[4" . 3" :4, 5]¥¥OoO[2, 3—=blEYVSY—T7—4

L]l T RS} TO/NVER
TLC:Rf 0.26(# O0OFRINL: XS J—J)L:7K=10:1:0.1) :
MS (ESI, Pos.) : m/z=476 (M + H)*,




WO 2012/005227 228 PCT/JP2011/065312

[0550]

[0551]

[0552]

[0553]

[0554]

EHEFI18 (5) 12, 2= AF)—3— {2—FFY—2—19— (
2, 4, 5—RKYyz)zaORrJ)) =5, 6, 8, 9=k krkO—-7

H-EYr[4", 3 4, 5]OO0f[2, 3=-b]lEYISY—-T—4A

JL] T hFxS) TONVER

TLC:Rf 0.20(/ 00K L: Ay J —)L:7K=10:1:0.1) ;
MS (ESI, Pos.) : m/z=476 (M + H)*,

Ehef18 (6) : 3— {2— [9— (4—spoaA~NYP)) —5, 6,
8, 9—FbhZSERO—-—7H-KEYKR[4" ,6 3" 4, 5] OO [2,
3=blEVSY—T—A)] —2—-FFYIbIFI} =2, 2-IXF)
O/

TLC:Rf 0.18(/ OB KRILL: Ay J —)L:7K=10:1:0.1) ;
MS (ESI, Pos.) : m/z=456 (M + H)*,

EHEFI18 (7) :3— {2—[9— (4—/00—-2—-NAOARYY
M) -5, 6, 8, 9—FbhSERO—7H-—-FYRI[4" , 3" :4, 5
oo (2, 3—b]lEYVISY—T—A)] —2—FFYThrx>} —2

2 - XFNTONVER
TLC:Rf 0.16(/ 00K L: Ay J —)L:K=10:1:0.1) ;
MS (ESI, Pos.) : m/z=474 (M + H)*,

EHEF18 (8) :3— {2—[9— (4—200—3—)AORVY
J) =5, 6, 8, 9—FhSERO—7H—-FYR[4 , 3" :4, 5
oo [2, 3—blEBYYY—T7T—A)L] —2—FFYT x>} =2

2 —IAFNTOIRVER
TLC:Rf 0.13(/ OB KR L: Ay J —)L:7K=10:1:0.1) ;
MS (ESI, Pos.) : m/z=474 (M + H)+,

Ehef18 (9) :3— {2—[9— (3—700—4—-)AONVY
J) =5, 6, 8, 9—FhSERO—7H—-FYR[4 , 3" :4, 5
oo [2, 3—blEBYYY—T7T—A)L] —2—FFYT x>} =2

2 = XF )OO
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TLC:Rf 0.15(/ OB KRN LAY J —)L:K=10:1:0.1) ;
MS (ESI, Pos.) : m/z=474 (M + H)*,

[0555] EMEfFEI18 (11) :2, 2—IAFN—3— {2—FFY—2—[9—
(2, 3,4, 6—=Fh572N4ORVYIIIN) =5, 6, 8, 9—-F Sk
ROo—7H-FEFYR T[4 , 3" :4, 5]FKFOonJ[2, 3—b]lEYIY

—7—AN] T ¥} TO/NVER
TLC:Rf 0.15(/ 00K L A& J —)L:7K=10:1:0.1) ;
MS (ESI, Pos.) : m/z=494 (M + H)*,

[0556] =EmMHI18 (13) :3—{2—-—[9—(3—7v70@0—2, 4=I27)LA
O YI) =5, 6, 8, 9—FbSERO-T7H-KEYR T[4 6 3'
4, 51¥OB[2, 3—bl1EYYY—T—q)] —2—-FFYIThHF

v} =2, 2= XAFNTONRVER
TLC:Rf 0.19(/ 00K L: Ay J —)L:7K=10:1:0.1) ;
MS (ESI, Pos.) : m/z=492 (M + H)*,

[0557] £@EGI18 (16) :3— {2—[9— (3, 4—=-yraa~NyJI) —
5, 6, 8, 9—F Sk RO—7H-—FYR[4' ., 3" :4, 5] FKO
O[2, 3—blEYSY—T—AqN] —2—FFVITbFI} —2, 2—

DXAFNTON VR
TLC:Rf 0.21(/ OB KRILL: A Y J —)L:7K=10:1:0.1) ;
MS (FAB, Pos.) :m/z=490 (M + H)*,

[0558] ZEm@I18 (17) :3— {2—[9— (3, 6=vyroO0ONvI)l) —
5, 6, 8, 9—FhSERO—7H-FYR[4' , 3 :4, 5] ¢FKO
O[2, 3—b]lE)VIY—T—4)V] —2—FFYITbF} —2, 2—

VAFNTONVER
TLC:Rf 0.24(/ OORI L Ay J —)L:7K=10:1:0.1) ;
MS (FAB, Pos.) : m/z=490 (M + H)*,
[0559] =MEfI18 (20) :3— (2—{9—-—[ (4—vOB—-—2—FIT=)l)
XF)N] =5, 6, 8, 9—FhSERA-—TH-EYRI[4",6 3" :4
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[0560]

[0561]

[0562]

[0563]

51 r¥oo[2, 3—b]lEYSYy—T—AJ)} —2—FFYTIX)

—2, 2=UXFINTO/NVER

TLC:Rf 0.22(/ OORI L Ay J —)L:7K=10:1:0.1) ;
MS (FAB, Pos.) :m/z=462 (M + H)*,
EREFI18 (21) :3— (2— {9— [ (b—7O0O0—-3—FIT=)L)
XFN] =5, 6, 8, 9=FrSERO-TH-EYR[4" 6 3" :4
sleaa[2, 3—b1EYSY—T—q)l} —2—FFYTr*£)

—2, 2=IXFNTO/NVEE
TLC:Rf 0.24(/ OORI L Ay J —)L:7K=10:1:0.1) ;
MS (FAB, Pos.) : m/z=462 (M + H)*,
EHEEI18 (22) :3— (2= {9-[ (b=O@A—2—-FT=JL)
XF)I] =5, 6, 8, 9—FhSERA—TH-KEYR T[4 6K 3" :4
51O [2, 3—b]lEYVIY—T—A)l} —2—FFYTPF)

—2, 2-IXAFNTO/INVEE
TLC:Rf 0.33(/ OQRI L XAy J—)L:7K=10:1:0.1) ;
MS (FAB, Pos.) : m/z=462 (M + H)*,

EHEF18 (23) :3— (2= {9—-[ (2, B=UAFN—3—-FT
—Jb) AF)N] =5, 6, 8, 9—FbhSERO—TH-EYR T[4 ,6 3
4. 5100 [2, 3=b]EYSY—T—AN} =2—-FFYITH
F) =2, 2=IAFNTONVEE
TLC:Rf 0.22(/ OORI L Ay J —)L:7K=10:1:0.1) ;

MS (FAB, Pos.) :m/z=456 (M + H)*,

EREBITY : XFI) 33— [ (2= {9— [ (3=2)FONVIIL) X
FN] =5, 6, 8 9—FbSERO-—TH-EYR[4" 6 3" :4,
sleom[2, 3—b]lEYYY—T—A)} —2—FFYTFI) 73

/1 =2, 2-IXFNTOIN/T—1
K1 6 TRELLLE (7T2mg) EXFI 3-73/-2, 2
—UXAFNTANIT—F BHEIE (67mg) OTHF (5mL) FKIC
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. OCTHMYZTFILF7ZIY (0. 14mL) AN/, =BT IREERL
2. TRSTFLF7VEZULTOIR (10mg) #MA, 60CT1
AREER L, RRARZERE THAIL. RIGKRICEFKIEKERST Y
D LKEREMA, BRI FILCHIM Lz, MR ERMAREk (2L) T
TR E. BB RO LAEZRAVWTEEL, BERBBLE, SohRE
BESVATNASL (BFBBIFIL : A9/ —)Lb=9:1) THHEL. T&
YtEiEx B 4 5EELEW (80mg) %F7k,
TLC:Rf 0.47 (/OB RIL LAY J—)L:K= 50:10:1) ;
TH-NMR(CDCL;): & 1.08 - 1.26 (m, 6 H), 2.60 - 2.73 (m, 2 H), 2.74 - 2.
90 (m, 2 H), 3.24 - 3.58 (m, 2 H), 3.59 - 3.68 (m, 3 H), 3.66 - 3.96
(m, 2 H), 438 -4.71 (m, 2 H), 5.38 - 5,51 (m, 2 H), 6.69 - 6.99 (m,
3H), 7.02 - 7.13 (m, 1 H), 7.16 - 7.31 (m, 1 H), 7.73 - 7.86 (m, 1
H), 8.21 - 8.36 (m, 1 H),

[0564] =MEfI20 :3— ({2—[9— (3—2)AORVYIII) —5, 6, 8
9—FbSERA-TH-KEYRT[4" 3" :4. 5]lkoma[2, 3
—bl VIV — T —AN] =2 —FFVITFIIN} PI)) =2, 2—S X
FI O/ SEERE

[0565] [1k66]

CO,H

?:ij Ej\wizim - HCI

[0566] RfEBI1 9 THREL{LEH (10mg) Z#5mo | /LIEEE (0. 5m
L) AL, 6 0CTABERE LA, RIVERZBEREREMREL, T
MIEEER Y 2RELEY (8mg) Z/7,

TLC:Rf 0.30 (/ORI L: Xy —)b:7K= 50:10:1) ;
"H-NMR (DMSO-dg): & 1.17 = 1.29 (m, 6 H) 2.73 - 2,92 (m, 2 H) 2.98 - 3,
17 (m, 2 H) 3.65 - 3.93 (m, 2 H) 4.13 - 4.26 (m, 2 H) 4.62 - 4.75 (m,
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[0567]

[0568]

[0569]

[0570]
[0571]

2 H) 5.44 - 5,59 (m, 2 H) 6.86 - 7.20 (m, 4 H) 7.27 - 7.41 (m, 1 H)
7.90 - 8.02 (m, 1 H) 8.18 - 8.29 (m, 1 H) 8.64 - 8.93 (m, 2 H),

EEI20 (1) ~FMHEFHI20 (2)

XFI 3=T3I/=2, 2=UXAFNTANR/T—rORDLYICHEET
DHIVKRVBIZATIVEEHREAWT, M1 7L CEREG1 8ICEL
FeBEICET ZEICLYUTOEMEST,

20 (1) :2— ({2—[9— (3—2)FONYI)) —5,
6, 8, 9—FbokRO—7H—-¥FYRNT[4' ,6 3" 4, 5] o0 [
2, 3—bl1EYIV—T—AN] —2—FFYITFII} PI/)) —2—X
FLTONR VB EERE
TLC:Rf 0.34 (/OB RIL LAY J—)L:K= 50:10:1) ;

TH-NMR (DMSO-d): & 1.45 - 1.60 (m, 6 H) 2.72 - 2.93 (m, 2 H) 3.72 - 3.

97 (m, 2 H) 4.05 - 4.22 (m, 2 H) 4.67 - 4.78 (m, 2 H) 5.45 - 5.59 (m,
2 H) 6.8 -7.22 (m 4H) 7.25 -7.40 (m, 1 H) 7.88 - 8.03 (m, 1 H)
8.17 - 8.29 (m, 1 H) 8.97 - 9.38 (m, 2 H),

EMFEI20 (2) :3-[{2—[9— (3—NAONRYII) =5,
6, 8, 9—FbSERO-—T7H-KEYRT[4" 3" :4, 5100/
2, 3=-blEBYSY—=T—AN] =2—FFYTFN} (AFIN) PI/
1 —2, 2= XFNTO/NRVEE IGEEIE
TLC:Rf 0.43 (£ OORIL: XS J—)L:7K= 50:10:1) ;

TH-NMR (DMSO-dg): & 1.09 - 1.39 (m, 6 H) 2.72 - 2.98 (m, 5 H) 3.22 - 4.
03 (m, 4 H) 4,39 - 4,58 (m, 2 H) 4.57 - 479 (m, 2 H) 5.52 (s, 2 H) 6
.87 - 7.20 (m, 4 H) 7.27 - 7.41 (m, 1 H) 7.91 - 8.02 (m, 1 H) 8.20 -

8.30 (m, 1T H) 9.04 - 9.43 (m, 1 H),
FHFI21 :2— (1TH—AYR=JIL—3—=-4JL) Fo/Xry=KYJ
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[1£67]
HsC

\

N
H

[0572] 1H-EOQO [2, 3—b]l EVYY=3—q4L7E+=KYIL (100
mg) ZTHF (1. 5mL) ITBBL. —30TCITRAER. VFULIA
Y7AELTIR (2. OM ATHY : THF : TFIRVEVESBER
. 0. 0O1mL) %#FFL. OCT3O0REE®RLL, RINEEYWE—-30
CTICARE. X FIL (199mg) #FTFL. 2BBEERLLL, R
BEMERMBLET Y EZ D LKBRISEE, BRI FLCHELE, A1
B fFREEKR T M) 7 LKBERS L CRNBIBKTIEREE L. KR
YR LTERE Bl BEZ2VATNVAZL7O% TS
T4— (NFHY EBEIFIL=1:4) THEEL. ToWHEE2ET 2E
Zta¥ (103 mg) %Fk,

TLC : Rf 0.42 (BeBETFIL) ;

H-NMR(CDCLl;): & 1.77 (d, J=7.0 Hz, 3 H), 4.16 (q, J=7.0 Hz, 1 H), 7.1
6 (dd, J=8.0, 5.0 Hz, 1 H), 7.33 (d, J=3.0 Hz, 1 H), 8.03 (dd, J=8.0,
1.0 Hz, 1 H), 8.37 (dd, J=5.0, 1.0 Hz, 1 H), 9.18 (s, 1 H),

[0573] ZMEfI22 : tert—TJFIN 4—XF)—1, 3, 4, 9—F b5k
FO—2H—B—HIHR)>Y—2—HIRFEZ—F

[0574] [{£68]

H,;C

CH,
(N0 ks
N O CH3
H

[0575] KFWLVFILFTILI=ZUAL (51mg) OEKTHF (3mL) BERK
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CERT, REM2 1 TRELAEN (77mg) OFEKTHF (TmL
) BHAEBETL. BEMNERT 2 THEELE, REVNEAYIC 2 NKEREF
MUY LKE®R (0. 5mL) 2z, BETHERLE, RINEEMERR
2BL. 2HERBLE, BEEITSH/—I (3mL) ITAMEL. 4Nk
KRIAFHVBER (0. 142mL) BLU3 7%HILLTILTE RKE
W (0. 047mL) Z#MA., 90CTSEEMERLL, RINEAY%EEHE
L. BonABEICT, 4—U4FHY (2. 5mL) #mMaBBL. 1N
KERIEF M) D LKAR (0. 56mL) LUV —tert—T7FIIN
IWRR—hF (130mg) Z=RTMA. 1 7EHEERLE, RIEREWZ
FAFIRBEKFR T M) DU AKERISEE, BT FIL CHE Lz, AELR
MBIEKTIERESE L, BKMEEST MY U ATERE. BEL. TEUikE
AET DEBLEY (4T7mg) 557k,
TLC : RF 0.17 (NFHY (BRI FIL=2:1);
H-NMR(CDCl;): & 1.34 (d, J=7.0 Hz, 3 H), 1.51 (s, 9 H), 3.08 - 3.89 (
m, 3 H), 4.60 - 4.95 (m, 2 H), 7.08 (dd, J=8.0, 5.0 Hz, 1 H), 7.86 (
d, J=8.0, 1 H), 8.21 (dd, J=5.0, 1.0 Hz, 1 H), 11,40 - 11,90 (m, 1 H)
[0576] EMEFEI23 : 6= [9— (3—7)A0XRVII)) —5—AFJ -5, 6
8, 9—FhZSERO—-7H-FKYRT[4" , 3" :4, 51O [2
3—blEYIV—T—q)] =2, 2=IXF)—6—FFY~NFHY
B
[0577] [1£69]

N COH
F N Yy K

[0578] EEHI2 2 TRELLEMERWTERM 1 ICEULBEICHL, 5
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[0579]

[0580]

[0581]

ISR 1 BEUERMEF 1 2ICHECBREFIHT I EICLY, Tt

B9 EBILEMEFT.

TLC:Rf 0.24 (~NFH > FEBET FIU=2:3) ;

TH-NMR(CDCL,): & 1.16 - 1.24 (m, 6 H) 1.31 = 1.41 (m, 3 H) 1.45 - 1,81
(m, 4 H) 2.29 - 2,51 (m, 2 H) 3.12 - 3.32 (m, 1 H) 3.40 - 3.98 (m, 2
H) 4.39 - 4.84 (m, 2 H) 5.32 - 5.62 (m, 2 H) 6.72 - 7.01 (m, 3 H) 7.

03 - 7.16 (m, 1 H) 7.19 - 7.26 (m, 1 H) 7.83 - 7.96 (m, 1 H) 8.27 - 8

.34 (m, 1 H),

EfF23 (1) ~EHEHI23 (14)

B—IhFT—4, 4—IAFI—6—FFYANFHUBOKRDLY ITHEY
TENIARVBFERLLOCICEERN2 1 BLV2 2ICELCBIFICEST
EINETF e NOEY FEOOE) O VEFEEKEZBWT, AT 1
WECIBREICHL, BEICELY., M1 21ICECBFEICHT I EICE
> TUTDILEMERFTT,

EREFI23 (1) : 6—[9— (3—N7FORVYII) =5, 5=IX
FIN—5, 6, 8, 9—F Sk RO—TH-FYR[4",6 3" :4,5
1o [2, 3—=bl1EBYIY—T—=A)] =2, 2= XF)—6—%
FYANEY VR
TLC:Rf 0.27 (~NFH > FEBET FI1=2:3) ;

TH-NMR(CDCL,): & 1.17 - 1.28 (m, 6 H) 1.38 - 1.47 (m, 6 H) 1.52 - 1,79
(m, 4 H) 2.20 - 2,51 (m, 2 H) 3.40 - 3.70 (m, 2 H) 4.40 - 4.71 (m, 2
H) 5.41 - 5,51 (m, 2 H) 6.75 - 6.83 (m, 1 H) 6.84 - 7.02 (m, 2 H) 7.

04 - 7.14 (m, 1 H) 7.18 - 7.26 (m, 1 H) 7.91 - 8.01 (m, 1 H) 8.27 - 8

.33 (m, 1 H),

EREHI23 (2) :6=[9—= (3=NAOARYII) =5, 5=IX
FIN—5, 6, 8, 9—FhSkLRO—TH-FYRT[4" , 3" :4,5
oo [2, 3—blEYYYy—T7—4)] —3, 3= AFN—6—F
FYNFH R
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[0582]

[0583]

[0584]

TLC:Rf 0.27 (ANFH Y BT F)1=2:3) ;

TH-NMR(CDCLl;): & 0.99 - 1.11 (m, 6 H) 1.36 - 1.50 (m, 6 H) 1.61 - 1.84
(m, 2H) 2,17 - 2.29 (m, 2 H) 2.30 - 2.56 (m, 2 H) 3.45 - 3.68 (m, 2
H) 4.49 - 4,70 (m, 2 H) 5.42 - 5,55 (m, 2 H) 6.74 - 6.99 (m, 3 H) 7.

04 - 7.15 (m, 1 H) 7.19 = 7.25 (m, 1 H) 7.92 - 8.03 (m, 1 H) 8.27 - 8

.34 (m, 1 H),

EmFl23 (3) :TFI 6—[9— (3=—INAONRVII) =5,
B—YXAFI—5, 6, 8, 9—-FbSERO-—TH-EYKR[4" 3
14, 5100 [2, 3=blEYIY=T—q)l] =3, 3=UXAF)L
—6—FXI~FH /F7—+
TLC:Rf 0.29 (ANFH YV FEEET FIL=2:1) ;

H-NMR(CDCLl;): & 0.94 - 1.11 (m, 6 H) 1.22 - 1.31 (m, 3 H) 1.37 - 1.51
(m, 6 H) 1.58 = 1.79 (m, 2 H) 2.14 - 2.26 (m, 2 H) 2.30 - 2.53 (m, 2
H) 3.45 - 3.67 (m, 2 H) 4.14 (q, J=7.50 Hz, 2 H) 4.55 - 4,69 (m, 2 H

) 5.40 - 5.62 (m, 2 H) 6.74 - 7.01 (m, 3 H) 7.03 - 7.13 (m, 1 H) 7.21
- 7.26 (m, 1 H) 7.91 - 8.02 (m, 1 H) 8.26 - 8.34 (m, 1H),

EHEFI23 (4) :6— (9" —RVIN—=8" , 9" =T RARKEO
(o7 v—1, 5" —EYRT[4" 3" :4, 5100 [2,
3—blEYIY] =7 (6" H) —q4JI) —6—FAFINFHEE
TLC:Rf 0.26 (BFEETFIL) ;
TH-NMR(CDCLl;): & 0.85 - 1.02 (m, 2 H) 1.29 - 1.45 (m, 2 H) 1.46 - 1.82

(m, 4 H) 2.07 - 2.49 (m, 4 H) 3.47 - 3.74 (m, 2 H) 4.45 - 4.79 (m, 2
H) 5.43 - 5,54 (m, 2 H) 6,93 - 7.39 (m, 6 H) 7.54 - 7.66 (m, 1 H) 8,
22 - 8.31 (m, 1 H),

EEF23 (5) : XFI 66— (9" —RyIIN—8", 9" —YVER
ox¥o [yro7oNv—1, 5 —KYRT[4' , 3" 4, 5] ¥O

O[2, 3—blEYYY] =7" (6" H) —4)) —6—FAFYANFH

J7=b
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[0585]

[0586]

[0587]

[0588]

TLC:Rf 0.34 (ANFH YV BRI FIL=1:1) ;
TH-NMR(CDCLl;): & 0.86 - 1.01 (m, 2 H) 1.28 - 1.45 (m, 2 H) 1.61 - 1.77

(m, 4 H) 2,05 - 2,48 (m, 4 H) 3.46 - 3.74 (m, 2 H) 3.66 (s, 3 H) 4.4
4 -4.77 (m, 2 H) 5,43 - 5.55 (m, 2 H) 6.91 - 7.37 (m, 6 H) 7.52 - 7.
66 (m, 1 H) 8.20 - 8.31 (m, 1 H),

EREFHI23 (6) : XFIN 66— (9=—ARVYIIN—6, 6=IAFI—5

6, 8, 9—FhSERAO-—T7TH-KFYRKRT[4" , 3" :4, 5] KOO
[2, 3—b1EYYY—T—q)) —6—FFY~NFH /P—L
TLC:Rf 0.52 (ANFH 2 FEEET FIL=1:1) ;

H-NMR(CDCLl;): & 1.41 - 1.65 (m, 4 H) 1.55 (s, 6 H) 2.00 (t, J=7.00 Hz
, 2 H) 2,26 (t, J=7.00 Hz, 2 H) 2.83 (s, 2 H) 3.66 (s, 3 H) 4.35 (s,
2 H) 551 (s, 2H) 7.00 - 7.12 (m, 3 H) 7.19 - 7.34 (m, 3 H) 7.77 - 7
.82 (m, 1 H) 8.27 - 8.34 (m, 1H),

23 (7)) : XF) 6= (9—RYVIN—6—XF)—5, 6,
8, 9—FbhSERA-—TH-KYRT[4" 3" :4, 5]KOO[2,
S3—blEYIY—T—A)l) —6—FFY~NEH /F—}

TLC:Rf 0.27 (ANFH U :EEEET FIL=1:1) ;
H-NMR(CDCLl;): & 1.03 - 1.25 (m, 3 H) 1.61 - 1.78 (m, 4 H) 2.02 - 3.14

(m, 7 H) 3.66 (s, 3H) 3.75 - 4.60 (m, 2 H) 5.32 - 5.74 (m, 2 H) 7.0
0-7.36 (m, 6 H 7.73 - 7.86 (m, 1 H) 8.24 - 8,36 (m, 1 H),

EREFI23 (8) : 6— (9—ARVYIIN—6—XFIN—5, 6, 8, 9—
FThSERO—7H-FYR[4' , 3 :4, 5]F¥oo[2, 3—b]
VOV —T—A)) —6—FFY~FHVEE
TLC:Rf 0.33 (BFEETFIL) ;

TH-NMR(CDCLl;): & 1.06 - 1.22 (m, 3 H) 1.50 - 1.81 (m, 2 H) 2.23 - 3.15

(m, 5H) 3.70 - 4.64 (m, 4 H) 5.24 - 5.74 (m, 4 H) 6.98 - 7.35 (m, 6

H) 7.73 - 7.86 (m, 1 H) 8.26 - 8.36 (m, 1 H),
EhEfl23 (9) :6—-[9—= (4—=-2F/NII)V) =5, 5-IXF
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[0589]

[0590]

[0591]

=5, 6, 8, 9—FbokbrkO—T7H-FKFYR[4" , 3" :4, 5]

oo [2, 3—b] EVYY—T—A)L] =2, 2=IXFIN—6—FF*

YNFEH VR

TLC:Rf 0.45(BIEX FL vV BFBRIT FIL: X % J —IL=8:4:1) ;
TH-NMR (DMSO-dg): & 0.92 - 1.15 (m, 6 H), 1.20 - 1.55 (m, 10 H), 2.25 -
2.50 (m, 2 H), 3.40 - 3.60 (m, 2 H), 4.45 - 4.65 (m, 2 H), 5.45 - b5,
65 (m, 2 H), 7.08 (dd, J=4.8, 7.8 Hz ,1 H), 7.18 - 7.33 (m, 2 H), 7.7
7 (d, J=8.1 Hz, 2 H), 8.08 (d, J=7.8 Hz, 1 H), 8,17 (d, J=4.8 Hz, 1 H
), 12.03 (s, 1 H),

EMEF23 (10) :6— {9—[ (2, 5= XFIN—1, 3=FF7Y
— =4 —A)) XAFIJ] =5, 5=V XFIN—5, 6, 8, 9—FhrSk

FO—7H-—-FEFYR[4" , 3" 4, 510 [2, 3—b]EYIY

— 7 —A)} =2, 2 AFIN—6—FAFI~NFH L

TLC:Rf 0.35(BIEXFL VBRI FIL: X% J —IL=8:4:1) ;
TH-NMR (DMSO-dg): & 0.95 - 1.15 (m, 6 H), 1.20 - 1.40 (m, 6 H), 1.40 -
1.60 (m, 4 H), 2.25 - 2.60 (m, 8 H), 3.35 - 3.55 (m, 2 H), 4.69 (s, 2
H), 5.40 - 5.65 (m, 2 H), 7.07 (dd, J=7.8, 4.8 Hz ,1 H), 8.04 (d, J=
7.8 Hz, 1 H), 8.21 (d, J=4.8 Hz, 1 H), 12.05 (s, 1 H),
EREB23 (11) :6—[9— (4= F)NVI)) =5, 5=IX
F)I—5, 6, 8, 9—FhSELRO—T7H—-FYR[4 , 3" :4, 5

1l voo [2, 3—b] YU —T7—A4)L] =3, 3—IAF)—6—F

FYNEY EE

TLC:Rf 0.44(/OORN L X% J—)L=10:1) ;
MS (FAB, Pos.) : m/z=473 (M + H)*,

EmFle3 (12) :6—{9—-—[ (6—200-3—-EYTI=)L) AF
W] =5, 5=YXFN—-5, 6, 8 9—-FhSERA-—TH—-KEYR T

4" , 3" 4. 5o [2, 3=b]¥EYYY—-T—A4)L} =3, 3

—VAFI= 6 —FFIYNFEH R
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[0592]

[0593]

[0594]

[0595]

[0596]

TLC:Rf 0. 41 (s OBKRI L X E 7 —IL=10:1) ;
MS (FAB, Pos.) : m/z=483 (M + H)*,

23 (13) :6— {9—[ (1, 3= XFI—1TH-ESYV—
W=5—4)) XFI] =5, 5—=YAF)—5, 6, 8, 9—FbZER
O—7H-FYRT[4' , 3" :4, 5] KOn[2, 3—b]lEYVIY—
7—A)} =3, 3= XFIN—6—FFY~NFH VR
TLC:Rf 0.38(/OAKRIL L X E J —IL=10:1) ;

MS (FAB, Pos.) :m/z=466 (M + H)*,

EfEF23 (14) :6— {9—[ (2, 5=YXFIN—1, 3=FFPYV
— =4 —A)) XF)] =5, 5= XFN—-5, 6, 8, 9—-F bS5k
FO—7H-EYRT[4" , 3" :4, 5]F¥OO[2, 3—b]lEYIY
—T7—AN} =3, 3=SAFN—=—6—FFYNFH L
TLC:Rf 0.44(/OORN L X% J—)L=10:1) ;

MS (FAB, Pos.) : m/z=483 (M + H)*,
EHpfFI24 c TF) 5— ((vOOHIEKRZIL) AF) RV )T —
N

[1b70]

Cl \H/O\/\/\H/OCHZCH3
o) O

IFIL 5—-kROFoRvy/7—h (1. 12g, 7. 66mmo |
) BIREXFLY 25mLISARIYE, FETHEBLTWSHIZMN)ERZR
v (772mg, 0. 34%) . EYYY (0. 743mL, 1. 2%
2) ZJEICMAT, BRTIREER UL, RISKTH., KEMA THHE
B (BIEXFLY) 21To7. PBELAERELRINIBEKEAVWTEEL
BT ROV LTEBIELE, BET. BEEZEEL. HERYER
eo TNERAZLORMNIIZ 74— (BFBRZFIL: n—A~FHU=1:1
0) ICLYBRL TTEMEEDCEBRLEN (97 2mg) 577k,
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TLC:Rf 0.29 (BEEETFI: n—~FH>2=1:10) ;
TH-NMR(CDCLl;): & 1.22 - 1.29 (m, 3 H) 1.65 - 1.84 (m, 4 H) 2.32 - 2.38
(m, 2 H) 4.10 - 418 (m, 2 H) 4.29 - 4.36 (m, 2 H),
[0597] EMEfHI25 :5—ThF—5—AFSRUFJ 99— (3—7)L740OR
vJN) —5, 6, 8, 9—FbhSERAO-TH-KEYRK[4" , 3" :4
blEOO[2, 3=b]EVIY—T—HIRFLZ—F
[0598] [{k71]

[0599] &M 4 —>EHEfI 5 >EMEHI 6 >EEFI 7 >EMEH 1 ICE U/BFICL -
T8ELRL9— (3—7A0RVYYN) —6, 7, 8, 9—F b5k RO
—5H-EYK[4", 3" 14, 5] ¥OO[2, 3—b]lEYYY =
15f81E (100mg, O. 28mmo |) #E{EXFL 2. 8mLIIEMR
I, ERTHE#BLTWSHICEY)YY (0. 136mL, 6. 0%4E) ,
Ehefl2 4 TREINELE®H (1 75mg, 3. 0HE) ZJRICMAT,
ERTI1REER LA, REBETE, KEMX THEBRERE BEXFLY)
Z{To7, DEELICEABEZRNBEKZAVWTESRL. MBI/ U A
THRIELE. RET. BEZEEL. HERNZEL, IhzehZLD
AXY NS 74— (BERIFIL: n—~FH>V; 12%>33%—>45%)
ICE UL, TEYEEELET 2EE LG (11 1mg) 5257k,
TLC:Rf 0.66(BFEETFIL: n—~"FH2=1:1);

TH-NMR(CDClz): & 1.21 - 1.28 (m, 3 H) 1.60 - 1.78 (m, 4 H) 2.31 - 2.38
(m, 2 H) 2,77 - 2.86 (m, 2 H) 3.62 - 3.84 (m, 2 H) 4.06 - 4.18 (m, 4
H) 4.49 - 4.56 (m, 2 H) 5.41 - 5,46 (m, 2 H) 6.72 - 6.97 (m, 3 H) 7.

05 - 7.11 (m, 1 H) 7.20 - 7.29 (m, 1 H) 7.78 - 7.83 (m, 1 H) 8.28 - 8
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[0600]

[0601]

[0602]

[0603]

[0604]

.31 (m, 1 H),
EFHFHI26 : 5— ({[9— (B—z)iA4AO0RYIIL) =5, 6, 8, 9
—FhSERO—7H—-FYRI[4' ., 3" :4, 5] oo [2, 3—b

1 Yy =T —=4AJ)] AR F2) R4S VR

[1b72]

N T

.

EHEfI2 6 TEE LA MAERAWT, REAISICHECBFICMT L
L& >T. TRMHEELZEY 2BELEMERT,

TLC:Rf 0.46(/ OORILL: XY J—)L=10:1) ;

TH-NMR (DMSO-dg): & 1.37 - 1.66 (m, 4 H), 2.13 - 2.31 (m, 2 H), 2.66 -
2.80 (m, 2 H), 3.65 -3.76 (m, 2 H), 3.90 - 4.10 (m, 2 H), 4.56 (s, 2
H), 5.47 (s, 2 H), 6.86 - 7.16 (m, 4 H), 7.27 - 7.40 (m, 1 H), 7.85

- 7.96 (m, 1 H), 8.15-8.26 (m, 1 H), 12.03 (s, 1 H),

EiEF2 6 (1) ~FMEFHI26 (2)

IFI 5— ((vOQANRZIL) FTF2) RUFIT—RDRDYIC
YT EZIRTILERWT, A2 5>EMHI2 6 ICHELCBREICHTC
EICE>T. UTDOILEMEBL,

EMFEI26 (1) : 5= ({[9— (3—27)A0O0RVII)) =5, 6,
8, 9—FhZSERO—-T7H-FKFYRT[4" , 3" :4, 51FOO[2,
3—bl YTy —T7—A)] BINKRZI} FFL) =2, 2= AFIR
vy B
TLC:Rf 0.51(/ OQKRILL: XY J—)L=10:1) ;

TH-NMR(CDCL,): & 1.07 - 1.36 (m, 6 H), 1.49 - 1.74 (m, 4 H), 2.73 - 2.
88 (m, 2 H), 3.68 - 3.86 (m, 2 H), 3.99 - 4.18 (m, 2 H), 4.44 - 4,59
(m, 2 H), 5.44 (s, 2 H), 6,70 - 7.00 (m, 3 H), 7.04 - 7.13 (m, 1 H),
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[0605]

[0606]

[0607]

[0608]

7.16 = 7.31 (m, 1 H), 7.74 - 7.87 (m, 1 H), 8.25 - 8.35 (m, 1 H),
EEFEI26 (2) 14— ({[9—= (3= AONRVYII) =5, 6,
8, 9—FhSLkO—-7H-KEYR[4' ,6 3" :4, 5] ¥On[2,

3—b] PYT—T7—4A)L] AIKR=)I} AF) =2, 2= AXFLT

5 B
TLC:Rf 0.50(/ 00K L: Ay J—IL=10:1) ;
H-NMR(CDCLl;): & 1.08 - 1.36 (m, 6 H), 1.85 - 2.07 (m, 2 H), 2.60 - 2.
81 (m, 2 H), 3.58 - 3.85 (m, 2 H), 4.17 - 4.32 (m, 2 H), 4.39 - 4.61
(m, 2 H), 5.26 - 5.61 (m, 2 H), 6.64 - 7.09 (m, 4 H), 7.14 - 7.28 (m,
1 H), 7.55 - 7.70 (m, 1 H), 8.04 - 8.40 (m, 1 H),
EHEH27 : AFN 55— ({[9— (3—=NABOARVYIIN) =5, 6
8, 9—FbSERA-—TH-KYRT[4" 3" :4, 5]KOO[2

3—blEYIS—T—A)] AR} FI/)) =2, 2=IXAFIL

N5/ 7—+h

[1£73]

HaC CH3OCH3
<// { N H\/\)Lﬁ
A SN

pog

HHEF 1 O TREINELEHW (21T Tmg, 1. T2mmo |) %1,
2mL MLIVICBEBIE, ERTIRFLTWBHICT T T ZILRRARY I
7YR (0. 241mL, 1. 12mmo |) BLTrYTFILT7IY (O

156mL, 1. 12mmo |) ZJEICMAT, 1 20FET2EEIRRL
TERETHRALE (CThEBBRAET D, ) o —FA. 1 ICELKE
EICE > THELRLI— (3—7)FAaRVVL) —6, 7, 8, 9—F b
SeRkO-5H-EYK[4", 3" :4, 5] ¥Oon[2, 3—b] EY
Ty ZiEfEE (200mg, 0. 56mmo |) BLUVEYTY (0. 2
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34mL, 1. 68mmol) #2. 8mLIBIELXFL VICEHEIEEET
BHRLTVWDHIC, BRAZNATERT 1 RBEERLE. TORBKBERIC
RAMEEKEMA THHRE BEBIFIL) 217o7, DBELAEERELR
B NYDLTREIELE BRET. BELZEBEL CGHERNZFRL, I
heh>Lo0%hI574— (BRI FIL i n—A"FH2 ;50%—>70
%) ICLYUBRLT, TEWMHELZETSEELEY (256mg) 21k
TLC:Rf 0.55(X 4 / —JL: s OORILL=1:10);

TH-NMR(CDCl3): & 1.18 (s, 6 H) 1.23 - 1,58 (m, 4 H) 2.79 - 2,90 (m, 2
H) 3.15 - 3.28 (m, 2 H) 3.58 - 3.74 (m, 5 H) 4.51 (s, 2 H) 4.66 - 4.7
8 (m, 1 H) 5.46 (s, 2 H) 6.74 - 6.84 (m, 1 H) 6.86 - 6.99 (m, 2 H) 7.
04 - 7.13 (m, 1 H) 7.18 - 7.28 (m, 1 H) 7.75 - 7.85 (m, 1 H) 8.25 - 8
.33 (m, 1 H),

[0609] =MEfI28 : 5— ({[9— (3—2NABORVYYI) —5, 6, 8, 9
—FhSERO-—7H-EYRT[4" , 3" :4, 5] F¥FOA[2, 3—b
1BV =T —AN] BNRZJ} PII) =2, 2=IXFIRVE Y
&

[0610] [1£74]

[0611] Ehfl2 7 THRELEEMERWVWT, EmifSICEUCLBEICNRNT L
IKE>TTEMMHEZE Y 51RBLEW (68 mg) %Gk,
TLC:Rf 0.29(/ OORILL: Ay J —)L=10:1) ;
TH-NMR (DMSO-dg): & 1.05 (s, 6 H) 1.25 - 1.48 (m, 4 H) 2.64 - 2.76 (m,
2 H) 2.92 - 3.07 (m, 2 H) 3.57 - 3.72 (m, 2 H) 4,51 (s, 2 H) 5.44 (s,
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[0612]

[0613]

[0614]

[0615]

[0616]

2 H) 6.66 - 6.77 (m, 1 H) 6.87 - 7.16 (m, 4 H) 7.26 - 7.42 (m, 1 H)
7.84 - 7.94 (m, 1 H) 8.14 -8.26 (m, 1 H) 12,04 (s, 1 H),
EHEFI28 (1)
EHEGI 1 O TEEINAEEWORDLYICEETIIRTILEAVT, X
el 2 7 >FhEH2 8 ICELBRFICNT I EICE > TUTOIENZF

]

EEF28 (1) :4— ({[9— (=740 I) —5, 6,
8, 9—FbhZSERO—T7H-FKFUYR[4' , 3" 4, 5] kKOO [2,

3—b]l YT —T—A)] AR} PI)) =2, 2=IXFIT
a4
TLC:Rf 0.48(/ OO LAy J—IL=10:1) ;

TH-NMR (DMSO-dg): & 1.10 (s, 6 H) 1.55 - 1.69 (m, 2 H) 2.63 - 2.77 (m,
2 H) 2,95-3.10 (m, 2 H) 3.57 - 3.68 (m, 2 H) 4.50 (s, 2 H) 5.43 (s,
2 H) 6.58 - 6.68 (m, 1 H) 6.88 - 7.15 (m, 4 H) 7.28 - 7.40 (m, 1 H)

7.84 - 7.93 (m, 1 H) 8,15 -8.23 (m, 1 H) 12.13 (s, 1 H),

EHREI29  AFI R—4— (TP TFEFI) Ottt hlL
RESS— b
[{£75]

CO,CH3

ZA—4 = (AMFTUAHIKRZIIL) O~ URILKRVE (6. 89
g) OFFETFILAKR (5. OmL) ([TEIEFA=IL (4. 6mL) ZMA
T, 60CTOIAET L, ERASHBIREEL. MLIUHBLE, &
SNISHRMOTHFE : PEh=ZMYJL (1 : 1) BK (26mL) &K%
2. OMRMYXAFLLYNITIASY (32mL) ODTHF : PEh=
MY (1 :1) B®R (100mL) ICMATERT—KRIER LA, B (
5mL) &K (20mL) #MALEOETHFETPENZ NI EBEEL.
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FAMRBRKTR T N D LKBREMA T, BRI FITHEL TEREZR

MBIBAKTHEL, FEKWEEF M) D LATERREBERELL, SOoNnKEL

AZL9AXMNITZT4— (NFHY BRI FIL=80:20-65:3

5—>50:50) THEBRTIIELICLY., TEYEEZE T EELE

# (5. 169) 28/,

TLC @ 0.33 (EFERTFIL) ;

"H-NMR(CDCL3): & 1.52 - 1,79 (m, 6 H) 2.00 - 2.16 (m, 2 H) 2,26 - 2.42

(m, 1 H) 2.56 (quin, J=4.94 Hz, 1 H) 3.69 (s, 3 H) 5.30 (s, 1 H),
[0617] ZEmFISO : [¥R—4— (XbFTHILKRZIV) oO~FI )] BEFE
[0618] [{L76]

HO
m
CO,CH;

[0619] =EHEfI2 9 TREI NG (6. 069g) OTHF :K (10: 1)
B (41mL) Z, M7 AOEEER (318mg) &EMJIFILTI
v (12, TmL) ®THF : K (10: 1) &% (80mL) IKERILS
WTTHEHEMNITETLEZDS, ERT—MRIEH LA, THFZEBEHE, t
—TFILAFILI—FTII (120mL) ZMATESS MNEBL., 22K
KFEF M) TLKBEHR (350mL) THH Lk, KiEEDBEL, 5 NigEE
(65mL) ZMATHBRIF/ILTHE L, EREZRNRIEKTHESEL
. BOKWRBE S N U LA TEIRE, BT R EICLY. TRYEEEET S
ERLEEY (3. 759) 287,

TLC:Rf 0.70(EFER T F L) ;
TH-NMR(CDCL;): & 1.25 - 1.40 (m, 2 H) 1.50 - 1.74 (m, 4 H) 1.87 - 2,07
(m, 3H) 2.30 (d, J=7.32 Hz, 2 H) 2.57 (quin, J=5.03 Hz, 1 H) 3.69 (

s, 3 H),
[0620] EgmfI31 :R—4— {2—[9— (4—7)AORVTI) —5, 6
8, 9—FhSkERO—T7H-—FKFYRKT[4' . 3" :4, 5] FKoOo/[2
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[0621]

[0622]

[0623]

[0624]

[0625]

L 3—blEVIV—T—A)] —2—FAFYVIF)} oarxH > HI
R
[1677]

N N\”/\Q
O
P<:7J coH

A3 0 THELHE L/t &7 & OIS RIS 4 - HER 5 >RHEF 6 -
Ml 7 -G ICECEREICE>TREI AT NS ROEY RED
OEY Y VEERAERWT, REA1 16 LOEREG 3 ICHE CREICHT
JEIWE>TTiEYMtEEZE T 2FELLEW (53 mg) %187k,

TLC:Rf 0.34(BEEETFIL: X 4& / —I)L=19:1) ;
TH-NMR (DMSO-dg): & 1.04 - 1.29 (m, 2 H) 1.32 - 1,63 (m, 4 H) 1.65 - 1,

96 (m, 3 H) 2,13 - 2,47 (m, 3 H) 2.62 - 2.85 (m, 2 H) 3.70 - 3.84 (m,

2 H) 4.64 (s, 2 H) 5.39 - 5.54 (m, 2 H) 7.02 - 7.30 (m, 5H) 7.81 -
7.94 (m, 1 H) 8.16 - 8.28 (m, 1 H) 12,04 (s, 1 H),

EHEFI3 1 (1) ~FMmEFHI3 1T (198)

DRA=4 = (AMFDAHIERZ) oanFHURILERVEBORDYIC
MY T2IRTIVERWVL, 4—7lAOR>2)L70) RORDLYICHEET
BNTA RERBWT, Ehfl2 9> 3 0 >EHMEFI3 1 ICHE U/EBIFIC
e EICE>TUTOIEYMERT,

EREFI3 1T (1) :32—4— {2—[9— (3=NAOARVYII) —
5, 6, 8, 9—FhSERO—-T7H-FKEFYRT[4' , 3" :4, 5] KO
O[2, 3—b]EVIY—T—A4)L] —2—AFVIFI} 7O~ NFY
Y HIVR R
[1£78]

=

ey

F. N N
T L
\OJ CO,H
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[0626]

[0627]

[0628]

[0629]

TLC:Rf 0.49(BIEX FL V:BFBRT FIL: X % J —IL=8:4:1) ;
TH-NMR (DMSO-dg): & 1.10 - 1.31 (m, 2 H), 1.34 - 1.60 (m, 4 H), 1.63 -
1.96 (m, 3 H), 2.11 - 2.45 (m, 3 H), 2.61 - 2.84 (m, 2 H), 3.68 - 3.8
7 (m, 2 H), 4.63 (s, 2 H), 542 -5.57 (m, 2 H), 6.85 - 7.15 (m, 4 H)
, 7.26 - 7.40 (m, 1 H), 7.84 - 7.96 (m, 1 H), 8.16 - 8.26 (m, 1 H), 1
2.03 (s, 1 H),

EMEFI3 1 (2) : bSVR—4— {2— [9— (3—7)AORYII
) -5, 6, 8, 9—FhSERO—7H-FYR[4 , 3" :4, 5]

oo [2, 3—b]l]EYIY—T—A)] —2—FFVYIFII} oON
XH DI

TLC:Rf 0.45(BIEX FL vV BFBRIT FIL: X % J —IL=8:4:1) ;

TH-NMR (DMSO-dg): & 0.73 - 1.37 (m, 4 H), 1.45 - 1.92 (m, 5 H), 1.94 -

2.36 (m, 3 H), 2.62 -2.85 (m, 2 H), 3.69 - 3.85 (m, 2 H), 4.64 (s, 2
H), 5.43 - 5.56 (m, 2 H), 6.85 - 7.17 (m, 4 H), 7.27 - 7.41 (m, 1 H)

, 7.85 - 7.95 (m, 1 H), 8.16 - 8.26 (m, 1 H), 11.97 (s, 1 H),
Em@IS 1 (3) :¥R—4— {2— [9— (2, 4—VNAOARYY

M) -5, 6, 8, 9—FhSERO—7H—-FYRI[4" , 3" :4, 5

oo [2, 3—b]lEYVISY—T—A)L] —2—FFVYITFI)} 40O

NFEH AR ER

TLC:Rf 0.39(BEEETFIL: X% / —)L=19:1) ;

TH-NMR (DMSO-dg): & 1.08 - 1.31 (m, 2 H) 1.35 - 1.61 (m, 4 H) 1.69 - 1.

96 (m, 3 H) 2,16 - 2,46 (m, 3 H) 2.62 - 2,86 (m, 2 H) 3.69 - 3.87 (m,
2 H) 4,60 - 4,73 (m, 2 H) 5.41 - 5,58 (m, 2 H) 6.86 - 7.04 (m, 2 H)
7.05 - 7.16 (m, 1 H) 7.21 - 7.36 (m, 1 H) 7.83 - 7.96 (m, 1 H) 8.16 -
8.26 (m, 1 H) 12.04 (s, 1 H),

EREFEIS T (4) S R—4— {2—FAFY—-2—-[9— (3, 4, 5—
ARV IIL) =5, 6, 8, 9—FhSERO—TH-FEJYR T
4' , 3" 4, 5]7¢¥oaf2, 3—blEYSY—T7—4J] TFI)L}
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SHOONEY VAR VER
TLC:Rf 0.37(EEBE T FIL: X% J —)L=19:1) ;
TH-NMR (DMSO-d;): & 1.08 - 1.29 (m, 2 H) 1.34 - 1.63 (m, 4 H) 1.70 - 1.

96 (m, 3 H) 2,22 - 2,46 (m, 3 H) 2.63 - 2,83 (m, 2 H) 3.70 - 3.87 (m,
2 H) 461 -4.75 (m, 2 H) 5.38 - 5.54 (m, 2 H) 6.95 - 7.20 (m, 3 H)
7.85 - 7.97 (m, 1 H) 8,17 - 8,27 (m, 1 H) 12.03 (br s, 1 H),

[0630] =EFI3 1 (5) :v2R—4— {2—[9— (4—7rOORVII) =5
6, 8, 9—FhSERAO-—T7TH-KFYRKRT[4" , 3" :4, 5] KOO
[2, 3—b1EYYY—T—A)N] —2—FFYIFII} O~ FHY
B |24
TLC:Rf 0.34(BEEETFIL: X% / —)L=19:1) ;
"H-NMR (DMSO-dg): & 1.05 - 1.29 (m, 2 H) 1.33 - 1.61 (m, 4 H) 1.68 - 1.

94 (m, 3 H) 2,14 - 2,47 (m, 3 H) 2.63 - 2,84 (m, 2 H) 3.70 - 3.84 (m,
2 H) 4,58 - 4,68 (m, 2 H) 5.41 - 5,54 (m, 2 H) 7.05 - 7.23 (m, 3 H)
7.30 - 7.41 (m, 2 H) 7.85 - 7.95 (m, 1 H) 8.18 - 8.25 (m, 1 H) 12.04
(s, 1 H),

[0631] =MEfFI3 1 (6) :~X—4— {2—FFY—2—[9— (2, 4, 5—
) olA4a~RYIN) =5, 6, 8, 9—FbSERA-—TH-FEYRT
4' . 3" 4. 51002, 3—blEYYY—T—4)L] TFI}
SoONFH VAN RVER
TLC:Rf 0.49(BEBATFIL: X% / —)L=19:1) ;
TH-NMR (DMSO-dg): & 1.07 - 1.30 (m, 2 H) 1.35 - 1.62 (m, 4 H) 1.71 - 1.

96 (m, 3 H) 2,21 - 2.47 (m, 3 H) 2,62 - 2.84 (m, 2 H) 3.71 - 3.86 (m,
2 H) 4,63 -4.79 (m, 2 H) 5.37 = 5.57 (m, 2 H) 6.93 - 7.06 (m, 1 H)
7.07 - 7.17 (m, 1 H) 7.52 - 7.70 (m, 1 H) 7.86 - 7.96 (m, 1 H) 8.15 -
8.25 (m, 1 H) 12.04 (s, 1 H),

[0632] EMEFEIS 1 (7) :2X—-—4— {2— [9— (4—/sOO0—-2—-2)L#A0O
NYY)N) =5, 6, 8, 9—FbokbrRO-—T7H-KFYR[4" 6 3’
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4, 51¥¥op[2, 3—blEYYY—T—q)] —2—FFYVYITF)L}
SoONFH VAN RVER

TLC:Rf 0.53(BEEETFIL: X% / —)L=19:1) ;

TH-NMR (DMSO-dg): & 1.09 - 1.30 (m, 2 H) 1.37 - 1.61 (m, 4 H) 1.74 - 1.

94 (m, 3 H) 2,18 - 2,47 (m, 3 H) 2.65 - 2,84 (m, 2 H) 3.72 - 3.86 (m,
2 H) 461 -4.71 (m, 2 H) 5.44 - 5,56 (m, 2 H) 6.81 - 6.91 (m, 1 H)

7.07 - 7.14 (m, 1 H) 7.15 - 7.23 (m, 1 H) 7.43 - 7.53 (m, 1 H) 7.87 -
7.94 (m, 1 H) 8.17 - 8.23 (m, 1 H) 12.04 (s, 1 H),

[0633] =MEFI3 1 (9) :v2X—4— {2—-[9— (3—/0O0—-2, 4—-V7

AARVVIN) =5, 6, 8, 9—FbSERAO-TH-EYR [4" |
3" 4. 5100 [2, 3=blEYIY=T—AqA)] =2—-FFVT
FIt S oO~NFH U RHINREE

TLC:Rf 0.47(BEEATFIL: X % / —)L=19:1) ;

TH-NMR (DMSO-dg): & 1.10 - 1.30 (m, 2 H) 1.35 - 1.64 (m, 4 H) 1.68 - 1.

95 (m, 3 H) 2,22 - 2,47 (m, 3 H) 2.63 - 2,83 (m, 2 H) 3.72 - 3.85 (m,
2 H) 4,58 -4,72 (m, 2 H) 5.46 - 5,60 (m, 2 H) 6.84 - 6.99 (m, 1 H)
7.07 - 7.15 (m, 1 H) 7.16 - 7.28 (m, 1 H) 7.86 - 7.95 (m, 1 H) 8.16 -

8.24 (m, 1 H) 12.04 (s, 1 H),

[0634] =EGI3 1 (10) :22—4— {2—[9— (4—4OO0—-3—-7LF
aONXYY)) =5, 6, 8, 9—FbZkRO-7H-¥KYR[4" 6 3’
4, 5100 [2, 3=blEYIY—T—A)l] —2—-FFYITF)
} oandH U ANRVEE
TLC:Rf 0.43(BIELXFL VBRI FIL: X% J —IL=8:4:1) ;

MS (ESI, Pos. 20 V) :m/z=484 (M + H)*,

[0635] EEFI3 1 (13) :vR—4— {2—[9— (3, 5=SsoanyY
J) =5, 6, 8, 9—FhSERO—7H—-FYR[4 , 3" :4, 5
oo [2, 3—b]EYVISY—T—AJ)L] —2—FFYITFI} 40O
NEHVHIVKR VR
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[0636]

[0637]

[0638]

TLC:Rf 0.43(BIELXFL VBRI FIL: X% J —IL=8:4:1) ;
MS (ESI, Pos. 20 V) : m/z=500 (M + H)*,

EeF31 (14) :SR—4— {2— [9— (4—FTINVI)) —
1, 3,4, 9—FhSERO—2H—B—HAIKRY>Y—2—A)L] —2 —
ZXRVIFIIL oanFHVHIVKR B
TLC:Rf 0.48(BILX FL V:BFBRIT FIL: X % J —IL=8:4:1) ;

TH-NMR (DMSO-dg): & 1.05 - 1.31 (m, 2 H) 1.33 - 1.63 (m, 4 H) 1.66 - 1.
96 (m, 3 H) 2.14 - 2,47 (m, 3 H) 2.64 - 2.85 (m, 2 H) 3.70 - 3.85 (m,
2 H) 4,57 - 4,67 (m, 2 H) 5.46 - 5.58 (m, 2 H) 6.98 - 7.22 (m, 4 H)

7.32 - 7.42 (m, 1 H) 7.44 - 7.51 (m, 1 H) 7.72 - 7.82 (m, 2 H) 12.04
(s, 1 H,

EEFIS 1T (16) 132 2—4— (2= {9-[ (6=900-3-EY
V) AFN] =1, 3, 4, 9—-FbSERO-2H-B—HILEK) >
—2—AN} —2—FFVITFI) oONZEHVHIVKRVEE
TLC:Rf 0.44(BILXAFL VBRI FIL: X5 J —I)L=8:4:1) ;

TH-NMR (DMSO-dg): & 1.07 - 1.30 (m, 2 H) 1.34 - 1.61 (m, 4 H) 1.72 - 1,

95 (m, 3 H) 2.21 - 2.47 (m, 3 H) 2.62 - 2.84 (m, 2 H) 3.72 - 3.87 (m,
2 H) 463 -4.75 (m, 2 H) 5.41 - 5,51 (m, 2 H) 6,98 - 7.16 (m, 2 H)
7.35 - 7.51 (m, 4H) 8.14 -8.28 (m, 1 H) 12.04 (br s, 1 H),
EEF31 (17) :R—4— (2= {9—-[ (1, 3= AF)L—1

H=ESY—=JL=5—=AJN) XFI] =1, 3, 4, 9=FhrSERO=2
H=B—HIR)>—2—AJ)} —2—FFYITFI) O~ FH >V HIL

i

TLC:Rf 0.31(RIEXFL VBRI FIL: X% J —IL=8:4:1) ;

TH-NMR (DMSO-dg): & 1.09 - 1.31 (m, 2 H) 1.34 - 1.61 (m, 4 H) 1.70 - 1,
93 (m, 3 H) 1.93 -2.04 (m, 3H) 2.18 - 2.47 (m, 3 H) 2.61 - 2.82 (m,
2 H) 3.61 - 3.84 (m, 5 H) 4.57 - 4,70 (m, 2 H) 5.26 - 5.48 (m, 3 H)

6.93 - 7.15 (m, 2 H) 7.35 - 7.49 (m, 2 H) 12.03 (br s, 1 H),
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[0639]

[0640]

[0641]

[0642]

[0643]

[0644]

EHHI3 T (18) :2—4— (2— {9—[ (2, B=SAFI—1
B3=—FF7V=I—=—4—4AJ)) XFI] =1, 3, 4, 9—FhSERO-
2H=—B—HIRY>—2—A4)L} —2—FFYVYITFI) ra~FHh
LR B8
[{£79]

ReallR RO

CO,H
CH,

TLC:Rf 0.36(BIEAFL vV :BEEET FIL: X % J —)L=8:4:1) ;

"H-NMR (DMSO-dg): & 1.08 - 1.32 (m, 2 H) 1.36 - 1.64 (m, 4 H) 1.69 - 1.
97 (m, 3 H) 2.21 - 2,47 (m, 9 H) 2.59 - 2,81 (m, 2 H) 3.66 - 3.83 (m,
2 H) 4,64 - 4,75 (m, 2 H) 5.41 - 5,56 (m, 2 H) 6,97 - 7.07 (m, 1 H)

7.07 - 7.18 (m, 1 H) 7.37 - 7.52 (m, 2 H) 12.04 (s, 1 H),

ERA3 1 (21) :>2—4— (2—{9—-[ (4—/OO0—2—FT
—J)) AFN] =5, 6, 8, 9—FhSERO-TH-EYRK[4" , 3
4. 51O (2, 3=blEYSY—T—A)N} —2—FFYTF
W) 2 oanFH U HIVKR VR
TLC:Rf 0.38(/OAKRIL L X E J —IL=10:1) ;

MS (FAB, Pos.) : m/z=472 (M + H)+,

EEFI31 (22) ¥ R—4— (2— {9—-[ (2, 5= AF)—3
—FIT=)) AFII] =5, 6, 8, 9—F Sk RO—-—7H-FYR T4
' .3 4, 5]1FOA[2, 3—b]lEYYV—T—AqJ} —2—FF
VIFII) POty hIEVER
TLC:Rf 0.40(/ OBKRI L X & ) —IL=10:1) ;

MS (FAB, Pos.) :m/z=466 (M + H)*,

EREFEIS T (23) : bSVR—4— {2—FAFY—-2—-[9— (2, 4

5—btDZNFARVYII) =5, 6, 8, 9—=FrSERA-—TH-—F
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[0645]

[0646]

[0647]

[0648]

R[4, 3 4, 51EOopn[2, 3—-blEYUISY—-T—qJ)L] T

FIY oantH U HILR VR

TLC:Rf 0.39(BIEX FL VBRI FIL: X% J —IL=8:4:1) ;

TH-NMR (DMSO-dg): & 0.81 - 1.09 (m, 2 H) 1.20 - 1.38 (m, 2 H) 1.53 - 1.
94 (m, 5 H) 2,02 -2.16 (m, 1 H) 2.20 - 2.39 (m, 2 H) 2.64 - 2.84 (m,
2 H) 3.70 - 3.87 (m, 2 H) 4.65 - 4,74 (m, 2 H) 5.41 - 5,54 (m, 2 H)
7.01 (ddd, J=10.79, 8.87, 7.04 Hz, 1 H) 7.11 (dd, J=7.78, 4.67 Hz, 1
H) 7.54 - 7.69 (m, 1 H) 7.87 - 7.95 (m, 1 H) 8.21 (dd, J=4.67, 1.37 H

z, 1H) 11.98 (s, 1 H),

EHEBI31 (24) : pSv2R—4— {2—-—[9— (4—pOO—2—7
AARVVIN) =5, 6, 8, 9—FbSERAO-TH-EYR [4" |
3" 4. 5100 [2, 3=blEYIY=T—AqA)] =2—-FFVT
FIt S oO~NFH U RHINREE
[1£.80]

e

\
N~ ]
N N
o
Cl “CO,H
F

TLC:Rf 0.38(RIELXFL VBRI FIL: X% J —IL=8:4:1) ;
TH-NMR (DMSO-dg): & 0.77 = 1.10 (m, 2 H) 1.13 - 1.38 (m, 2 H) 1.48 - 1.
94 (m, 5 H) 2.00 - 2.39 (m, 3 H) 2.62 - 2.86 (m, 2 H) 3.70 - 3.87 (m,
2 H) 4.61 - 4,72 (m, 2 H) 5.43 - 5,57 (m, 2 H) 6.78 - 6.91 (m, 1 H)
7.11 (dd, J=7.68, 4.76 Hz, 1 H) 7.16 - 7.23 (m, 1 H) 7.43 - 7.54 (m,
1 H) 7.86 -7.96 (m, 1 H) 8.20 (dd, J=4.76, 1.46 Hz, 1 H) 11.98 (s, 1
H) o
EFI3 1T (26) : hSv2—4— {2—[9— (3—4yOO—2, 4
—o0AORVIIN) =5, 6, 8, 9—FrSERO-—TH-FEJYR [
4' ., 3" 4, 51¢¥OO[2, 3—blEYYY—T—Aq4J)] —2—F
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[0649]

[0650]

[0651]

[0652]

XYIFIL oantHh VLRV ER

TLC:Rf 0.38(RIELXFL VBRI FIL: X% J —IL=8:4:1) ;

TH-NMR (DMSO-dg): & 0.77 = 1.11 (m, 2 H) 1.12 - 1.42 (m, 2 H) 1.54 - 1,
93 (m, 5 H) 2.01 -2.18 (m, 1 H) 2.18 - 2.40 (m, 2 H) 2.61 - 2.88 (m,
2 H) 3.68 - 3.87 (m, 2 H) 4.60 - 4.74 (m, 2 H) 5.44 - 5.63 (m, 2 H)
6.84 - 7.01 (m, 1 H) 7.11 (dd, J=7.87, 4.76 Hz, 1 H) 7.22 (td, J=8.83
, 1.74 Hz, 1 H) 7.85 -7.96 (m, 1 H) 8.15 - 8.25 (m, 1 H) 11.98 (s, 1
H) o

EHEFI31T (27) : hSvZ2—4—{2—[9— (4—4v0OO—3—7
AARVVIN) =5, 6, 8, 9—FbSERAO-TH-EYR [4" |

3' 4. 51konf[2, 3—b]lEYIY—T—AIN] —2—FFVT

Fvt S oaAnFH RNV ER

TLC:Rf 0.57(/ 00K L XY J —)L:7K=50:10:1) ;
MS (ESI, Pos. 20 V) : m/z=967 (2M + H)*, 484 (M + H)*,

EREFI31 (30) : pSvR—4— {2—-[9— (3, 5=vvOOR
YY) =5, 6, 8, 9—FbSERA-—TH-KEYR[4" 6 3" :4

51 koo [2, 3—b]lEYYY—T—4)L] —2—FFYITFIIL} >

JONEH VHIVRVFR

TLC:Rf 0.57(/ OAFRINL: XS J —)L:K=50:10:1) ;
MS (ESI, Pos. 20 V) : m/z=500 (M + H)+,

EfEFI3 1 (31) : bSV2R—4— {2—[9— (4A—2)lAORVY
J) =5, 6, 8, 9—FhSERO—7H—-FYR[4 , 3" :4, 5

1 oo [2, 3—b]l YIS y—T7—4)L] —2—FFYITFI} 450

~NEH U HIR VR

TLC:Rf 0.34(BIEXFL VBRI FIL: X% J —IL=8:4:1) ;
MS (ESI, Pos. 20 V) : m/z=450 (M + H)*,

EFHI3 1T (32) : hSv2R—4— {2—[9— (2, 4—-T7)L40O
NYYU)N) =5, 6, 8, 9-FbSkRO-TH-EYR[4" 6 3’
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[0653]

[0654]

[0655]

[0656]

[0657]

4, 571 k¥op [2, 3—b]lEYUTY—T—A4)] —2—FFYIFI}

oanith v hILR VR

[1£81]

N N
“COH

TLC:Rf 0.37(RIEXFL VBRI FIL: X% J —IL=8:4:1) ;
TH-NMR (DMSO-dg): & 0.75 - 1.37 (m, 4 H), 1.45 - 1.92 (m, 5 H), 1.92 -
2.38 (m, 3 H), 2.62 - 2.84 (m, 2 H), 3.68 - 3.84 (m, 2 H), 4.65 (s, 2

H), 5.38 - 5.56 (m, 2 H), 6.86 - 7.03 (m, 2 H), 7.10 (dd, J = 7.8, 4
.8 Hz), 7.21 - 7.36 (m, 1 H), 7.84 - 7.94 (m, 1 H), 8.20 (dd, J = 4.8
, 1.2Hz, 1 H), 11.97 (s, 1 H),

EEFI3 1 (33) : SV R—4— {2—-FFY—-2—-[9— (3, 4

S5—bhyzizaORyI)) —5, 6, 8, 9—FrhSERO-—TH—-F
JrR[4" ., 3" 4, 5]koO[2, 3—b]EYSY—-T—A4)L] T
FI} SoanFH TV hHINRVEE
TLC:Rf 0.34(BIEXFL VBRI FIL: X% J —IL=8:4:1) ;

MS (ESI, Pos. 20 V) : m/z=486 (M + H)*,

EHHI31 (34) : bSvR—4— {2—-[9— (4—/s00RVT)L
) —5, 6, 8, 9—FhSERO—7H-FEYRI[4" , 3" :4, 5]
Eoo (2, 3—blEYIY—T—A4)l] =2 —-FFYVIFI)L} 0ON
XH DI
[1£82]

-

N’ |

m/<:>J © “ICOH
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[0658] TLC:Rf 0.36 (@b A FL >V :EEEETFIL: A ¥ J —)L=8:4:1) ;
TH-NMR (DMSO-dg): & 0.75 - 1.38 (m, 4 H), 1.40 - 1.92 (m, 5 H), 1.96 -
2.40 (m, 3 H), 2.63 -2.84 (m, 2 H), 3.65 -3.84 (m, 2 H), 4.62 (s, 2
H), 5.39 - 5.54 (m, 2 H), 7.04 - 7.23 (m, 3 H), 7.30 - 7.43 (m, 2 H)
, 7.89 (d, J =7.8Hz, 1H), 816 -28.26 (m, 1 H), 11.96 (s, 1 H),
[0659] E@HI3 1 (36) : hS5v2—4— (2— {9—[ (4—vOa—-2—
FIT=J) XFIN] =5, 6, 8, 9—FhSERO—T7H-KEYK [4"'
3" 4. 5100 [2, 3=b]lEYSY—T—Aq)} —2—FFY
ITFII) Soandd VAR VEE
TLC:Rf 0.40 (BRILAFL V:HFEET FIL: X%/ —)L=8:4:1) ;
TH-NMR (DMSO-dg): & 0.78 = 1.10 (m, 2 H) 1.12 - 1,39 (m, 2 H) 1.51 - 1,

93 (m, 5 H) 2,00 - 2.18 (m, 1 H) 2.20 - 2,39 (m, 2 H) 2.60 - 2.83 (m,
2 H) 3.60 - 3.8 (m, 2 H) 4.70 - 4.82 (m, 2 H) 5.54 - 5,67 (m, 2 H)
7.02 - 7,18 (m, 2 H) 7.39 - 7.45 (m, 1 H) 7.85 - 7.94 (m, 1 H) 8.19 -
8.28 (m, 1 H) 11.98 (s, 1 H),

[0660] EmFHI3 1 (37) : bS5 R—4— (2— {9— [ (5—4p0OO0—2—
FIT=J)) XFI] =5, 6, 8, 9—FhSERO—7H-EYR 4"’
3" 4. 5]1v¥o0[2, 3—b]lEYYY—T—Aq4)} —2—-—FFY
ITFI)V) 0O~ H Y HIVR VL
TLC:Rf 0. 41(GRIEXAF LV ERBRT FIL: X5 J —IL=8:4:1) ;
"H-NMR (DMSO-dg): & 0.80 - 1.10 (m, 2 H) 1.13 - 1.39 (m, 2 H) 1.53 - 1,

95 (m, 5 H) 2,00 -2.18 (m, 1 H) 2,21 - 2,38 (m, 2 H) 2.60 - 2.81 (m,
2 H) 3.69 - 3.85 (m, 2 H) 4,72 - 4,81 (m, 2 H) 5.50 - 5.63 (m, 2 H)
6.90 - 7.05 (m, 2 H) 7.07 - 7.15 (m, 1 H) 7.84 - 7.92 (m, 1 H) 8.20 -
8.28 (m, 1 H) 11.97 (br s, 1 H),

[0661] EHEFEI3 1 (38) : hSvR—4— (2= {9—=[ (2, 5=V XAF)
—3—FIT=J)) XFI] =5, 6, 8, 9—FhSERO—TH-EYR
[4" , 3" 4, 5]FOA[2, 3—b]lEYIY—T—q4)l} —2—
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[0662]

[0663]

[0664]

ZXVIFIV) SOONFH VRNV

TLC:Rf 0. 44(BBIEXFL VBRI FIL: X % J —IL=8:4:1) ;

TH-NMR (DMSO-dg): & 0.75 - 1.09 (m, 2 H) 1.14 - 1,38 (m, 2 H) 1.47 - 1,
93 (m, 5 H) 2,02 - 2.37 (m, 6 H) 2.38 - 2,46 (m, 3 H) 2.61 - 2.82 (m,
2 H) 3.68 - 3.83 (m, 2 H) 4.57 - 4,70 (m, 2 H) 5.21 - 5.34 (m, 2 H)
6.19 - 6.29 (m, 1 H) 7.04 - 7.15 (m, 1 H) 7.83 - 7.92 (m, 1 H) 8.19 -

8.28 (m, 1 H) 11.98 (s, 1 H),

A3 1 (39) :v2—4— (2— {9—[(5—4/OO0—-3—FT
—J)) AFN] =5, 6, 8, 9—FhSERO-TH-EYRKR[4" 6 3
4. 51O (2, 3=blEYSY—T—A)N} —2—FFYTF
W) 2 oanFH RN VR
TLC:Rf 0.39(BIEX FL VBRI FIL: X% J —IL=8:4:1) ;

TH-NMR (DMSO-dg): & 1.09 - 1.31 (m, 2 H) 1.33 - 1.62 (m, 4 H) 1.65 - 1.

96 (m, 3 H) 2.19 - 2.48 (m, 3 H) 2.61 - 2.81 (m, 2 H) 3.71 - 3.85 (m,

2 H) 4.66 - 4,75 (m, 2 H) 5.30 - 5.42 (m, 2 H) 6.89 - 6.96 (m, 1 H)
7.05 - 7.24 (m, 2 H) 7.85 - 7.92 (m, 1 H) 8.18 - 8.25 (m, 1 H) 12.04
(br s, 1 H),

EREFHIS 1T (41) 2 2=—4—(2={9-T[T (1, 3=V XAFI—1
H—ESYV—Jb—56—AqJ) AFI] =5, 56— AF)—5, 6, 8, 9
—FhSERO-7H-FEFYRKT[4' , 3" :4, 5]F¥OO[2, 3—b
1YY =T AN} =2 —FFVIFI) 0O NFH VARV
TLC:Rf 0. 19GRIEX FL UV BFBRIT FIL: X % J —IL=8:4:1) ;

TH-NMR (DMSO-dg): 8 1.08 - 1.65 (m, 9 H) 1.70 - 2.07 (m, 6 H) 2.28 - 2.

47 (m, 3 H) 3.47 - 3.58 (m, 2 H) 3.72 - 3.79 (m, 3 H) 4,62 - 4,71 (m,
2 H) 540 - 555 (m, 2 H) 5.56 - 5,74 (m, 1 H) 7.04 - 7.13 (m, 1 H)
8.02 - 8.11 (m, 1 H) 8.16 - 8.25 (m, 1 H) 12,04 (s, 1 H),
Ef31 (42) :SR—4— (2— {9—[ (2, 59 XF)L—1
S—FFPV=I—4—A)) AFIN] =5, 5-UAXAFIN—5, 6, 8,
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[0665]

[0666]

[0667]

[0668]

9—ZFbZSERO-—7H-FKFYR[4 , 3" 4, 5]1Oon[2, 3—

bl YTV —T—4)l} —2—FAFYITFI) oA FH >V HILKRVEE

TLC:Rf 0.21(BIEX FL VBRI FIL: X % J —IL=8:4:1) ;

TH-NMR (DMSO-dg): 8 1.07 - 1.65 (m, 9 H) 1.69 - 2.02 (m, 3 H) 2.30 - 2.
50 (m, 9 H) 3.45 - 3.57 (m, 2 H) 4.64 - 4.75 (m, 2 H) 5.47 - 5.62 (m,
2 H) 7.03-7.14 (m, 1 H) 8.01 -8.09 (m, 1 H) 818 -8.26 (m, 1 H)

12.04 (br s, 1 H),
EHEHI3T (44) : hSv2R—4— (2— {9—[ (5—4vOO—3—
FIT=J) XFIN] =5, 6, 8, 9—FhSERO—T7H-KEYK [4"'

3" 4, 57 FKFopn[2, 3—blE)IY—T7—4)L} —2—FFY

ITFI) ooanxtt v hHILRVER

TLC:Rf 0.39(BIEX FL VBRI FIL: X% J —IL=8:4:1) ;

MS (ESI, Pos. 20 V) : m/z=472 (M + H)*,
EHEFI3 1 (46) 2 R—4— {(2—FFY—2-—-[9— (2, 3, 4
6—FbS2NFAOARVYII) =5, 6, 8, 9—FhSERA—T7H—

VR[4 . 3" 4, 5]1kOO([2, 3—b]lENVIYY—T7—4)l]

ITFI} Oty hHILRVER

TLC:Rf 0.41(/OAFRINL: XS J—)L:K=50:10:1) ;

MS (ESI, Pos. 20 V) : m/z=504 (M + H)*,
EREFEIS T (47) : hSVR—4— {2—FAFY-2—-[9— (2, 3
4, 6—FbS7NAORVYIIN) =5, 6, 8, 9—FbSERO-7

H-EYr[4", 3 4, 5]OO0f[2, 3=-b]lEYISY—-T—4A

L] ITFI} oanEH o HILRVER

TLC:Rf 0.41(/ ORI L: AL ) —)L:7K=50:10:1) ;
MS (ESI, Pos. 20 V) : m/z=504 (M + H)+,

EREHI31 (48) 2 2—4— (2= {9—-[ (B=9OO—-2—-FT
—J) AFN] -5, 6, 8, 9—-FbSERO-TH-KEYR[4" 6 3

" 4. 51 FKopn[2, 3—blEYUYY=T—AJ} —2—FAFYIF
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[0669]

[0670]

[0671]

[0672]

L) voandbh ARV EE

TLC:Rf 0.37(RIEXFL VBRI FIL: X% J —IL=8:4:1) ;

TH-NMR (DMSO-dg): & 1.09 - 1.32 (m, 2 H) 1.37 - 1.63 (m, 4 H) 1.71 - 1.
95 (m, 3 H) 2,22 - 2,49 (m, 3 H) 2.59 - 2,82 (m, 2 H) 3.70 - 3.84 (m,
2 H) 4.68 - 4,83 (m, 2 H) 5.48 - 5,64 (m, 2 H) 6.90 - 7.05 (m, 2 H)
7.06 - 7.16 (m, 1 H) 7.83 - 7.92 (m, 1 H) 8.20 - 8.29 (m, 1 H) 12.04

(s, 1 H),

EEFEIS T (50) : hSYR—4— {2—[9— (4=2T )RV
) =5, 5—=9IXFN—-5, 6, 8, 9—FhSERO—TH—-FKYRKR T4
.3 4. 51 [2, 3—b]lEYYV—T—4A)] —2—FF*
VIFIY SoandtH > RHIVRVER
TLC : Rf 0.43 (v O0OKRINAL: XY J—)L=10:1) ;

MS (FAB, Pos.) : m/z=485 (M + H)*,

EEFI3 T (51) : hSvR=—4— (2= {9—-[ (6=00—3—
EYS =) XFI] =5, 5= AFIN—5, 6, 8, 9—F bS5k RO
—7H-EYR[4" , 3" :4, 5]1On[2, 3—b]lEYIV-—7

— AN} —2—FFVITFI) OOV HIVKRUEE
TLC : Rf 0.38 (/O0OFRIL: XS/ —)L=10:1) ;
MS (FAB, Pos.) : m/z=495 (M + H)*,
EEF31 (52) : phSv2—4— (2= {9—-[ (1, 3=UXF)
—1TH-ESYV—)b=5—A4)) AF)I] =5, 5-UAXAFI—5, 6, 8
9—FbSERO-7H-KEYR[4" 6 3" :4, 5]¢¥OO[2, 3
—bl VIV =T AN} —2—-FFVIFI) oONFHVHILKRY
B
TLC :Rf 0.35(/ O ORI L: XS J—)L=10:1) ;

MS (FAB, Pos.) : m/z=478 (M + H)*,
FHHI3 1 (53) : bSvR—4— (2— {9—[ (2, B=SXAF)
-1, 3—FF7YV—=I)L—4—4J)) XFJI] =5, 5=-IXF)—5, 6,




WO 2012/005227 259 PCT/JP2011/065312

[0673]

[0674]

[0675]

[0676]

8, 9—FbhZSERO—-—7H-KEYKR[4" ,6 3" 4, 5] OO [2,
3—blEYIY—T =)} —2—FFYIFI)) OO~ FHVHIR
A

TLC:Rf 0.35 (/7 OOFRINL: XS J—)L=10:1) ;

MS (FAB, Pos.) : m/z=495 (M + H)*,

B3 1 (54) : hSv2—4— {2—[9— (3, 4—-T7)L40O
NYYU)N) =5, 6, 8, 9-FbSkRO-TH-EYR[4" 6 3’
4, 51¥¥op[2, 3—blEYYY—T—q)] —2—FFYVYITF)L}
SoONFH VAN RVER
TLC:Rf 0.47(/OBRI LA S J —)L:7K=50:10:1) ;

MS (ESI, Pos. 20 V) : m/z=468 (M + H)*,

EHEBI31 (55) : pSv2R—4— {2—-FFY—-2—-[9—- (2, 3

4—pbYNAARVIIN) =5, 6, 8, 9—FhSERO-—TH-F

Jr[4" ., 3" 4, 5]oO[2, 3—b]EYVYY—-T—A4)L] T
FIt S oO~NFH U RHINREE
TLC:Rf 0.47(/OBRI LA S J —)L:7K=50:10:1) ;

MS (ESI, Pos. 20 V) : m/z=468 (M + H)*,

EHEFHI3 1 (56) : hSv2—4— {2—[9— (3—4pO0—4—7
AARVVIN) =5, 6, 8, 9—FbSERAO-TH-EYR [4" |
3" 4. 51rvOoa[2, 3=blEYSY—-T—Aq)N] —2—FFVT
Fv} L oOnFH U HIVKR VR
TLC:Rf 0.47(/OBRI LA S J —)L:7K=50:10:1) ;

MS (ESI, Pos. 20 V) : m/z=967 (2M + H)*, 484 (M + H)*,

EF31 (569) :vR—4— {2— [9— (3, 4—-2)NAONY
JIN) =5, 6, 8, 9=FhSERA-—TH-EYRT[4" , 3" :4,
sloo 2, 3—blEYYY—T7—A)L] —2—FFYITFI} 25
ONFEH Y HIVE VR
TLC:Rf 0.54(/ O@RI LAY J—)L:7K=50:10:1) ;
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[0677]

[0678]

[0679]

[0680]

[0681]

MS (ESI, Pos. 20 V) : m/z=935 (2M + H)*, 468 (M + H)+,
EfI31 (60) :R—4— {2—FFxYy—2—-—[9— (2, 3, 4
—fNyzjAORVII)) =5, 6, 8, 9—FhSERA—T7H—-FUY R

[4" , 3" 4, 5]FOA[2, 3—b]lEYIY—T7—4JL] TFI
} oandH U ANRVEE

TLC:Rf 0.54(/ O@RI LAY J—)L:7K=50:10:1) ;
MS (ESI, Pos. 20 V) : m/z=971 (2M + H)*, 486 (M + H)*,

EREBI3 1 (61) :¥R—4— {2— [9— (3—-/00—4—T)LF#
aONXYY)) =5, 6, 8, 9—FbZkRO-7H-¥KYR[4" 6 3’

4., 51oa[2, 3—b1EYIY—T—q)l] —2—FFYTFI)
P oanxH VIR VR
TLC:Rf 0.54(/ O@RI LAY J—)L:7K=50:10:1) ;

MS (ESI, Pos. 20 V) : m/z=967 (2M + H)*, 484 (M + H)*,

EREBI3 1 (62) :>2—4— {2—[9— (3, 4=—vrOarRyY
JJV) =5, 6, 8, 9—-FhSERO—TH-KYR[4" , 3" :4, 5
oo [2, 3—b]lEYVISY—T—A)L] —2—FFVYITFI)} 40O
NFEH AR ER
TLC:Rf 0.54(/ O@RI LAY J—)L:7K=50:10:1) ;

MS (ESI, Pos. 20 V) : m/z=999 (2M + H)*,500 (M + H)*,

EEF31 (63) : bSvR—4— {2—[9— (3, 5=Y7)L%40O

NYYU)N) =5, 6, 8, 9-FbSkRO-TH-EYR[4" 6 3’

4, 571 k¥op [2, 3—b]lEYUTY—T—A4)] —2—FFYIFI}
oanith v hILR VR

TLC:Rf 0.39(z7 ORI L: X% ) —I)L:7K=50:10:1) ;

MS (ESI, Pos. 20 V) : m/z=468 (M + H)*,

B3 1 (64) : hSv2R—4— {2—[9— (3—4O0O0—-5—7
LAOARVYN) —5, 6, 8, 9—F S RO—-TH-EYR[4"

3" 4, 5100 [2, 3=blEYISY—=T—ANN] —-2—-FFVT
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[0682]

[0683]

[0684]

[0685]

[0686]

FIY oantH U HILR VR

TLC:Rf 0.39(z7 ORI L: X% ) —I)L:7K=50:10:1) ;
MS (ESI, Pos. 20 V) : m/z=484 (M + H)+,

EfHEFI3 1T (65) :vR—4— {2—[9— (3, 5=y7)L40O0RY
J)N) =5, 6, 8, 9—FhSERO-7H-KEYR[4" 3" :4,

51Eom[2, 3—b1EBYYY—T—A)] —2—FFYITFIL} 5
ONFH YV HNRVEE

TLC:Rf 0.39(/ OO L X% J —)L:7k=50:10:1) ;

MS (ESI, Pos. 20 V) : m/z=935 (2M + H)*, 468 (M + H)*,

EHEFI31 (66) :vR—4— {2—[9— (3—4OO—-5—-2)LF
O~RvY)) —5, 6, 8, 9—F b5k RO—7H-—EYR[4" kL 3
4, 5100 [2, 3=b]EYSY—T—A)] —2—FFVYIFI
P oandH U HIINR R
TLC:Rf 0.39(/ OO L X% J —)L:7k=50:10:1) ;

MS (ESI, Pos. 20 V) : m/z=967 (2M + H)*, 484 (M + H)*,

EHEFEIS 1T (75) : hSvR=—4— (2= {9—-[ (5=7)740O=2
—FIT=J)) AF)] -5, 6, 8, 9—FhrSERO—T7H-KEYR T4
c. 3" 4, 57O [2, 3—blEYSY—T—A)N} —2—FF
YIFI) OO~ HVHIVIR VR
TLC:Rf 0.34GRILXAFL VBRI FIL: X5 J —IL=8:4:1) ;

MS (ESI, Pos. 20 V) : m/z=456 (M + H)*,

ERHEH3 T (76) 2 2—4— (2= {9—-[ (B=N74O—-2—F
I-JL) XF)] -5, 6, 8, 9—FbZERO-—TH-EYR 4" ,
3" 4. 51O [2, 3=b]l¥EYSY—-T—AJI} —2—FFYVT
F) 2 oOnFH U HIVKR VR
TLC:Rf 0.35CGRIEXFL VBRI FIL: X5 J —IL=8:4:1) ;

MS (ESI, Pos. 20 V) : m/z=456 (M + H)*,
EHH31 (77) : bSVR—4— (2= {9—-[ (Bb—=7)40—-3
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[0687]

[0688]

[0689]

—FI-J) AFIN] -5, 6, 8, 9—FbSERO-—7H-KFYRK[4

', 3" 4, 51rOoQO[2, 3—blKEYIV—T—A)L} —2—F=*

VIFI) ovanxdHrAhHILARVER

TLC:Rf 0.33CGRILXAFL VBRI FIL: XY J —IL=8:4:1) ;
MS (ESI, Pos. 20 V) : m/z=456 (M + H)*,

EREHI3 1T (78) 2 2—4— (2= {9-[ (B=N740O—-3—=F
T=J)L) XFI] =5, 6, 8, 9—F b5 RO-—TH-KEYR T[4,

3" 4, 5100 [2, 3=blEYIY—=T—Aq)} —2—-FFVT

FI) oantH U HILR VR

TLC:Rf 0.36(BBILX FL V:BFBRT FIL: X% J —IL=8:4:1) ;
MS (ESI, Pos. 20 V) : m/z=456 (M + H)*,

Em@IS 1 (79) :+ (R—4— {[9— (3—2)FAONVII)) —
5, 6, 8, 9—F Sk RO—7H-—FYR[4' ., 3" :4, 5] FKO
O[2, 3=blEYIY—T—A)L] AIKRZJL} SoO~FI)) EEFE
TLC:Rf 0.45(BIEX FL vV BFBRIT FIL: X % J —IL=8:4:1) ;

"H-NMR (DMSO-dg): & 1.16 - 1.69 (m, 9 H), 1.88 - 2.23 (m, 3 H), 2.59 -

2.89 (m, 2 H), 3.69 - 3.85 (m, 2 H), 4.55 - 4.70 (m, 2 H), 5.42 - 5.5
7 (m, 2 H), 6.87 -7.00 (m, 2 H), 7.00 - 7.16 (m, 2 H), 7.27 - 7.40 (
m, 1 H), 7.90 (d, J=7.7 Hz, 1 H), 8.21 (d, J=4.0 Hz, 1 H), 11,99 (s,
1 H),

EEFEI3 1T (80) : (bSvR—-4— {[9— (3=7)bz70ORVII)
) -5, 6, 8, 9—FhSERO—7H-FYR[4 , 3" :4, 5]
Eoo[2, 3—bl1EYISY—T—q4N] ANKZN} Yoa~NFVI)
L3124
TLC:Rf 0.45(BIEX FL vV BFBRIT FIL: X % J —IL=8:4:1) ;

TH-NMR (DMSO-dg): & 0.77 = 1.15 (m, 2 H), 1.19 - 1.81 (m, 7 H), 2.01 -

2.15 (m, 2 H), 2.58 - 2.86 (m, 3 H), 3.78 (t, J=5.2 Hz, 2 H), 4.55 -
4,72 (m, 2 H), 5.40 - 5.58 (m, 2 H), 6.85 - 7,02 (m, 2 H), 7.02 - 7.1
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[0690]

[0691]

[0692]

[0693]

6 (m, 2 H), 7.28 - 7.40 (m, 1 H), 7.90 (d, J=7.7 Hz, 1 H), 8.16 - 8.2
8 (m, 1 H), 12.00 (s, 1 H),

EmFI3 1 (81) :3— {2—[9— (3=—NAONRVII) =5,
6, 8, 9—FbSERO-TH-KEYRT[4" 6 3" :4, 5] OO /[
2, 3—blEYIV—T—AN] —2—FAXVIFI} REER
TLC:Rf 0.33 (BFEETFIL) ;

TH-NMR (DMSO-dg): & 2.66 — 2.80 (m, 2 H) 3.75 - 3.98 (m, 4 H) 4.62 - 4,
77 (m, 2 H) 5.48 (s, 2 H) 6.87 - 7.01 (m, 2 H) 7.01 - 7.17 (m, 2 H) 7
.23 - 7.56 (m, 3 H) 7.70 - 7.98 (m, 3 H) 8.17 - 8.28 (m, 1 H) 12,90 (

br s, 1 H),

EHEF3 1 (82) :4— {2—[9— (3—27)b740O0RVYI)) =5,
6, 8, 9—FbSERO—-T7H-KEFYRT[4" 3" :4, 5100/
2, 3-b]lEYIY—T—A)N] —2—FXVIFII} REEM
TLC:Rf 0. 19(EFEE T F L) ;

'H-NMR (DMSO-dg): & 2.62 - 2,80 (m, 2 H) 3.73 - 4.00 (m, 4 H) 4.61 - 4,
77 (m, 2 H) 5.42 - 5,53 (m, 2 H) 6.85 - 7.00 (m, 2 H) 7.00 - 7.16 (m,

2H) 7.21 -7.43 (m, 3 H) 7.73 -7.97 (m, 3 H) 8,16 - 8.26 (m, 1 H)
12.82 (br s, 1 H),

EHEF3 1 (83) :4— {2—-[9— (4—=—STI)RVIN) =5, 6

8, 9—FbhZSERO—-T7H-KEYR[4", 6K 3" :4, 5] 0O [2

3—blEYVSY—T—AN] —2—-FFVIFI} REEMR
TLC:Rf 0.24(BIEXFL VBRI FIL: X & J —IL=8:4:1) ;
MS (ESI, Pos.) : m/z=451 (M + H)+,

EHFI31 (84) :4— (2— {9—[(6—2OOn—3—-FKEYI=)L
) XF)I] —-5, 6, 8, 9—FbSERO-TH-KEYR[4" 3’
4, 5100 [2, 3—bl1EYIY—T—q)} —2—FFYITF))
ZEER
TLC:Rf 0.20(3BIEX FL V:BFER T FIL: X % J —IL=8:4:1) ;
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[0694]

[0695]

[0696]

[0697]

[0698]

MS (ESI, Pos.) : m/z=461 (M + H)*,

EMEFI3 1 (86) :4— (2— {9—-[ (1, 3=V XFN—1H-F
SV =)—=5—4J)) AF)] =5, 6, 8, 9—=F Sk RO—-TH-F
JR T[4, 3" 4, 5]¥op[2, 3—blEYSY—T—4J} —
2—AFVIFI) REER
TLC:Rf 0. 14GRILXAFL VBRI FIL: X5 J —I)L=8:4:1) ;

MS (ESI, Pos.) : m/z=444 (M + H)*,

EmFI31 (87) :4— (2— {9—[ (2, B-IXF)—1, 33—
FP—=—4—4)L) XFIJ] -5, 6, 8, 9—F b RA—-TH-—
EYR[4", 3" :4, 5100 [2, 3=b]lEYIY—T7—4)}
—2—ZXVIFI) BREEHEHE
TLC:Rf 0. 15GRIEXFL VBRI FIL: X5 J —I)L=8:4:1) ;

MS (ESI, Pos.) : m/z=461 (M + H)*,

EHEFHI31 (88) :4— (22— {9— [ (5—O0O0—2—FT=JL)
XFN] =5, 6, 8, 9-FhSERO-—TH-EYR[4"  3' :4

51Eon[2, 3—b]lEYIY—T—A)} —2—FFYIFI) &
EER
TLC:Rf 0.36(/ OO L XS J—)L:7K=50:10:1) ;

MS (ESI, Pos. 20 V) : m/z=466 (M + H)*,

EREHI31 (90) :4— {[9— (3—7)AONYII) =5, 6,
8, 9—FbSLRO—TH-EFYRI[4" , 3 :4, 5] KO0 [2,
S—blEYIY—T—qN] HIKZ)} REEHR
TLC:Rf 0. 17 (BFBE T F L) ;

TH-NMR (DMSO-d): & 2.75 - 2.92 (m, 2 H) 3.50 - 4.08 (m, 2 H) 4.43 - 4,

88 (m, 2 H) 5.20 - 5.64 (m, 2 H) 6.49 - 7.67 (m, 7 H) 7.79 - 8.09 (m,
3 H) 8.18 -8.29 (m, 1 H) 13.17 (br s, 1 H),

EfF31 (91) : (4— {2—[9— (4—/pOO—2—7)LAON
YON) =5, 5=V AXAFN—5, 6, 8, 9—FbSELRO-—TH-EY
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[0699]

[0700]

[0701]

[0702]

K4, 3" 4, 57O [2, 3—b]lEYYY—T7—qJL] =2
—ZFYVYIFI} —1—-ERYIZ)L) EFfE BERIE
TLC:Rf Q.41 (BIEXAFL VA ) —IL:28% 7V EZT7K=15:5:1) ;
MS (ESI, Pos. 20 V) :m/z=527 (M + H)*,
Eef31 (93) : (4— {[9— (B3—2)AONRVTI) —5, 6
8, 9—FbhZSERO—-T7H-KEYR[4", 6K 3" :4, 5] 0O [2
3—blEBYIY—=T—A)] HNEZI} —1—-ERYTI =)L) BEEE
betizer)
TLC:Rf 0.09(/ 00K L: XY J—)L:2 8% 7V E=T77K=85:13:2) ;
"H-NMR (DMSO-dg): & 1.62 - 2.11 (m, 4 H) 2.63 - 3.63 (m, 7 H) 3.73 - 4.

18 (m, 4 H) 4.55 - 4,82 (m, 2 H) 4,87 - 5.34 (m, 1 H) 5.47 - 5.67 (m,

2 H) 6.87 - 7.25 (m, 4 H) 7.27 - 7.42 (m, 1 H) 7.90 - 8.07 (m, 1 H)
8.20 - 8.32 (m, 1 H) 9.97 - 10.37 (m, 1 H),

31 (94) :4— {2—[9— (2, 4—-S7)L7AONVI)b)
—5, 6, 8, 9—FhoSERO—7H-FKFYRKT[4" , 3" :4, 5] FK
oof[2, 3—blEVSY—T—A)] —2—FFYVIFII} —2—-TFh
¥ REER
TLC:Rf 0.60 (7 OORIL: XY ) —)L:7K=50:10:1) ;

MS (ESI, Pos. 20 V): m/z=506 (M + H)*,

EREFI31 (95) :2—ThFv—4— {2—[9— (3—=7)FOR
vo)N) =5, 6, 8, 9—FbSERO-TH-¥EKYKT[4",6K 3" :4

sleom[2, 3—=blEYIY—T—A)] —2—FFYITFII} &
BEER
TLC:Rf 0.60 (7 OORIL: XY ) —)L:7K=50:10:1) ;

MS (ESI, Pos. 20 V): m/z=975 (2M + H)+, 488 (M + H)+,

EHEI31 (98) :4— {2—[9— (2, 4=>7)L70RyT)L)
—5, 6, 8, 9—FhSERO—7H—=-FYR[4' , 3" :4,5]F
og[2, 3—blEYIY—T7—A)] —2—FFYVIFI} ES2O [
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[0703]

[0704]

[0705]

[0706]

2. 2. 21 ADH V=1 —HIKVEE
TLC:Rf 0.20 (~NFH 2V FEEET FIL=1:1) ;
MS (FAB, Pos.): m/z=494 (M + H)+,

EEFIS T (99) « (3= {2—-[9— (3=27)70O~RVY)) =5

6, 8, 9—FhSERAO-—T7TH-KFYRKRT[4" , 3" :4, 5] KOO
[2, 3—=b]lEYSY—T—A)N] —2—-FFVIFII} 7)) BEfE
TLC:Rf 0.65 (#/ OORI L A4S J—)L:7k=50:10:1) ;

MS (ESI, Pos. 20 V): m/z=915 (2M + H)*, 458 (M + H)*,

EfFI31 (100) : (3= {2—[9— (2, 4—-2)AORNVT
M) -5, 6, 8, 9—FhSERO—7H—-FYRI[4" , 3" :4, 5
oo 2, 3—b]lEYVIY—T—A)] —2—FFYTFI} TJI=
)L £
TLC:Rf 0.65 (#/ OORI L A4S J—)L:7k=50:10:1) ;

MS (ESI, Pos. 20 V): m/z=951 (2M + H)*, 476 (M + H)*,

EHH3 1 (102) :2R—=3—= {2—[9— (3—=7)bAz0O0XVT)L
) —5, 6, 8, 9—FhSERO—7H-FEYRI[4" , 3" :4, 5]
oo [2, 3—blEBYIY—T—A)] —2—FFYVIFII} 07T
& AIVK R
TLC:Rf 0.52(EFER T F L) ;

MS (ESI, Pos. 20 V): m/z=422 (M + H)*,
EEFI3 1T (103) :4— {3—-[9— (3=7)bz70ORVYI)) =5
6, 8, 9—FhSERAO-—T7TH-KFYRKRT[4" , 3" :4, 5] KOO

[2, 3—b]lEYVSY—T—4)] =3 —ZFV7OEIL} REER

TLC:Rf 0.40 (GRILAFL V:BFEETFI: X5 ) —)L=8:4:1) ;

TH-NMR (DMSO-dg): 8 2.60 - 2.98 (m, 6 H), 3.68 - 3.86 (m, 2 H), 4.64 (s
, 2H), 5.48 (s, 2 H), 6.84 - 7.14 (m, 4 H), 7.22 - 7.42 (m, 3 H), 7.
75 - 7.85 (m, 1 H), 7.89 (dd, J = 7.5, 1.5 Hz, 1 H), 8.20 (dd, J = 4.
5, 1.5 Hz, 1 H), 12.8 (brs, 1 H),
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[0707]

[0708]

[0709]

[0710]

EmFI3 1 (104) :4— {3—[9— (2, 4—-I7)b7OVJ)
) -5, 6, 8, 9—FhSERO—7H-FYR[4 , 3" :4, 5]
Eoo[2, 3—blEYYY—T—q)] =3—-FFVFOEL} BB
B8
TLC:Rf 0.40 (GRILAFL V:BFEETFI: X5 ) —)L=8:4:1) ;

TH-NMR (DMSO-dg): & 2.63 - 2.96 (m, 6 H), 3.66 - 3.84 (m, 2 H), 4.66 (s

, 2 H), 5.46 (s, 2 H), 6,78 - 7.03 (m, 2 H), 7.09 (dd, J = 7.5, 4.8 H
z, 1 H), 7.16 - 7.42 (m, 3 H), 7.67 - 7.86 (m, 2 H), 7.88 (d, J = 7.5
Hz, 1 H), 8.15-8.22 (m, 1 H), 12.7 (brs, 1 H),
EHEF3 1 (106) :3— {3—[9— (3—7)AORVIII) =5
6, 8, 9—FbhZSERO-TH-KFYURT[4"  3' :4, 5] KOO
[2, 3=b]1EYIY—T—q)] =3—AFV 7O} REFE
TLC:Rf 0.38 (BRILAFL V:BFEETFIL: X5 J —)L=8:4:1) ;
TH-NMR (DMSO-dg): & 2.60 - 2.92 (m, 6 H), 3.70 - 3.84 (m, 2 H), 4.58 -

4.68 (m, 2 H), 5.43 - 5.50 (m, 2 H), 6.84 - 7.14 (m, 4 H), 7.22 - 7.5
5 (m 3H), 7.63-7.92 (m, 3 H), 8.20 (dd, J = 4.8, 1.8 Hz, 1 H), 12
.8 (brs, 1 H),

EmFIS 1 (107) :3— {3—[9— (2, 4—-I7)b7ONVJ)
) —5, 6, 8, 9—FhSERO—7H-FEYRT[4" , 3" :4, 5]
Eoo[2, 3—blEYYY—T—q)] =3—-FFVFOEL} BB
B8
TLC:Rf 0.38 (BRILAFL V:BFEETFIL: X5 J —)L=8:4:1) ;

TH-NMR (DMSO-dg): & 2.60 - 2.96 (m, 6 H), 3.68 - 3.84 (m, 2 H), 4.60 -

4,72 (m, 2 H), 5.45 (s, 2 H), 6.80 - 7.02 (m, 2 H), 7.08 (dd, J = 7.5
, 4.8 Hz, 1 H), 7.15 - 7.54 (m, 3 H), 7.63 - 7.91 (m, 3 H), 8.15 - 8.
21 (m, 1 H), 12.8 (brs, 1 H),

EfEFIS3 1 (109) :¥2—-3— {2—-[9— (2, 4—=-Y7)L74ON
vJN) —5, 6, 8, 9—FhSERO-TH-KEYRK[4" ,6 3" :4
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[0711]

[0712]

[0713]

[0714]

[0715]

sloo 2, 3—blEYIY—T—A)L] —2—FFYITFII} &
IOTY 2V RINEVER
TLC:Rf 0.49 (BFEETFIL) ;

MS (FAB, Pos.): m/z=440 (M + H)+,

EREFHI3IT (111) : bSvR=3—{2—-[9— (3—=7)LFARY
J)N—5, 6, 8, 9—FhSERO—T7H-FYRT[4' , 3" :4, 5
oo [2, 3—b]EYVISY—T—AJ)L] —2—FFYITFI} 40O
79V HINK VR
TLC:Rf 0.32 (BFEETFIL) ;

MS (FAB, Pos.): m/z=422 (M + H)*,

31T (112) : hSVR—=3— {2—-[9— (2, 4=V )F
ORvYI) =5, 6, 8, 9—F b5k RO—T7H-KFYRK[4" , 3’
14, 51O [2, 3=b]lEYSY—T—A}N] =2—-FFVYITFI
o078 ANERVER
TLC:Rf 0.25 (BFEETFIL) ;

MS (ESI, Pos. 20 V): m/z=440 (M + H)*,

EMFEI3 1 (114) :2— {3—=[9— (3=7)bz0VI)) =5

6, 8, 9—FbhZSERO-TH-KFYURT[4"  3' :4, 5] KOO
[2, 3=b]1EYIY—T—q)] =3—AFV 7O} REFE
TLC:Rf 0.38 (BRILAFL V:BFEETFIL: X5 J —)L=8:4:1) ;

MS (ESI, Pos. 20V): m/z=458 (M + H)*,

EREHI31T (1156) :2— {3—[9— (2, 4=Y7N74ORVI)
) =5, 6, 8, 9—5FbhSkbkO—7H-FKFYURI[4' , 3" :4, 5]
Eoo[2, 3—blEYYY—T—q)] =3—-FFVFOEL} BB
B8
TLC:Rf 0.38 (BRILAFL V:BFEETFIL: X5 J —)L=8:4:1) ;

MS (ESI, Pos. 20V): m/z=476 (M + H)*,
EEFI3 1 (120) : 65— {3—=[9— (3=7)b7O~RVI)) =5
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[0716]

[0717]

[0718]

[0719]

6, 8, 9—FhSERAO-—T7TH-KFYRKRT[4" , 3" :4, 5] KOO
[2, 3=b]1EYYY—T—q)] =3—FFVTOEIN} —2—-FH7
TV HINEREE
TLC:Rf 0.13 (BFEETFIL) ;

MS (ESI, Pos. 20 V): m/z=464 (M + H)*,

EmFIS 1T (121) :6— {3—[9— (2, 4—-I7)b7ONVJ)
) =5, 6, 8, 9—5FbhSkbkO—7H-FKYUR T[4 , 3" :4, 5]
oo [2, 3—b]lEVISY—-T—4)l] =3—-FAFVFOEI} —2—
FA 72z RHIIKEE
TLC:Rf 0.20 (BFEETFIL) ;

MS (ESI, Pos. 20 V): m/z=482 (M + H)*,

EREFI3T1 (123) :4— {2=-[9— (2=9O~FVIITFI))
-5, 6, 8, 9—FhSERO—T7H-FYRT[4" , 3" :4, 5]F
oo [2, 3—b]lEVIY—T—A)V] —2—-FAXVIFI} REER
TLC:Rf 0.45 (BIEAFL V: X% J—)L=0:1) ;

MS (APCI, Pos. 20 V): m/z=446 (M + H)*,

ERAI31 (124) : (4— {2—-—[9— (3—=7)FOARYII) —
5, 6, 8, 9—F Sk RO—7H-—FYR[4' ., 3" :4, 5] FKO
O[2, 3=-blEYIY—T—A)V] —2—FFYITFII} 7)) B
B8
TLC:Rf 0.36 (BIEAFL V: X% J—)L=0:1) ;

MS (FAB, Pos.): m/z=458 (M + H)*,

EmF31 (125) : (4— {2—[9— (2, 4—-2)AORNVT
J) =5, 6, 8, 9—FhSERO—7H—-FYR[4 , 3" :4, 5
koo [2, 3—b]EVISY—T—A)] —2—FFYITFI} TJI=
)L £
TLC:Rf 0.36 (BIEAFL V: X% J—)L=0:1) ;

MS (FAB, Pos.): m/z=476 (M + H)*,
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4 — {2—[9— (3—7)AORVIII) —5
3' :4, 5] ¥OonO

[0720] =gfI31 (127)
6, 8, 9—FhZERO—-—7H—-FEYK [4' |
[2, 3—b]lEYVSY—T—A)] —2—FFYIF)} SO [2.

2. 21 #9489 —1—HhIKRVEE
[0721] [{k83]

0
F\©)

[0722] TLC:Rf 0.35 (/OB KRIL: XS/ —IL=10:1) ;

MS (FAB, Pos.): m/z=476 (M + H)*,
SR |l = e |

3" 4, 5]

[0723] =E=m@E31 (128) :4— {2—[9— (3,
) =5, 6, 8, 9—FhSERO—7H-FEFYRK [4 .,
Foo [2, 3—b]lEUSY—-T—4A)] —2—FFVIFI} ESHO

[2. 2. 2] ADHF V=1 —HILKRVEE

[0724] [{£84]

Q:)C”W(\@COZH
@]
F

F
[0725] TLC:Rf 0.46 (/ORI L: XL J—IL=10:1) ;

MS (FAB, Pos.): m/z=494 (M + H)+,
(129) :4— {(2—FFY—2—19— (2, 4,
6, 8, 9—FhZERO—-—7H-FKY K [4

5—F

[0726] {13 1

Y o)AaR>II) —5,
3' 14, 5]1¢¥OQ [2, 3—blEYSYy—T—4JI] ITFI} E

o[22, 2, 21 #08v—1—-HINKR/E

[0727]
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[0728]

[0729]

[0730]

[0731]

[0732]

[1£85]
N O
E
X,
TLC:Rf 0.46 (/O ORI L: XS J—)L=10:1) ;
MS (FAB, Pos.): m/z=512 (M + H)*,

EHEFE31 (130) :4— (2— {9—-[ (5= O00—-2—FTZ)L
) XFN] —5, 6, 8, 9—FbSELRO—T7H-—EYR[4" kL 3
4, 51 o0 [2, 3—=blEYSYY—T—A)I} —2—FFYIF))
oo [2. 2. 2] 208> —1—HIKRVER
TLC:Rf 0.44 (/O ORI L: XS J—)L=10:1) ;

MS (FAB, Pos.): m/z=498 (M + H)-,

EREFEI3 1T (131) :+ (2— {2—=T9— (3=/NAOARVYIIL) —
5, 6, 8, 9—Fh S RO—7H-FYRT[4" , 3" :4, 5] QO
Of[2, 3—blEYSYY—T—qA)N] —2—-FFVITFI} FTT=)) B
&

TLC:Rf 0.30 (BAEXFL V: X%/ —)L=9:1) ;
MS (FAB, Pos.): m/z=458 (M + H)*,

EmFI3 1 (132) : (2= {2—[9— (2, 4—-2)NAORYY
J) -5, 6, 8, 9—FhSERO—7H-FYR[4" , 3" :4,5
o [2, 3—=b1EYIY—T—A)L] —2—FFYITF)} 7=
)L £
TLC:Rf 0.30 (BAEXFL V: X%/ —)L=9:1) ;

MS (FAB, Pos.): m/z=476 (M + H)*,

EEFI3 1 (134) :4— {(1E) =3—-[9— (3=7)bz70O~RY
YI) =5, 6, 8, 9—FhSERO—TH-EYRT[4" 6 3" :4,
sloo 2, 3—blEYIY—T7—A)L] —3—FFY—1-7OR
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[0733]

[0734]

[0735]

[0736]

[0737]

v—1—4)} REER

TLC:Rf 0.15 (BFEETFIL) ;
MS (ESI, Pos. 20 V): m/z=456 (M + H)*,

EHEFE31 (135) ¢ (1R, 3R) =3— {2—[9— (3—2)%
aONXYY)) =5, 6, 8, 9—FbZkRO-7H-¥KYR[4" 6 3’

4, 51 Koo [2, 3—blEYYY=T—AJ)L] —2—FAFFVYIFI

} =1, 2, 2=KNUXFISoORVYVHILKRVER

TLC:Rf 0.45 (» OORIL: X% J—IL:7K=10:1:0.1) ;
MS (FAB, Pos.): m/z=478 (M + H)*,

EHE31 (137) : (IR, 3R) —3— {2—[9— (2, 4=
ARV VI) =5, 6, 8, 9—F S RA-—TH-EYR T[4’

3" 4, 57 FKFon [2, 3—blE)IY—T—A4)L] —2—FFY

ITFIL} —1, 2, 2=—pDXFIo0OARVIY VAT VEE

TLC:Rf 0.49 (700K L XAy J—)L:7K=10:1:0.1) ;

MS (FAB, Pos.): m/z=496 (M + H)*,
EmAI31 (139) :4—{2—19— 4—zizxaO0rRyTI)) =5
6, 8, 9—FhSERO—7H—-FYRI[4' ., 3 :4. 5] F¥OoO

[2, 3—=bl1 KBV —T—A4J)] —2—ZFFYITFI)} -0 [2.

2. 21 A0 —1 —HIKRVEE

TLC:Rf 0.48 (BFEETFIL) ;
MS (FAB, Pos.): m/z=476 (M + H)*,

EfEfF31 (140) :4— {2—[9— (4—ro0ORVII) =5,
6, 8, 9—FbSERO—-T7H-EKYRI[4", 6 3" :4, 5100/

2, 3—blEYIY—T—q4)L] —2—FAFYVITFI} EooO[2. 2

21 A2 4> —1—H)ILKRVEE
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[0738]

[0739]

[0740]

[0741]

[0742]

[0743]

(16861
v ( CO,H
Nog

TLC:Rf 0.50 (BFEETFIL) ;
MS (FAB, Pos.): m/z=492 (M + H),

EmFI31 (141) 14— {2—[9— (3—/pOANRYIIL) —5,
6, 8, 9—FbSERO-TH-KEYRT[4" 6 3" :4, 5] OO /[
2, 3=blEVIY—T—A)] —2—-FFVIFII} ELYO[2. 2

21 A5V —1—HNRVEE
TLC:Rf 0.50 (BFEETFIL) ;

MS (FAB, Pos.): m/z=492 (M + H)*,

EWFEIS 1 (142) :4— {2—[9— (4—70O0—-2—7)b70N

YY) —5, 6, 8, 9—FhSERO—TH-EYR[4' , 3" :4

5l koo [2, 3—b]lEYIDY—T—4q)] —2—FFVIFI} E
o2, 2, 21089 v—1—RIKVER

[{£87]
\N/ ) Nﬁ(\<z>f%H
N 0
m/:::F

TLC:Rf 0.57 (BEEETFIL) ;

MS (FAB, Pos.): m/z=510 (M + H)*,

EREF3 1 (143) :4— {2—[9— (4—/s00—-3—7)AORN
YY) =5, 6, 8, 9-FhSERA-TH-EYRT[4" 3" :4

5l koo [2, 3—b]lEYIDY—T—4q)] —2—FFVIFI} E

o[22, 2, 21 #08v—1—-HINKR/E
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[0744]

[0745]

[0746]

[0747]

[0748]

TLC:Rf 0.45 (BFEETFIL) ;
MS (FAB, Pos.): m/z=510 (M + H)*,

EHEFI31 (145) :4— (2— {9—-[ (5—/2080-3—FTZ)L
) XFJI] =5, 6, 8, 9—F bk RO—7H-EYR[4" 6 3’

4, 51 Ko [2, 3—b]lKEYISY—T—4J)} —2—FFYITFI)

Eroa[2., 2. 2] #0489 —1—hHIKVEE

TLC:Rf 0.48 (BFEETFIL) ;
MS (FAB, Pos.): m/z=498 (M + H)*,
EEFI3 1 (146) : (1S, 38) —3—{2—-[9— (3—=7)L#F
Ry YI) =5, 6, 8, 9—F b5k RO—T7TH-KFYRK[4" ,6 3’
14, 51O [2, 3=b]lEYSY—T—A}N] =2—-FFVYITFI
} =1, 2, 2=pPYXFNI2ORVIVHINEVER
TLC:Rf 0.45 (» OORIL: X% J—IL:7K=10:1:0.1) ;
MS (ESI, Pos. 20V): m/z=478 (M + H)*,
EREBFI31T (161) :4— {2=-[9— (3=v0O0O—4—-7)L40ORN
YY) =5, 6, 8, 9-FhSERA-TH-EYRT[4" 3" :4
51O [2, 3—blEYYY—T—A)] —2—FFYITFI} E
o[22, 2, 2] A0 —1—HIKRVEE
TLC:Rf 0.71 (BEERTFIL) ;
MS (ESI, Pos. 20 V): m/z=510 (M + H)*,
EHGEI31 (156) : (IR, 3R) =3— {2—[9— (3, 5 =¥
2NAaRYVI)) =5, 6, 8, 9—F Sk RA-—TH-EY R[4’
3" 4. 5100 [2, 3=b]lEYSY—T—A)N] —2—FFY
ITFI} =1, 2, 2—bVAFNSI7ORVEIVHINKVER
TLC:Rf 0.43 (#/OORIL:XH J—)L:7K=100:10:1) ;

MS (ESI, Pos. 20 V): m/z=496 (M + H)*,
FEHeE31 (158) : (1R, 3R) —3— {2—[9— (4—40O0O
RvY)N) =5, 6, 8, 9—FhZSERO-7H-FKFYUK 4,6 3
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[0749]

[0750]

[0751]

[0752]

[0753]

4, 571 k¥op [2, 3—b]lEYUTY—T—A4)] —2—FFYIFI}

—1, 2, 2= YXF)IoORVEYVHIKRVEE

TLC:Rf 0.34 (#»OORIL: XS J—IL:7K=10:1:0.1) ;
MS (ESI, Pos. 20V): m/z=494 (M + H)*, 460,

EHEI3T (159) : (1R, 3R) —3— {2—[9— (3—700O
NYYU)N) =5, 6, 8, 9-FbSkRO-TH-EYR[4" 6 3’
4, 51¥¥op[2, 3—blEYYY—T—q)] —2—FFYVYITF)L}
—1, 2, 2=RUXFANTOARVI VAR VEE
TLC:Rf 0.34 (#»OORIL: XS J—IL:7K=10:1:0.1) ;

MS (ESI, Pos. 20V): m/z=494 (M + H)*, 460,

EHGEI3S1T (160) : (1R, 3R) —3— {2—[9— (4—40O0O
—2—)AORYII)) =5, 6, 8, 9—FbSERO=—TH=-FKFUYR
(4", 3" 4, 5]1kKoO[2, 3—blEYYY—=T7—q4J)] —2—
ZFYVIFIIY =1, 2, 2=—bVXFIIIOARVI VARV EER
[1£.88]

HsC. CHa

- 1, “\\\CozH
\N/ \ N\( CH,
N 0
m/:::F

TLC:Rf 0.34 (#»OORIL: XS J—IL:7K=10:1:0.1) ;
MS (ESI, Pos. 20V): m/z=512 (M + H)*, 478,

E@HwEI3T (161) @ (1R, 3R) —3—{2—[9— (4—s00O
—3—Z)FORVIN) =5, 6, 8, 9—FhSERO—TH-EYR
[4" , 3" 4, 57kKOO[2, 3—b]lEYVISY—T—A)L] —2—
ZFXFYIFIY =1, 2, 2=bYAFNSIORVEI VAR VR
TLC:Rf 0.34 (#»OORIL: XS J—IL:7K=10:1:0.1) ;

MS (ESI, Pos. 20V): m/z=512 (M + H)*, 478,
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[0754] =Ef@EI3 1 (162) : (1R, 3R) =3— {2—[9— (4—T)A
oY) =5, 6, 8, 9—F bk RO—7H-EYR[4" , 3’
4, 5] OO0 [2, 3=b]lEVIY—T—A)] —2—-FFVIFI
} =1, 2, 2=bFYAFNIIARVI VARV

[0755] [{£89]
HaGCHs
— ”“{iﬁjﬁSCOZH
N [\ N‘ﬁ(/ CHs

N O

[0756] TLC:Rf 0.41 (£ OOKRIL: XS J—)L:7K=100:10:1) ;
MS (ESI, Pos. 20 V): m/z=478 (M + H)*,

[0757] =EmwHI3 1 (163) : (1R, 3R) —3—{2—[9— (3, 4=
2NAaRYV)N) =5, 6, 8, 9—F Sk RA-—TH-EY R[4’

3" 4. 5100 [2, 3=b]lEYSY—T—A)N] —2—FFY
ITFI} =1, 2, 2—bVAFNSI7ORVEIVHINKVER
TLC:Rf 0.43 (£ OORIL: XS J—)L:7Kk=100:10:1) ;
MS (ESI, Pos. 20 V): m/z=496 (M + H)*,

[0758] =FHI3 1 (166) : (1R, 3R) =1, 2, 2—KYXFJ—3—

{(2—AXY—2—-[9— (2, 4, 5—pY7NFORVIII) —5, 6

8, 9—FhZSERO—-7H-FKYRT[4" , 3" :4, 51O [2
S—b] VYT —A)] TFI} ORIV HIRVEE
TLC:Rf 0.50 (£ OORIL: XS J—)L:7k=100:10:1) ;
MS (ESI, Pos. 20 V): m/z=514 (M + H)*,

[0759] =#EFI3 1 (169) : (1R, 3R) —3— {2—[9— (3—400O
—4—)AORVIVI)) =5, 6, 8, 9—FbSERO=—TH=-FUYR
(4", 3" 4, 5]1kKoO[2, 3—blEYYY—=T7—q4J)] —2—
ZFXFYIFIY =1, 2, 2=bYAFNSIORVEI VAR VR
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[0760]

[0761]

[0762]

[0763]

[0764]

[0765]

[0766]

[1£90]

HsC_ CH3

Satraey
o

TLC:Rf 0.33 (/O ORI L:XH J—)L:7K=100:10:1) ;
MS (ESI, Pos. 20 V): m/z=512 (M + H)*,

EEHI31 (170) :4— {2—[9— (3, 4—-S7)N7ONVI)L
) -5, 6, 8, 9—FhSERO—7H-FYR[4 , 3" :4, 5]
oo [2, 3—b]l]EYSY—T—Aq)N] —2—-FFYIFII} ELHO
[2. 2. 2] #A08V—1—-HINKRVEE

[1£91]
N o
E
bos
TLC:Rf 0.22 (NFH 2 :BEEET FIL=1:2) ;
MS (ESI, Pos. 20 V): m/z=494 (M + H)*,
EREBFI31 (173) : (1S, 3S) —3—{2—-[9— (2, 4=%
ARV VI) =5, 6, 8, 9—F S RA-—TH-EYR T[4’
3" 4. 5]1k¥O0[2, 3—b]lEYSY—T—AqIN] —2—FFY
ITF) =1, 2, 2—bVAFNSI7ORVEIVHINRNVER
TLC:Rf 0.41 (4 OARIILL: XS J—)L:7K=100:10:1) ;
MS (ESI, Pos. 20 V): m/z=496 (M + H)*,

EHE31 (177) : (1R, 3R) —3— (2—{9—-[(5—40O
O—3—FIT=J) XF)] -5, 6, 8, 9—F Sk RO—7H—-FY




WO 2012/005227 278 PCT/JP2011/065312

K4, 3" 4, 57O [2, 3—b]lEYYV—T7—q4JL} =2
—ZAFYVIFIIN) =1, 2, 2=bYXFLNI ORI VAR VEE
TLC:Rf 0.31 (/OO RI LAY J—)L:7k=100:10:1) ;

MS (ESI, Pos. 20 V): m/z=500 (M + H)*,

[0767] FEmwHI3 1 (178) : (1R, 3R) —3—(2—{9—-—[ (5=2DO
O—2—FT=J)l) XF)] =5, 6, 8 9—FhSERA—-7TH-—FKY
K4, 3" 4, 57O [2, 3—b]lEYYV—T7—q4JL} =2
—ZAFYVIFIIN) =1, 2, 2=bYXFLNI ORI VAR VEE
TLC:Rf 0.31 (/OO RI LAY J—)L:7k=100:10:1) ;

MS (ESI, Pos. 20 V): m/z=500 (M + H)*,
[0768] E=MEFEI3 1 (181) :4— {2—[9— (3—=TNAARVII) =5
6, 8, 9—FboERO—T7H-EYR[4 L6 3" :4, 5] KOO0
[2, 3—bl1EYYY—T—A)N] —2—FFVITF)} ESHO [2.
2. 1] ~FHY—1—HIKRVEE
[0769] [{£92]

Wﬁg\@cw
F

[0770] TLC:Rf 0.51 (/OARINL:AH J—)L=9:1) ;
MS (ESI, Pos. 20 V): m/z=462 (M + H)*,

[0771] =gFI3 1 (182) :4— {2— [9— (2, 4—-2)FONYTI)
) -5, 6, 8, 9—FhSERO—7H-FYR[4 , 3" :4, 5]
oo [2, 3—b]l]EYSY—T—Aq)N] —2—-FFYIFII} ELHO
[2. 2. 11 ~"THY—1—-HIKVEE

[0772]
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[0773]

[0774]

[0775]

[0776]

[0777]

[1£93]
@_QNT(\@COZH
N O

TLC:Rf 0.48 (v OORIL: X5 J—)L=9:1) ;
MS (ESI, Pos. 20 V): m/z=480 (M + H)*,

EREHI3 1T (183) :4— {2—[9— (3, 65=y7NzxaORVI)I
) -5, 6, 8, 9—FhSERO—7H-FYR[4 , 3" :4, 5]
oo [2, 3—b]l]EYSY—T—Aq)N] —2—-FFYIFII} ELHO
[2. 2. 11 ~FH5—1—HINKRVEE
TLC:Rf 0.65 (#/ OORI L A4S J—)L:7k=50:10:1) ;

MS (ESI, Pos. 20 V): m/z=480 (M + H)*,

EHEF31 (184) :4— {(2—HAFY—-2—-[9— (2, 4, 5—+
DNzaRvI)N) =5, 6, 8, 9=FhrSERA-—TH-KEYR T[4
.3 4. 51FaA[2, 3—b]EYYV—T—4AI] TFI} E
oo 2, 2, 11 ~Fvv—1—HINKVEE
TLC:Rf 0.33 (BIEAFL V: X% J—)L=0:1) ;

MS (ESI, Pos. 20V): m/z=498 (M + H)*,

EHEFI31 (188) :4— {2—[9— (4—)NAORVIII) =5

6, 8, 9—FhSERAO-—T7TH-KFYRKRT[4" , 3" :4, 5] KOO
[2, 3=b]1EYVIY—T—A)] —2—-FFYITFII} E/DO[2,
2. 11 ~FHV—1—-HIKRVEE
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[1£94]
Dalass
— CO-,H
Ny O ?
Oy

[0778] TLC:Rf 0.38 (GRILAFL »: X%/ —)L=9:1) ;
MS (ESI, Pos. 20 V): m/z=462 (M + H)*,

[0779] =@FI3 1 (189) :4— {2— [9— (4—7sOONYI)l) =5,
6, 8, 9—FbSERO-T7TH-KEYRT[4" 3" :4, 5] o0 [
2, 3—b1EYVYY—-T—A)] —2—-FFYIFI} ELHO[2. 2

11 ANTHYY—=1—HILRVER

[0780] [{£95]
DaStae
NNy \ CO,H

[0781] TLC:Rf 0.48 (v OOKRIL: XS J—)L:7K=100:10:1) ;
MS (ESI, Pos. 20 V): m/z=478 (M + H)+,

[0782] =mEFI3 1 (190) :4—{2—-[9— (3=—70OAXRVI)L) =5,
6, 8, 9—FbSERO-T7TH-KEYRT[4" 3" :4, 5] o0 [
2, 3—b1EYVIY—T—A)V] —2—FFYITF)} o0 [2, 2

11 ~AFyd5V—1—HINERVEE
TLC:Rf 0.49 (BIEAFL V: X% J—)L=09:1) ;
MS (APCI, Pos. 40 V): m/z=478 (M + H)*,
[0783] =EFHI3 1 (191) :4— {2—[9— (4—4O@O—2—27)L7OR
vIN) —5, 6, 8, 9—FbSERO—T7H—-KYRK[4"  , 3" :4
s1loo[2, 3—blEYIY—T7T—A)L] —2—FFYITFI} E
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[0784]

[0785]

[0786]

[0787]

[0788]

[0789]

o [2. 2. 1] AFHIV—1—HIRVEE
TLC:Rf 0.50 (£ OORIL: XS J—)L:7k=100:10:1) ;
MS (ESI, Pos. 20 V):m/z=496 (M + H)+,
EHEFIS 1 (192) 14— {2—-[9— (4—/0O00-3—7)LA0OR
vJN) —5, 6, 8, 9—FhSERO-TH-KEYRK[4" ,6 3" :4
51eom[2, 3—bl1EBYYY—T—A)] —2—FFYITFI} E
o [2. 2. 1] AFHIV—1—HIRVEE
TLC:Rf 0.54 (BIEAFL V: X% J—)L=09:1) ;
MS (APCI, Pos. 40 V): m/z=496 (M + H)*,
EHEFI3 T (193) 14— {2—-[9— (3—700—-4-—-7)L40OR
YY) =5, 6, 8, 9—FbSERA-—TH-KYR[4" 6 3" :4
51O [2, 3—blEYYY—T—A)] —2—FFYITFI} E
o2, 2, 1] A~AFh5y—1—-HIKRVEE
TLC:Rf 0.61 (/ORI L: XY /) —)L:7K=50:10:1) ;
MS (ESI, Pos. 20 V): m/z=496 (M + H)*,
Emef31 (195) :4— {2—[9— (3, 4—-2)b7ANYI )L
) —5, 6, 8, 9—FhSERO—7H-FEYRT[4" , 3" :4, 5]

Koo [2, 3—blEYVYY—T—A)] —2—FFYIFI} ESHO

[2. 2. 11 ATV —1—HIKLVEE

TLC:Rf 0.61 (\IEXFL V: X%/ —)L=9:1) ;
MS (ES, Pos.): m/z=480 (M+H)+,

EHFIS2:tert—TFI 1—[2— (RVIILFFY) —2—F
FYIFI] ERYIYV—4—HINRESZS—b

[1£96]

tert—7FI ERYSY—4L4—AHILRFIS—K (2. 6g) OF
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LA MYIIEEBR (39mL) IC, 4V AL ITFILTIY (4. 4

1

mL) A, \HWT, RyI)LTOFE7ET—b (2. OmL) 2#=RT
DETOMA. 4REERLE, REBEMICKEMA, BT FIL Tl
L7c, BBHIRIEKTHAE L. BAKMES M) UL TEIREER BELL. BE
D VATNAZLIARKTZ 74— (NFHY BRI FIL=1:3->
O:1) THHEL, TEMMEEZET2EELEY (3. 49) %25k,
TLC:Rf 0.66(~NFH Y : BFEATFIL=2:1) ;

TH-NMR(CDCl;): & 1.44 (s, 9 H) 1.68 - 1,92 (m, 4 H) 2.10 - 2.35 (m, 3
H) 2.83 - 2.96 (m, 2 H) 3.26 (s, 2 H) 5.16 (s, 2 H) 7.25 - 7.41 (m, 5

H),
[0790] ZEMEFI33 : [4— (tert—TbESHINKR-I) EXRYI V-1 —
I 2

[0791] [{£97]

[0792] RpEFI3 2THRELLLEY (3. 49) #T4/—)L (4 1mL) ITA
L., PLVLIVFHEKITFT 5%PdC (60%aKm. 340mg) %
MA, BERTHEBLANS 2. SEEKRERPICRZIRAAL, TRETIL
TVB#LEDS, €54 M2AVWTHEZREEL, BERBISZIETT
LYMEZR T HEELEY (2. bg) 2B,
TLC:Rf 0.30(/ 00K L: XY J—)L:28% 7V EZ=T77K=85:13:2) ;
TH-NMR(CDCLy): & 1.44 (s, 9 H) 1.97 - 2.25 (m, 4 H) 2.40 - 2.54 (m, 1
H) 2.95 - 3.45 (m, 4 H) 3.46 (s, 2 H) 7.43 - 7.96 (br.s, 1 H),

[0793] =MEfFI3 4 :tert—TF) 11— {2—[9— (3—v0O00—-2, 4
—S)lFaRyYN) -5, 6, 8, 9—FrSERA-TH—-KFYR [
4' . 3" 4. 57ka@[2, 3—=b1EBYYVY—T—A)L] —2—%
FYIFIY ERYTS V-4 —HIEFSS—F
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[0794] [{E£98]

T
N W(\(:lfp
o)
CH,
FQ) O~f-Sr
F HsC

[0795] EHEHI3 3 THIE L7b &Y S CICERER 4 >EHEHI 5 >RHEHI 6 =X
Ml 7 -G ICECEREICE>TREI AT NS ROEY RED
OBY Y VEBEHRERWT, AT 1 ICECBREINTIEICES>TT
EYMEEET 2EELLEY (50mg) %Gk,

TLC:Rf 0.58(2 /OO XS V:EfBRT FI: X8 J —)L=8:4:1) ;

TH-NMR(CDCL,): & 1.42 - 1.44 (m, 9 H) 1.48 - 1.95 (m, 4 H) 2.00 - 2.28
(m, 3H) 2.68 -2.96 (m, 4 H) 3.13-3.30 (m, 2 H) 3.84 - 3,98 (m, 2
H) 4.65 - 4.88 (m, 2 H) 5.47 (s, 2 H) 6.70 - 7.16 (m, 3 H) 7.81 (dd,
J=7.8, 1.5 Hz, 1 H) 8.23 - 8.34 (m, 1 H),

[0796] ZEMEFEISS :1— {2—[9— (3—200—-2, 4—-S7)AONVY
J) =5, 6, 8, 9—-FhSERO—TH-FYR[4" 3" :4, 5
leon (2, 3—b]lEYIY—T—A)] —2—FFYITFI)} —4—

ERYSVHIVRVEE iR

[0797] [{E99]

j(\N

9 O

F OH - HCl

[0798] EMEHI3 4 TEELLLEY (30mg) ICEETANEILKERI A+
VAR (4mL) BLUK (0. 1TmL) EIERMA, KRERLE. Kb

BEMERMEL. SONKCEKEZHBRIFILITHREL, 2B LVREET
22 &T, TiEMiEZE I 2EELLEY (25mg) 277,
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[0799]

[0800]

[0801]

[0802]

TLC:Rf 0.23(/ OO L X4 J —)L:7K=50:10:1) ;
TH-NMR (DMSO-dg): & 1.71 - 2.31 (m, 4 H) 2.64 - 4,53 (m, 12 H) 4.63 - 4
.80 (m, 2 H) 5,51 - 5,63 (m, 2 H) 6.91 - 7.04 (m, 1 H) 7.14 (dd, J=7.
7, 4.8 Hz, 1 H) 7.18 - 7.28 (m, 1 H) 7.87 - 8.02 (m, 1 H) 8.23 (dd, J
=4,7, 1.4 Hz, 1 H) 9.47 - 9.77 (m, 1 H),
ERF35 (1) ~FEHBISE (122) BLUHEEF1
Ehefl 4 KRG 5 >F G 6 >EREG 7 >R 1 ICECBREICL -
TEEINAEFT NS ROEY REOQEY Y UEBEHRLRSIC [4— (t
ert—TrNEIAHILRZI) ERYIY—1—A)L] BFBEORDY ICHEY
TEIRTILERAW, EME1 1>k 3 4 >R 3 5 ICHE UREFIC
e EICE>TUTOIEYMERT,
EMEFE3S (1) :1— {2—[9— (3—7)L70XRVY)) =5, 6
8, 9—FhZSERO—-7H-FKYRT[4" , 3" :4, 51O [2
3—blEYIY—T—AN] —2—FFYITFII} —2-ERYIVH
RV Eg
TLC:Rf 0.22(#OARINL: XS J—)L=10:1) ;
TH-NMR (DMSO-d¢): & 0.93 - 2.37 (m, 6 H), 2.60 - 4.20 (m, 9 H), 4.44 -

5.36 (m, 2 H), 5.39 - 5.61 (m, 2 H), 6.85 - 7.17 (m, 4 H), 7.23 - 7.4
4 (m, 1 H), 7.82 - 7.98 (m, 1 H), 8.13 - 8.26 (m, 1 H), 8.83 - 13,71
(m, 1 H),
EREFI36 (2) :1—{2—[9— (3—=7)L7FORVYYIN) =5, 6
8, 9—FbhZSERO—-T7H-KEYR[4", 6K 3" :4, 5] 0O [2
3—blEBYIY—T—A)L] —2—FFYIFII} —3-—EXRYIVH
LR g
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[{£100]

OH

[0803] TLC:Rf 0.09(~/ OOKRILL: Ay J—IL=10:1) ;

TH-NMR (DMSO-dg): & 1.29 - 2,23 (m, 4 H), 2.64 - 4,29 (m, 11 H), 4.58 -
4.84 (m, 2 H), 5.34 - 5.67 (m, 2 H), 6.80 - 7.21 (m, 4 H), 7.26 - 7.
43 (m, 1 H), 7.80 - 8.04 (m, 1 H), 8.15-8.30 (m, 1 H), 9.30 - 13,65
(m, 1 H),

[0804] =MEFI3SE (3) :1— {3—[9— (3—7)Lx40O0RVYI)) =5, 6
8, 9—FhZSERO—-7H-FKYRT[4" , 3" :4, 51O [2
3—blBEBYIY—T7—A)] =3=—FVFOEN} =3 -—EXRYIY

B |24

TLC:Rf 0.11(/OQKRIL: XY J—)L=10:1) ;

H-NMR(CDCLl): & 1.56 - 2.09 (m, 4 H), 2.53 - 3.31 (m, 11 H), 3.70 - 3
.94 (m, 2 H), 4.51 - 4,70 (m, 2 H), 5.36 - 5.57 (m, 2 H), 6.68 - 6.98
(m, 3H), 7.01 - 7.13 (m, 1 H), 7.15 - 7.28 (m, 1 H), 7.74 - 7.85 (m
, 1 H), 821 -8.35 (m, 1H),

[0805] =EMEFEI3S (4) :1— {3—[9— (3—2)NAORVYYI) =5, 6
8, 9—FbhZSERO—-T7H-KEYR[4", 6K 3" :4, 5] 0O [2
3—-blEYYY—T7—q)] =3 —FVFOEN} -1, 2, 3, 6

—FhSERO—4—-—FEYIVHIKRER

TLC:Rf 0.44(/ OOKRIN L XS J —)L:7K=50:10:1) ;

TH-NMR(CDCLl,): & 2.27 - 3.42 (m, 12 H), 3.67 - 3.96 (m, 2 H), 4.47 - 4
.71 (m, 2 H), 5.38 - 5,53 (m, 2 H), 6.52 - 6.66 (m, 1 H), 6.70 - 6.99
(m, 3H), 7.03 -7.15 (m, 1 H), 7.15 - 7.33 (m, 1 H), 7.73 - 7.86 (m

, 1H), 8.24-28.35 (m, 1H),
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[0806]

[0807]

[0808]

EMEFI35 (5) ¢ (1= {2—[9— (3=7)b70~RVY)) —5,
6, 8, 9—FbSERO—-TH-KEYRT[4" 6 3" :4, 5]1O0 /[
2, 3—b1EBYYY—T—A)N] —2—FFYITFI} —4—-ERYI =
L £
TLC:Rf 0.24(x7OORIL: X% J—)L:7K=50:10:1) ;

TH-NMR (DMSO-dg): & 0.78 - 2.18 (m, 9 H), 2.56 - 2.87 (m, 4 H), 3.00 -

3.26 (m, 2 H), 3.71 - 4.20 (m, 2 H), 4.54 - 4.85 (m, 2 H), 5.40 - 5.5
4 (m, 2 H), 6.85 - 7.16 (m, 4 H), 7.27 - 7.40 (m, 1 H), 7.84 - 7.97 (
m 1 H), 816 -8.25 (m, 1 H),
EHEFI3S5 (6) :1— {3—[9— (3—7)40ORVVI) =5, 6
8, 9—FhZSERO—-7H-FKYRT[4" , 3" :4, 51O [2
3—blBEBYIY—T7—A)] =3—=FVFOEN} —4—-EXRYIY
DR B IEERiE
TLC:Rf 0.05(/ ORAKRIL LAY ) —)IL:28%F7 Y EZ=T7K=85:13:2) ;
"H-NMR (DMSO-dg): & 1.70 - 2.43 (m, 4 H) 2.64 - 3.88 (m, 13 H) 4.08 - 4

.79 (m, 3 H) 545 -5.59 (m, 2 H) 6.85-7.19 (m, 4 H) 7.29 - 7.40 (m
, 1T H) 7.91 - 8,02 (m, 1H) 8.23 (dd, J=4.8, 1.3 Hz, 1 H) 10.26 (br,
s., 1 H),

EHEH3IE (7) :1—{2—[9— (4—200—2—)AORVY
JV) =5, 5—IXF)—5, 6, 8, 9—FrSERAO-—TH-FEJYRT
4' , 3" 4, 51KOo0[2, 3—b]lKEYIY—T—4)L] —2—%
FYIFIN} —4—-ERDVIVHINRVE IBFEIE
TLC:Rf 0.53(BILXFL VA S /) —IL:28% 7V EZT7K=15:5:1) ;
TH-NMR (DMSO-dg): & 1. 25 - 1.55 (m, 6 H), 1.70 - 2.15 (m, 5 H), 2.90 -

3.22 (m, 2 H), 3.35-3.70 (m, 4 H), 4.25 - 4,52 (m, 2 H), 4.55 - 4,
80 (m, 2 H), 5.40 - 5.60 (m, 2 H), 6.82 - 7.04 (m, 1 H), 7.10 (dd, J=
7.8, 4.5 Hz, 1 H), 7.20 (d, J=8.4 Hz, 1 H), 7.49 (d, J=9.9 Hz, 1 H),
8.11 (d, J=7.8 Hz, 1 H), 8.16 - 8.26 (m, 1 H), 9.52 - 9.74 (br, 1H),
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[0809]

[0810]

[0811]

[0812]

12,2 - 13.0 (br, 1 H),

EMEFI3E (9) ¢ (1— {3—-[9— (3—=7)70O~RVYY)) =5,
6, 8, 9—FbSERO-TH-KFYR[4"  3' :4 5] o0/
2, 3—b1EYVIV—T—4)L] —3—FFVFOEL} —4-ERYY
— ) FEEEE
TLC:Rf 0.06(/ ORI L: XY ) —)L:28% 7V E=T77K=85:13:2) ;
"H-NMR (DMSO-dg): & 0.98 - 1.73 (m, 5 H) 1.81 - 3.52 (m, 13 H) 3.72 - 3
.82 (m, 2 H) 459 -4.70 (m, 2 H) 5.44 - 5,54 (m, 2 H) 6.85 - 7.14 (m
, 4H) 7.27-7.38 (m, 1 H) 7.86 - 7.94 (m, 1 H) 8.18 - 8.23 (m, 1 H)

]

EWFI35 (10) :1—{3—-T19— (3=—7)Lz70VI),) —5,
6, 8, 9—FhSkRO-—7H-FKFYRT[4' ., 3" 4, 5]FoOol[

2, 3—blEYSY—T—A4J)] —3—AxV 7O} —2—-ERYY

Y HINERER

TLC:Rf 0.16(/ ORI LAY ) —)IL:28%F7 Y EZ=F7K=85:13:2) ;
'H-NMR(CD,0D): & 0.82 - 2.33 (m, 6 H) 2.76 - 3.98 (m, 11 H) 4.58 - 4.7
4 (m, 2 H) 542 -5,60 (m, 2 H) 6.69 - 7.36 (m, 5H) 7.92 - 7.99 (m,

1 H) 8.19 - 8.25 (m, 1 H),
EfEFISS (11) : (1= {2=-[9= (4=-900—=2-2)LFON

vIO)IN) =5, 5—=IAXAFI—=5, 6, 8, 9—FhSkRO—-—7H-FY
R[4, 3" :4, 5] ¥om[2, 3—b]l¥EYSvy—7—4)L] =2

—FAXYVYIFIN} —4-—EXRYTZ)L) EFEE
TLC:Rf 0.55(BIEXFL VX &/ —)L:28% 7V EZTK=15:5:1) ;
MS (ESI, Pos. 20 V) : m/z=527 (M + H)*,

EHEHI3I5 (14) :1— {2—[9— (4—/OO—2—-7)L70ORY
D) —1, 3,4, 9—FbSERA—2H—-B—HILRYY—2—4)L

] =2 -FRVIFIV} —4-ER)VIVHINKRVER
TLC:Rf 0.23(/ OORIL: A D J —Jb:7K=50:10:1) ;
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[0813]

[0814]

[0815]

[0816]

[0817]

MS (ESI, Pos. 20 V) : m/z=484 (M + H)*,

EHEFHI3E (16) : 1= {2—-[9— (3, 5=ysaARVYYI) —
5, 6, 8, 9—FhSERO—7H-FYR[4' , 3 :4, 5] ¢FKO
O[2, 3=blEYIY—T—A)V] =2—-FFYIFI} —4—-ERY
TURNKEE  IEERIE
TLC:Rf 0.23(7 OORIL: X% J—)L:7K=50:10:1) ;

MS (FAB, Pos.) : m/z=501 (M + H)*,

EMEFI36 (19) :1—{2—[9— (3—=/pO0—-2, 4=V )LF
ORYYI) =1, 3, 4, 9—FhSERO—-2H-B—-HANKRY>Y—2
—AN] —2—FFVYIFI} —4-—EXRYIVHILERVEE EELE
TLC:Rf 0.24(x7OORIL: X% J—)L:7K=50:10:1) ;

MS (ESI, Pos. 20 V) :m/z=502 (M + H)*,

EHEH3IS5 (20) :1—{2—=—079— (3, 56=yo0aRYI)L) —
1, 3, 4, 9—FhSERAO—2H—B—HIRYY—2—-A)l] —2—
ZXFYVIFI} —4-—ERYVIVHIKRVEE 1EEEIE
TLC:Rf 0.24(x7OORIL: X% J—)L:7K=50:10:1) ;

MS (ESI, Pos. 20 V) : m/z=500 (M + H)*,
EHEH3I5 (23) :1—{2—-[9— (3—700—-2, 4=V 7)LF

ARYI)) =6, 5= AXAF)—5, 6, 8, 9—FbSkRO—-T7H-
EYrR[4", 3 4, 5]oa[2, 3—b]lEYIYY—T7—4)l]
—2—FFXYIFI} —4—ERYIVHINRVEE EERIE

TLC:Rf 0.27(z7 OORIL: X% J—)L:7K=50:10:1) ;

MS (ESI, Pos. 20 V) :m/z=531 (M + H)+,

EREFI36 (24) 11— {2—[9— (3, 6=ysOoaRVII)) —
5, 5=V XFIN—=5, 6, 8, 9—FbSERO-—T7TH-EYR [4" |
3" 4. 51O [2, 3=b]lEYSY—-T—AIN] —2—FFYVT
FI} —4-—EXRYIVAHINKRVEE BFEIE
TLC:Rf 0.27(z7 OORIL: X% J—)L:7K=50:10:1) ;
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[0818]

[0819]

[0820]

[0821]

[0822]

MS (ESI, Pos. 20 V) :m/z=529 (M + H)*,

EEFISE (26) @ (1—{2—-[9- (3—/00-2, 4—Y )L
ZzOXRYVYN) =5, 6, 8, 9—FhZSERO-T7TH-EYKR[4" 6 3
C 4. 51O [2, 3—bl1EYYYV—T—A)N] —2—FFYVIF
L} —4—ERYTZ)L) BERE EERIE
TLC:Rf 0.35(/ 00K L XS J —)L:7K=50:10:1) ;

MS (ESI, Pos. 20 V) : m/z=517(M + H)*,

EHEFI35 (28) + (1— {2—[9— (3, 6—=ysOORvyI)
—5, 6, 8, 9—FhZkbrO—-—7H-FKFUYURI[4' , 3" 4, 5] FK
OO0 [2, 3—b1EYIY—T—q)L] —2—FFYTFI} —4-—ER
I!~‘/“:)|/2 EfEEﬁE i’sgﬁfs
TLC:Rf 0.40(/ OOKRI L XS J —)L:7K=50:10:1) ;

MS (ESI, Pos. 20 V) :m/z=515 (M + H)*,

EHEF35 (30) « (1= {2—-[9— (3—700-—-2, 4=-Y7)L
ZzOXRVIN) =1, 3, 4, 9—FbSERO-—2H—-B—AHIKRY V=
2—A)N] —2—FAXYIFI} —4-—EXRYTZ)) EEEE IGFEIE
TLC:Rf 0.40(/ OOKRI L XS J —)L:7K=50:10:1) ;

MS (ESI, Pos. 20 V) :m/z=516 (M + H)*,

EREFI3S5 (32) ¢+ (1—{2—-T19- (3, 5=ysoaRYII)
—1, 3, 4, 9—F b SERO—2H-—B—HILRYY—2—AJ)L] —2
—ZXVIFII} —4-—ERYT ) EFfE EERIE
TLC:Rf 0.42(/ 00K L XS J —)L:7K=50:10:1) ;

MS (ESI, Pos. 20 V) : m/z=514 (M + H)+,

EREBFI35 (37) « (1= {2=-[9—- (3=/0OO—-2, 4—-Y7)L
ZORYVIN) =5, 5=IXFN—-5, 6, 8, 9—FbhSERO-T7H
—EFYR[4" , 3" 4, 57O [2, 3—b]lEYIY—T—4)L
1 —2—FFYIFII} —4-ERYIZ)) Efp EEIE
TLC:Rf 0.30(z ORI L: X% ) —IL:7K=50:10:1) ;
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[0823]

[0824]

[0825]

[0826]

[0827]

MS (ESI, Pos. 20 V) : m/z=545 (M + H)*,

EMEFI35 (38) ¢ (1— {2—-[9— (3, 5=vyr0aORVI))
—5, 5—YXFI—5, 6, 8, 9—-FhrSEROA-—TH-FEYR 4’

3" 4. 5100 [2, 3=b]lEYSY—T—A)N] —2—FFY
ITFIL} —4—-EXRYIZ)) FEfE 18RRI
TLC:Rf 0.31(/O@RI LA S J—)L:7K=50:10:1) ;

MS (ESI, Pos. 20 V) : m/z=543 (M + H)*,

EHEFI35 (5658) + [1— (2= {9—-[ (5b—=/2080—-2—FTZ)L
) XFJI] =5, 6, 8, 9—F bk RO—7H-EYR[4" 6 3’
4, 51k¥op[2, 3—-blEYYY—T—qJ} —2—FFYVYITFI)
—4-—ERYTo)] FEEE  ERRIE
TLC:Rf 0.44(/ OOKRIN L XS J —)L:7K=50:10:1) ;

MS (ESI, Pos. 20 V) : m/z=487 (M + H)*,

EMEFI36 (56) : [1— (2— {9—[ (b—vOO—2—-FITZ)L
) XFJ] =5, 5=IUXF)—=5, 6, 8, 9—=FhrSERO-TH-F
JrR[4" , 3" 4, 5]k0O0[2, 3—blENVSYY—T—4)} —
2—FFVYIFI) —4-—EXRYIZ)L] FERE EERIE
TLC:Rf 0.50(/ 00K L Xy J —)L:7K=50:10:1) ;

MS (ESI, Pos. 20 V) :m/z=515 (M + H)*,

EEFISS (57) @+ (4— {3—[9— (3=27)bz70O~RVY)) =5

6, 8, 9—FhSERAO-—T7TH-KFYRKRT[4" , 3" :4, 5] KOO
[2, 3=b]1EYYY—T—q)] =3—FVT7OEL} —1-ERS
TZI)L) BEEE IS ERIE
TLC:Rf 0.10(/ ORI LAY ) —)L:2 8% 7V E=T77K=85:13:2) ;
TH-NMR (DMSO-dg): 8 2.66 - 4.06 (m, 18 H), 4.32 - 4.94 (m, 4 H), 5.44 -

5.64 (m, 2 H), 6.84 - 7.19 (m, 4 H), 7.27 - 7.42 (m, 1 H), 7.89 - 8,
02 (m, 1 H), 8.17 - 8.31 (m, 1 H), 9.47 - 11.85 (m, 1 H),
EWpfI35 (68) @ (44— {2—[9— (B3—7)i4AO0RVTII) =5
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[0828]

[0829]

[0830]

6, 8, 9—FbSERO-T7H-EYR[4",6 3" :4, 5] ¥OoOd
[2, 3—b1EYYY—T—AN] —2—FFYIFII} —1-ERSY
—JU) Eefg —IEERIE
TLC:Rf 0.14(/ 00K LAY J —)L:7K=50:10:1) ;

TH-NMR (DMSO-dg): & 2.65 - 2,96 (m, 2 H), 3.34 - 5.33 (m, 18 H), 5.49 -

5.66 (m, 2 H), 6.85 - 7.23 (m, 4 H), 7.27 - 7.42 (m, 1 H), 7.92 - 8.
06 (m, 1 H), 8.19 - 8.31 (m, 1 H),

EfefF35 (59) @ (4— {2—[9— (3—/v0O—2, 4=
ZzORVY)N) =5, 6, 8, 9—FhSERO-TH-KEYR[4" 6 3

4. 5]k0O (2, 3—blEVDYY—T—A)N] —2—FFVIF

I} =1 -ERXRST V) BEEE TSRS

TLC:Rf 0.09(/ OARI LAY ) —)L:28% 7 VEZ=T7K=85:13:2) ;

'H-NMR (DMSO-dg): & ppm 2.66 - 2.96 (m, 2 H) 3,22 - 6.05 (m, 21 H) 6.94
-7.09 (m, 1 H) 7.11 -7.28 (m, 2 H) 7.92 - 8.02 (m, 1 H) 819 - 8.2

6 (m, 1 H),

EHFI3E (61) @ (44— {2—[9— (3, 5=vsoOrRyI))
-5, 6, 8, 9—FhSERO=-—7H—-FKYURKR T[4 , 3" 4, 5] F
OO0 [2, 3—blEYIY—T—A)] —2—FFYIFI} —1—-FER

TLC:Rf 0.05(/ 00K L: XY J —)L:2 8% 7V E=T77K=85:13:2) ;
TH-NMR (DMSO-dg): & 2.68 - 3.00 (m, 2 H) 3.35 - 5.91 (m, 21 H) 7.10 - 7
.34 (m, 3H) 7.50 - 7.54 (m, 1 H) 7.92 - 8.04 (m, 1 H) 8.21 - 8.30 (m
, 1 H),

EHEBFI35 (64) : (4— {2—-[9— (3—/poO—-2, 4—-YT)L
ZORVIN) =1, 3, 4, 9—FhZSERO—2H-B—HIKY) > —
2—AN] —2—FFYIFII} —1-—EXRST=)L) FifE —iEfslE

TLC:Rf 0.50(~/ OARIL: A% ) —)L:7K=50:10:1) ;
MS (ESI, Pos. 20 V) : m/z=517 (M + H)*,
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[0831]

[0832]

[0833]

[0834]

[0835]

EEFI35 (66) : (4= {2—[9— (3, 5-vrOanRyYIL)

—ZAXYIFI) —1—ERSIZ)L) Eefg —iEfeiE

TLC:Rf 0.47(/ OAFRIINL: XS J—)L:K=50:10:1) ;
MS (ESI, Pos. 20 V) : m/z=515 (M + H)*,

EhEFI35 (69) ¢+ (4— {2—-[9— (3=700—=2, 4=V )
ZORYVN) =5, 5=IXFN—-5, 6, 8, 9—FbhSERO-T7H
—EFYR[4" , 3" 4, 57O [2, 3—b]lEYIY—T—4)L
1 —2—FFVIFI} —1-ERSTZ)L) FEfE —EfRE
TLC:Rf 0.18(/ OORIN LAY J —)L:7k=50:10:1) ;

MS (ESI, Pos. 20 V) : m/z=546 (M + H)*,

EHEFI3S (71) @ (4— {2—-[9— (3, 5=yspoaRyII)
-5, 5= XF)IN—=5, 6, 8, 9—FbSkRO—-—7H-FKFYRN [4'
3" 4. 5]1k¥O0[2, 3—b]lEYSY—T—AqIN] —2—FFY
ITF)L —1-ERSTI-)L) FEfE —IBFRIE
TLC:Rf 0.18(/ @RI L A S J —)L:7K=50:10:1) ;

MS (FAB Pos.) : m/z=544 (M + H)*,
EMFEIS5 (79) : (1= {3=-[9— (3=7)bz0~VI)V) =5
6, 8, 9—FboERO—-T7H-EYR[4 L6 3’ :4, 5] KOO
[2, 3—b]l EYYY—T—qN] =3 —FFVTOEIN} =3-¥DOY
T Z)L) BEEE IEERIE
TLC:Rf 0.13(/O0OFRI LAY ) —)L:28% 7V EZTK=285:13:2) ;
TH-NMR(DMSO-dg): & 1.40 - 2.31 (m, 2 H), 2.61 - 3.91 (m, 15 H), 4,33 -
5.16 (m, 3 H), 5.44 - 5.60 (m, 2 H), 6.83 - 7.22 (m, 4 H), 7.26 - 7.
40 (m, 1 H), 7.91 - 8.02 (m, 1 H), 8.19 -8.28 (m, 1 H), 10.27 - 10.9

4 (m, 1 H),
EWEHFI35 (80) @ (1—{2—-—[9— (3—z7)4AO0RVTI)) =5
6, 8, 9—Fh Sk RO—-7H—-FYRK[4' ., 3" :4., 5] ¥OoQo
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[0836]

[0837]

[0838]

[2, 3=b]1EYIY—T—A)] =2—-FFYITFII} =3 -EONY
— ) FEEEE

TLC:Rf 0.18(/ OB KRILL: Ay J —)L:7K=50:10:1) ;

TH-NMR (DMSO-dg): & 1.17 = 2.96 (m, 11 H), 3.23 - 4.20 (m, 4 H), 4.57 -

4.81 (m, 2 H), 5.36 - 5.58 (m, 2 H), 6.83 - 7.15 (m, 4 H), 7.26 - 7.
41 (m, 1 H), 7.84 -7.97 (m, 1 H), 8.08 - 8.25 (m, 1 H),

EmFIS5 (81) :1— {2—[9— (3=2NAONRVII) =5,
6, 8, 9—FbSERO-TH-KEYRT[4" 6 3" :4, 5] OO /[
2, 3—b1EYYY—T—A)] —2—FFYIFI} —3-KEOYI>
B |24
TLC:Rf 0.13(/ OB L: Ay J —IL=10:1) ;

"H-NMR (DMSO-dg): & 1.74 - 2.03 (m, 2 H) 2.58 - 3.70 (m, 10 H) 3.73 - 3

.86 (m, 2 H) 4.56 - 4.84 (m, 2 H) 5.37 - 5,57 (m, 2 H) 6.84 - 7.18 (m

, 4H) 7.27 - 7.40 (m, 1 H) 7.84 - 7.96 (m, 1 H) 8.16 - 8.27 (m, 1 H)
K35 (82) : (1= {2-[9= (3=7lAANYI)V) =5
6, 8, 9—FbhboEbRO—7H-EFYRI[4 , 3' :4, 5] OO
[2, 3=b] EVIY—T—-A)] —2—-FFVIFI} 2O

—JV) EeRE  1EERIE

TLC:RF 0.11(/ OORIL: XY J—)b:28%F ¥ E=T7K=85:13:2) ;

"H-NMR (DMSO-d;): & 1.58 - 2.36 (m, 4 H) 2.61 - 4.83 (m, 14 H) 5.41 - 5

.65 (m, 2 H) 6.85 -7.22 (m, 4 H) 7.28 - 7.44 (m, 1 H) 7.91 - 8.03 (m
, 1T H) 8.19-8.31 (m, 1H) 9.65-9.92 (m, 1H),

EHEFIS5 (83) : (28) —=1—={3—-—[9— (B=—ziAORVY
JJ) =5, 6, 8, 9—FhSkERO—T7TH-FKFYRT[4" , 3" :4, 5
1o [2, 3—blEYIY—T—A4)L] —3—A%V 7O} —2
—EO) TV HINKRUEE EERE
TLC:Rf 0.18 (/7 OOFRIL:AE /) —)L:28% 7 EZ=77K=85:13:2) ;
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[0839]

[0840]

[0841]

TH-NMR (DMSO-dg): & 1.76 — 2.46 (m, 4 H) 2.65 - 4.48 (m, 11 H) 4.49 - 4
.93 (m, 3 H) 5,48 - 5.57 (m, 2 H) 6.85 -7.20 (m, 4 H) 7.28 = 7.40 (m
, TH) 7.92 -8.00 (m, 1 H) 8.19 -28.28 (m, 1 H) 9.82 (br. s., 1 H),
EHEFISS5 (84) : (2R) —1—={3—-—[9— (3=—ziAORVY
JL) =5, 6, 8, 9—FhSERO—T7H-FKEYKI[4  , 3" :4, 5

1o [2, 3—blEYIY—T—A4)L] —3—A%V 7O} —2
—EO) TV HINKRUEE EERE

TLC:Rf 0.19(/ ORI L: XY ) —)L:2 8% 7V E=T77K=85:13:2) ;
H-NMR(CD,0D): & 0.79 - 2.50 (m, 6 H) 2.77 - 4.01 (m, 9 H) 4.55 - 4.76

(m, 2 H) 5.46 - 5,58 (m, 2 H) 6.69 - 7.04 (m, 3 H) 7.15 (dd, J=7.78,
4.85 Hz, 1 H) 7.24 -7.36 (m, 1 H) 7.89 - 7.99 (m, 1 H) 8.18 - 8.24
(m, 1 H),

EMEFEI3S5 (85) @ (1= {3=-[9— (3=27)bz0~VI)V) =5
6, 8, 9—FbhZSERO-—TH-KFYURT[4" 3" :4, 5] KOO
[2, 3—b]1EYYY—T—q)] =3 —-FvFOEL} —2-FEOY
TZ)L) BEERE  IGESIE
TLC:Rf 0.09(/ ORI LAY ) —)IL:28%F7 Y EZ=F7K=85:13:2) ;
"H-NMR (DMSO-dg): & 1.56 - 2.05 (m, 4 H) 2.15 - 4.37 (m, 15 H) 4.61 - 4

.77 (m, 2 H) 5,46 - 5.57 (m, 2 H) 6.84 - 7.21 (m, 4 H) 7.27 - 7.41 (m
, 1T H) 7.90 - 7.99 (m, 1 H) 8.19 - 8.27 (m, 1 H),

EmFI35 (86) :1— {3—[9— (3=—AONRVII) =5,
6, 8, 9—FbSERO-TH-KEYRT[4" 6 3" :4, 5] OO /[
2, 3—b1EYVIV—T—4)] —3—FFVFOEL} —3-EOYY
VHINKREE EERIE
TLC:Rf 0.05(/ 00K L: XY J—)L:2 8% 7V E=T77K=85:13:2) ;
TH-NMR (DMSO-dg): & 1.95 - 4.42 (m, 17 H) 4.60 - 4.78 (m, 2 H) 5.46 - 5

.76 (m, 2 H) 6.84 -7.19 (m, 4 H) 7.27 - 7.41 (m, 1 H) 7.89 - 8.00 (m
, 1 H) 819 -8.26 (m, 1H),
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[0842]

[0843]

[0844]

[0845]

EHEF3E (87) 1 — {2—[9— (3—7)Lx4RVI)) =5,
6, 8, 9—FhSERO—-7H—-FYRI[4 , 3" :4, 5] rKoO][

2, 3—b]lKYIV—T7—A)] —2—FAFYITFII} —1TH-—ES/—

V=4 —HIVR R

TLC:Rf 0.24(/ 00K L: Ay J —IL=10:1) ;
MS (FAB, Pos) : m/z=434 (M + H)*,

EmFI35 (88) :1— {2—[9— (3=—2NAONRVII) =5,
6, 8, 9—FbSERO—-TH-KEYRT[4" 6 3" :4, 5]1O0 /[
2, 3—b1EBYIY—T—A)N] —2—FFYITFII} —5—XF)L—1

H=A X4V ——4—HIKRVEE
TLC:Rf 0.27 (7 OOKRIL: XY ) —)L:7K=50:10:1) ;
MS (FAB, Pos) : m/z=496 (M + H)*,
Em@EIS5 (89) : (3— {2—[9— (3—7)b7a0ONYI)Y) —5
6, 8, 9—FboERO—-T7H-EYR[4 L6 3’ :4, 5] KOO
[2, 3—=bl1EYVYY—T—A}N] —2—FFVIFIV} —2—-FF%—
1 =435V )T=)) BEE
TLC:Rf 0.10 (#» OORIL: X% J—IL:7K=50:10:1) ;
'H-NMR(DMSO-d¢): & 2.64 - 2.89 (m, 2 H), 3.27 - 3.41 (m, 4 H), 3.65 -
3.88 (m, 4 H), 3.98 - 4,19 (m, 2 H), 4.53 - 4.74 (m, 2 H), 5.47 (s, 2
H), 6.84 - 7.16 (m, 4 H), 7.26 - 7.39 (m, 1 H), 7.85 - 7.95 (m, 1 H)

, 8.16 - 8.26 (m, 1 H), 12.66 (s, 1 H),

EmFIS5 (90) 11— {2—[9— (3=NAONRVII) =5,
6, 8, 9—FbSERO—-TH-KEYRT[4" 6 3" :4, 5]1O0 /[
2, 3—b1EYYY—T—A)] —2—FFYITFI} —1TH-—1, 2,

3—bYVFPI—N—4—FHINKREE

TLC:Rf 0.58(/ OAKRINL: A S ) —)L:iK=5:2:1) ;

TH-NMR (DMSO-dg): & 2.70 - 2.97 (m, 2 H), 3.74 - 3.92 (m, 2 H), 4.59 -
4.89 (m, 2 H), 5.42 - 5.57 (m, 2 H), 5.60 - 5.74 (m, 2 H), 6.84 - 7.1
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[0846]

[0847]

[0848]

8 (m, 4H), 7.25 - 7.40 (m, 1 H), 7.89 - 8.00 (m, 1 H), 8.19 - 8.27 (
m, 1 H), 8.49 - 8.59 (m, 1 H), 13.07 (s, 1 H),

EREHII3I5 (91) :3— (1—{2—-[9— (3—N7aARYII)
—5, 6, 8, 9—5FhoERO—-7H-FYKI[4' , 3" :4,5]FK

oo [2, 3—b]l] KUY —T—A)L] —2—FFYITFI} —1TH-—1

2, 3—bYFPYV—=IL—4—4)L) FTO/RFE
TLC:Rf 0.30(~ OOFRINL: X4 J—)L:7K=50:10:1)
TH-NMR (DMSO-d¢): & 2.51 - 2.61 (m, 2 H), 2.67 - 2.95 (m, 4 H), 3.75 -

3.88 (m, 2 H), 4.58 - 4.86 (m, 2 H), 5.42 - 5.60 (m, 4 H), 6.84 - 7.1
6 (m, 4 H), 7.25 - 7.40 (m, 1 H), 7.69 - 7.76 (m, 1 H), 7.89 - 7,98 (
m 1 H), 818 -8.27 (m, 1 H), 12.12 (s, 1 H),
EMFEIS5 (92) : (1= {2—-[9— (3=7)bz0VI)V) =5
6, 8, 9—FbhZSERO-—TH-KFYURT[4" 3" :4, 5] KOO
[2, 3=b1EYVIY—T—A)] —2—-FFYITF)} —1H—-1, 2
3=—btYTFI—=N—4—A)L) EEFE
TLC:Rf 0.72 (2 ORI L: X H ) —)L:K=5:2:1) ;
"H-NMR (DMSO-dg): & 2.68 - 2.96 (m, 2 H), 3.66 (s, 2 H), 3.76 - 3.90 (m
, 2H), 460 -4.85 (m, 2 H), 5.41 - 565 (m, 4 H), 6.85 - 7.17 (m, 4

H), 7.25 - 7.41 (m, 1 H), 7.86 (s, 1 H), 7.89 - 7.99 (m, 1 H), 8.18
-8.27 (m, 1 H), 12.31 (s, 1 H),
EEFISS5 (93) @+ (44— {3—-[9— (3=2)z70O~RVY)) =5
6, 8, 9—FhSERAO-—T7TH-KFYRKRT[4" , 3" :4, 5] KOO
[2, 3=b]lEYYY—-T—q)] =3—FV7OEL} —TH=1,
2, 3=bYFPI—=I—1—4)l) g
TLC:Rf 0.25 (#» OORIL: X% J—IL:7Kk=9:3:0.2) ;
TH-NMR (DMSO-dg): & 2.62 - 2.89 (m, 6 H), 3.70 - 3.87 (m, 2 H), 4.50 -

4,58 (m, 2 H), 4.66 (s, 2 H), 5.48 (s, 2 H), 6.84 -7.15 (m, 4 H), 7.
24 - 7,39 (m, 1 H), 7.57 - 7.68 (m, 1 H), 7.85-7.94 (m, 1 H), 8.16
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[0849]

[0850]

[0851]

[0852]

[0853]

- 8.25 (m, 1 H),

EREBI35 (94) 11— {2—-[9— (3—7)AO0NYI)) —5,
6, 8, 9—FbSERO-TH-KFYR[4"  3' :4 5] o0/
2, 3—blEBYIY—T—AN] —2—FFYITFI} —4—XF)L—4

—ERY I HIILREE
TLC:Rf 0.49 (7 OORIL: X4 ) —)L=4:1) ;

MS (FAB, Pos.): m/z=465 (M + H)*,

EHFISE (95) :1— {2—[9— (2, 4= 2)L4ORVJ)L)
—5, 6, 8, 9—FhZkbrO—-—7H-FKFUYURI[4' , 3" 4, 5] FK
oo (2, 3=b]lEVYY—=T—A)] —2—FFYVIFII} —4—XF

=4 —-—ER) VALK
TLC:Rf 0.49 (v OARINL: XS J—IL=4:1) ;

MS (FAB, Pos.): m/z=483 (M + H)*,

EMFEISS (97) 1= {2—[9— (3—NAONRYIII) =5,
6, 8, 9—FbSERO—-T7H-KEFYRT[4" 3" :4, 5100/
2, 3—blEBYSY—T—AN] —2—FFYITFI)} —4—-EROF>

—4—ER)IVHIVRVEE
TLC:Rf 0.26 (/7 OOFRIL:AE J—)L:7K=50:10:1) ;

MS (FAB, Pos.): m/z=467 (M + H)*,

EHEFHI3E (98) 1= {2—-[9— (2, 4=97)AARYII)
—5, 6, 8, 9—FhZkbrO—-—7H-FKFUYURI[4' , 3" 4, 5] FK
oo [2, 3—=b]EYYY—T—A)N] —2—FFYIFII} —4—ER

O —4—ERYIVAHILKRVER
TLC:Rf 0.26 (7 AQFRIL: X4 J—JL:7K=50:10:1) ;

MS (FAB, Pos.): m/z=485 (M + H)+,

EHFEIS5 (100) :rel—[ (2R, 6S) —4— {2—[9— (
3—zZ)AORYII) -5, 6, 8, 9—FhSERO—TH-KYRT
4' , 3" 4, 51KOo0[2, 3—b]lKEYIY—T—4)L] —2—%
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[0854]

[0855]

[0856]

[0857]

FYIFI) —2, 6=UXAFN—1-EXRST=)] B —igkeiE
TLC:Rf 0.20 (/7 OOFRNL: XY ) —):28%7 > E=7/K=85:13:
MS (ESI, Pos. 20 V): m/z=494 (M + H)*,

EHGEI3SE (101) :rel—T (2R, 6S) —4— {2—[9— (
2, 4—vNFaARVII) =5, 6, 8, 9—F bS5 RO-—TH-F
R[4 0 3" 4, 5]¥¥OO[2, 3=b]lEYSY—-T—4q4)L] =

)

2—FFYIFI} =2, 6=UAFII—1-EXRSIZ)] Bifg 1B
B
TLC:Rf 0.19 (/7 O0FRIL:AE /) —)L:28% 7 E=77K=85:13:2) ;
MS (ESI, Pos. 20 V): m/z=512 (M + H)*,

M35 (103) :rel—T (3R, 58) —4— {2—-T79— (
3—zZ)7FaRyII) -5, 6, 8, 9—FhSERO-—TH-KEYRT
4' ., 3" 4, 51¢¥OO[2, 3—blEYYY—T—Aq4J)] —2—F

FYIFI} =3, 5=IXFI—1-—ERSI_)L] BFig
TLC:Rf 0.07 (/OO FRIL: A /) —)L:28% 7 EZ=77K=85:13:2) ;
MS (ESI, Pos. 20 V): m/z=494 (M + H)*,

EmefFI35 (104) :rel—T (3R, 58) —4— {2—-T79— (
2, A—vNFaRYYI)) =5, 6, 8, 9—-F S RO—-TH-F
YR [4" ., 3" 4, 5100 (2, 3—b]lEYYY—T—q)L] —

2—FXYIFII} =3, 5=V AFIN—1-ERSIZ)] B
TLC:Rf 0.09 (/7 OOFRIL:AE /) —)L:28% 7 E=77K=85:13:2) ;
MS (ESI, Pos. 20 V): m/z=512 (M + H)*,
EfEfFI35 (1056) :1— {2—[9— (3—2N740RVYYI) =5
6, 8, 9—FbSERO-T7H-EYR[4",6 3" :4, 5] ¥OoOd
[2, 3=b1EBYIY—T—A)] —2—FFYITFI} —4—XrF

—4 —ERY IS HIREE
TLC:Rf 0.16 (7 AQKRIL: X4 J —JL:7K=80:20:1) :
MS (FAB, Pos.): m/z=481 (M + H)*,
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[0858]

[0859]

[0860]

[0861]

[0862]

EHEF35 (106) 1 —{2—T19— (2, 4—=o7)Lz72VI)L
) -5, 6, 8, 9—FhSbERO—7H—-FYRKT[4' , 3" :4, 5]

Foo[2, 3—b]lEYUSY—T—A)] —2—FFYVYIFI} —4—X

RS —4—ERYIVAHILKRVER

TLC:Rf 0.17 (/ORI L: XY ) —JL:7K=80:20:1) ;
MS (FAB, Pos.): m/z=499 (M + H)*,

EMEFI35 (109) : [1— (2= {9—-[(B=yO@O—2—-FTI=
W) XFN] =1, 3, 4, 9—FhSELRO—-2H-—B—HNKRY>V -2

— A} —2—FAFYITFI) —4-—-ER)I=)] Erfg BERIE

TLC:Rf 0.30 (7 ORI L: XY J—)L:7K=50:10:1) ;

MS (ESI, Pos. 20 V): m/z=486 (M + H)*,
EMFEI35 (111) :1—{2—-[9— (3=7)bz7z0O0VY)V) =5
6, 8, 9—FboERO—-T7H-EYR[4 L6 3’ :4, 5] KOO

[2, 3—bl1 KBV =—T—A)] —2—FFYITFI)} —1, 2, 3,

6—FhoERO-4-EYIVHIKRER

TLC:Rf 0.28 (7 OORIL: XY ) —)L:7K=90:10:1) ;
MS (FAB, Pos.): m/z=449 (M + H)*,

RIS (112) 1= {2=-[9— (2, 4-97)FANYIIL
) —5, 6, 8, 9—FbSERO—-—7H-KEYRKRTI4" , 3" 4, 5]

oo [2, 3—blEYISY—T7—A)] —2—FFYVYIFJI} —1, 2

3, 6=-FbhoERO-4-EYIVHILKRVEE
TLC:Rf 0.27 (7 ORI L: XY ) —)L:7K=90:10:1) ;

MS (FAB, Pos.): m/z=467 (M + H)*,

EFI35 (114) :1—(2—{9=—[(5=—77O0O0—2—FIT=)L
) AFN] =1, 3, 4, 9—FbSERO—2H-B—-HNAKRY>V—2—
AN} —2—FAFYITFII) —4—-ERYIVHNRVEE GG
TLC:Rf 0.15 (/7 O@ORIL: XY ) —JL:7K=50:10:1) ;

MS (ESI, Pos. 20 V): m/z=472 (M + H)*,
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[0863]

[0864]

[0865]

[0866]

[0867]

[0868]

EFHI35 (116) : [4— (2— {9—[(5—vOO—2—FI=
W) AFN] =1, 3, 4, 9—FbZERO-2H=-B—-HINARY>V =2
— AN} —2—AFVIFI) —1-EXRST-)L] FifE —EEIE
TLC:Rf 0.09 (/7 OORIL: XS J—JL:7K=50:10:1) ;

MS (ESI, Pos. 20 V): m/z=487 (M + H)*,

EEFI35 (118) @ (28) —2—F2)—6—[9— (3—7.IF
oY) =5, 6, 8, 9—F bk RO—7H-EYR[4" , 3’
4, 5]1¥O0[2, 3=b]l]EYSY—T—qJ] —6—FFINFH
VB8 IRFSIR
TLC:Rf 0.13 (/7 OORIL: XS ) —JL:7K=80:20:1) ;

MS (FAB, Pos.): m/z=425 (M + H)*,

EEFI35 (119) + (28) —2—F2)—6—[9— (2, 4%
Z0AORYVI) =5, 6, 8, 9—FbSERO-TH-EY R[4’

3" 4, 51k [2, 3—b]EVIY—T—-A4)L] —6—-FXY
~EY VR GRS
TLC:Rf 0.17 (4 ORI L: A% J—)L:7K=80:20:1) ;

MS (FAB, Pos.): m/z=443 (M + H)*,

EHEFI3S (122) :rel—[ (2R, 6S) —4— (2— {9—-1T
(b—200—2—FIT-)b) XFI] =1, 3, 4, 9—F bSO
2H=B—HINRY) V=2 —A )} —2—FFYTFI) =2, 6=IUXF
V=1 -—EXRZTZ)V] B — 1G58
[1k101]

N
o)
< EH, + 2HCI
c— ]

TLC:Rf 0.51 (/7 OOFRIL:AE J—)L:7K=50:10:1) ;
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MS (ESI, Pos. 20 V): m/z=515 (M + H)*,

[0869] FEpEfFI35 (125) :1— (22— {9—-[(5—sOO—2—FIT=)L
) AFN] =1, 3, 4, 9—FbSERO—2H—-B—HNLK)>V—2—
AN} —2—FAFYIFIN) —4—XFIN—4—-ERYIVHINKVEE
TLC:Rf 0.30 (BBIEXFL VX% J—)L:7K=90:10:1) ;

MS (FAB, Pos.): m/z=486 (M + H)*,

[0870] HBEH1 : 3— {2—[9— (3—z)4AORVI)) =5, 6, 8, 9
— T hSERO—7H-KEYURT[4' , 3" :4, 5]FKFOO[2, 3—b
1YY —T—qAN] —2—FFYITbFS} —1, 2—FFHV—)L—
5 —HIHREE
TLC:Rf 0.19(/ 00K L: Ay J —)L:7K=8:2:0.2) ;

H-NMR(CD,0D): & 2.80 - 2.99 (m, 2 H), 3.76 - 3.98 (m, 2 H), 4.59 - 4.
74 (m, 2 H), 4.92 - 5,17 (m, 2 H), 5.47 - 5.56 (m, 2 H), 6.35 - 6,42
(m, 1 H), 6.74 - 7.02 (m, 3 H), 7.15 (dd, J=7.8, 4.8 Hz, 1 H), 7.23 -

7.34 (m, 1 H), 7.96 (dd, J=7.8, 1.5 Hz, 1 H), 8.18 - 8.24 (m, 1 H),
[0871] EMEFIS6 :tert—TF) 2—AFN—2—[3— (FhSERO
—2H-ES>v—2—q)bAXx) FORFI] O/ FP—
[0872] [{102]

CHj3
? /k:mﬁ
O O
~ N >8]\ o CHy
O CH; CHj

[0873] tert—TF) 2—-kbhROF —2—-XxF)L7ONX/7—F (1. 0
g) N, N=IUXAFILRILLT I RER (22mL) IZ. KATTKREIE
FhUDL (250mg) ZMMA. EERTI1EERELE, TO%E. KAT
T, 2— (3—-7O0/O0f*Y) FheRO-2H-EZY (0. 88
mL) Z¥TL. ERTHREIRR L, REEEVIKBTTKBELT TN
BEEANA., t —TFIAFILI—FITHHH L, BH¥E%BMREEKE
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F MDY LKBRS L OCRMBIEKTIERES L. BEBKEES ) D LT
1B%, BELL, BBEVVASLASLIOARMN IS 74— (NFH Y
BRI FIL=8:1) THEL, TEYHELETIEELENEtert
—T7FI 2—EeRAFI-2-AFLTON/T7—MEDEREEY (400
mg) &L THE
TLC:Rf 0.23(~NFH Y : BFEETFIL=8:1) ;
TH-NMR(CDCl;): & 1.37 (s, 6 H) 1.47 (s, 9 H) 1.31 - 1,93 (m, 8 H) 3.42
- 3.56 (m, 4 H) 3.77 - 3.91 (m, 2 H) 4.55 - 4.60 (m, 1 H),

[0874] =EHEHIS7 :tert—FJF) 2— (3—kbrOF>FOREy) —2

—XF)LTanr/) F—b
[0875] [{£103]

O HsC
HO 0 )<CH3
\/\/ O CH3
CHs "CH,

[0876] EMEHIS 6 TREL/LEYW (400mg:tert—TJFIL 2—-EFR
OF 2 —2—XFLTON)TP7—MEDEEY) DAY/ —ILER (4. 3
mL) IS, BRTp—MLIVRIVAVEE—KIY (26mg) ZMx. E
BT2EEHLE, RENSEEMICNYIFILFZIY (18L) ZmMA. &
WL, BonEBREESYASILVASLIORNITIS 74— (NFHY B
BIFIL=8:1-4:1-2:1) THEL. TYHEZET EEL
&% (130mg) &7,
TLC:Rf 0. 22(AFH > :FFEE T F )L =4:1) ;
TH-NMR(CDCl;): & 1.37 (s, 6 H) 1.46 (s, 9 H) 1.64 - 1.84 (m, 2 H) 3.31
(br.s, 1 H) 3.51 - 3.60 (m, 2 H) 3.73 - 3.84 (m, 2 H),

[0877] =EfEHI3S 8 :3— (2—tert—FhEs—1, 1=-IXAFN—2—H
FYI X)) TONRVER

[0878]
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[0879]

[0880]

[0881]

[0882]

[{E104]

O H3C
CH;,
HO 0 )<
A %0 CH;
5 CH; CHs,

EHFI3 7 TRELIEEY (11 6mg) OF M= MJIAERIC, Y
VEEZKFF M) U LDOBEAR (2. TmL, pH: 6. 58) ., 2, 2
, 6, B—=FTMSAFILERYTY 1—-—FF) (I9mg) BLUVHIER
MY DUL (97mg) OKAKR (1. 2mL) RS5GITRFIBRE TS b
DO LAEKR (50ul) Z2ETIERMA, 50CICHEEL. 2. LHFEIR
L7, RIGREMIKAT. BNEMEB S N v LAKEREMA, EBSE
BRIC/R D C & 2R, IBMEL, BONKEAICS NIEEZNA. R
Fc2aimB L, BKREET N U ATEIRE. BEITHIE T, T
MEZET 2ZELEY (118mg) %2&F7k,
TLC:Rf 0.23(~NFH UV EFEE T FIL=2:1) ;
TH-NMR(CDCl;): & 1.41 (s, 6 H) 1.48 (s, 9 H) 2.69 (t, J=6.0 Hz, 2 H) 3
.69 (t, J=6.0 Hz, 2 H),

EMEFI39 :2— {3—[9— (3—2zxORVIYI) =5, 6, 8,

9—F rSERO—7H-FKFYRT[4' ., 3" :4. 5]l ¥F¥Ooof[2, 3—

bl YT —T—4J)L] =3 —FAFvFORFI} —2-—XF)L7O/8v
Eﬁ iﬁ?—lgﬁfﬁ
[{b105]

e P S
N
\Z::i7/// \E/A\V/ CH3 CHs

EhEHI 3 8 THEHE L LB 5 ICE kI 4 >EhERI 5 >E el 6 >=
mefl 7 KA 1V ICECBEICI >THREINAT NS EROE) RED
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[0883]

[0884]

[0885]

O Y VEEFRERWT, KRG 1 1 ->RMER3 5 ICECARIFICHT
EILE>T, TictiEZBE Y 2FELEY (59 mg) ZF7,

TLC:Rf 0.09(/ OORI LAY J—):28%7 >V E=T7K=85:13:2) ;
"H-NMR (DMSO-dg): & 1.20 - 1.34 (m, 6 H) 2.23 - 2.87 (m, 4 H) 3.50 - 3.
84 (m, 4 H) 4.21 - 5,05 (m, 4 H) 5.47 - 5,57 (m, 2 H) 6.87 - 7.17 (m,
4H) 7.28-7.39 (m, 1 H) 7.90 - 7.98 (m, 1 H) 8.20 - 8.25 (m, 1 H)

EREBIS9 (1) ~FHEHI39 (16)
3—(2—tert—JbrFV—1, 1 =IUAFI—2—-FFYIIrF
) TRNRVEBORDYICHEE T2 IRATIEAV, R4 >E5kE 5 >3X
FEB 6 >KHEG 7 >KRFEH 1 ICECLBEICI > TREINAET NS RO
E) koo SUFERERVWT, £33 QICELULBRFICNT I &
ICE > TUTDILENERF,

EMEF39 (1) :« {3—[9— (3—7iAORVYI) =5, 6, 8
9—FbSERO-TH-KEYRI[4"  3' :4, 5]FOO[2, 3
— bl VIV —T—AN] =3 —FFVTORE} B
TLC:Rf 0.22(/ OARIL: A% ) —)L:7K=50:10:1) ;
'H-NMR(DMS0-dg): & 2.60 - 2.88 (m, 4 H) 3.60 - 3.85 (m, 4 H) 3.90 - 4.

05 (m, 2 H) 4,56 - 4.75 (m, 2 H) 5.38 - 5,58 (m, 2 H) 6.84 - 7.15 (m,
4 H) 7.26 - 7.38 (m, 1 H) 7.85 - 7.93 (m, 1 H) 8.20 (dd, J=5.00, 1.5
0 Hz, 1 H) 12,56 (br. s., 1 H),
EMEFHIS9 (2) + {4—[9— B=—)AORVYYII) =5, 6, 8
9—FhSERO—TH-KEYRT[4" , 3" :4, 51O [2, 3
— bl VYT —A)] —4—FAFVT ¥} BEEE
TLC:Rf 0.34(/ 00K L: Ay J —IL:K=10:2:0.2) ;
TH-NMR (DMSO-dg): & 1.61 - 1.83 (m, 2 H), 2.32 - 2.50 (m, 2 H), 2.63 -
2.86 (m, 2 H), 3.35 - 3.51 (m, 2 H), 3.69 - 3.84 (m, 2 H), 3.91 - 3.9
9 (m, 2 H), 4.59 - 4,70 (m, 2 H), 5.43 - 5,54 (m, 2 H), 6.85 - 7.15 (
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m 4 H), 7.27 - 7.40 (m, 1 H), 7.86 - 7.95 (m, 1 H), 8.21 (d, J=4.6 H
z, 1 H),

[0886] =EMEFEI39 (3) :2— {3—[9— (4—2)NAORVYI) =5, 6
8, 9—FbhZSERO—-T7H-KEYR[4", 6K 3" :4, 5] 0O [2
3—blEYIV—T—A)] =3 —FFVYTARFI} —2—XFNS

0/ f
TLC:Rf 0.20(/ ORAKRIL LAY ) —)IL:28%F7 Y EZ=T7K=85:13:2) ;
MS (ESI, Pos.) : m/z=440 (M + H)*,

[0887] =E@FI39 (4) :2— {3—[9— (2, 4—-S )70V II) —
5, 6, 8, 9—5FbhSERO—7H-FKFYUR T[4 , 3" :4, 5] kKO0
O[2, 3—blEVSY—T—4)V] —3—AFYTOREY} —2-—X
FITO/NER
TLC:Rf 0.21(/ ORI LAY ) —)IL:28%F7 v EZ=F77K=85:13:2) ;
MS (ESI, Pos.) : m/z=458 (M + H)*,

[0888] EMEfFI3 9 (B) :2—XFN—2— {3—FFY—-3-—-—[9— (3, 4

5—btDZNFARVYII) =5, 6, 8, 9—=FrSERA-—TH-—F
R[4, 3" 4, 5]¥oaf[2, 3—blEYYY—T—q)] F

ORx>} FO/NVEg
TLC:Rf 0.19(/ ORI LAY ) —)IL:28%F7 Y EZ=F77K=85:13:2) ;
MS (ESI, Pos.) : m/z=476 (M + H)+,
[0889] EMEFIZ9 (6) :2—XFN—2— {3—FFY—-3—-—[9— (2, 4
S—bkyzlzaaRVYIIN) =5, 6, 8, 9—FhrSEROA—TH-—F
YR [4" 3" 4, 5]1¥Oo0[2, 3—=b]lEYSY=—T—A4)N] F

OR*x} FTO/NRVER
TLC:Rf 0.19(/ ORI L: XY ) —)L:2 8% 7V E=T77K=85:13:2) ;
MS (ESI, Pos.) : m/z=476 (M + H)*,
[0890] EMEFHIS9 (7) :2—XF)—2— {3—AFY—-3-[9—- (2, 3
4, 6—FThZ7)FA0ORVYIIN) =5, 6, 8, 9—FhSERO-7
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[0891]

[0892]

[0893]

[0894]

[0895]

H-EYr[4", 3 4, 5]OO0f[2, 3=-b]lEYISY—-T—4A

V] FOoRxS) Fo/NNVEg
TLC:Rf 0.19(/ O0OFRI LAY ) —)L:28% 7V EZTK=285:13:2) ;
MS (ESI, Pos.) : m/z=494 (M + H)+,

EEFI39 (8) :2— {3—[9— 4—sOORVPII) —5, 6,
8, 9—FbhZSERO—-—7H-KEYKR[4" ,6 3" 4, 5] OO [2,
S—blEYVIY—T—A)] =3 —-FFVTORFI} —2-AXFNFO
A
TLC:Rf 0.17(/ O0OFRI LAY ) —)L:28% 7V EZTK=285:13:2) ;
MS (ESI, Pos.) : m/z=456 (M + H)*,

EHEFIS9 (9) 12— {3—[9— (4—/O0—-2—-NAOARYY
JJV ) =5, 6, 8, 9—FhSERO—7H-KEYR[4" L 3" :4, 5
1o [2, 3—=b1EBYIY—T—A4)] =3 -V FORFI} —
2 —XFNTO/IS VB
TLC:Rf 0.19(/ O0OFRI LAY ) —)L:28% 7V EZTK=285:13:2) ;
MS (ESI, Pos. 20 V) : m/z=474 (M + H)*,

EHEH39 (10) :2— {3—[9— (4—20O0B0-3-7)LbFORY
JIN) =5, 6, 8, 9—FhSERO-TH-KEYR[4" 3' :4,
s51eoo 2, 3—blEBYYY—T7—A)L] =3 =%V FORFI}

— 2 —XFNTONVER
TLC:Rf 0.17(/ O0OFRI LAY ) —)L:28% 7V EZTK=285:13:2) ;
MS (ESI, Pos. 20 V) : m/z=474 (M + H)+,
EmFI39 (14) :2— (33— {(9—-[ (4=—yvoO0—2—FT=)L)
AXFIN] =5, 6, 8, 9—FbSERO-—7H-FKYR[4 , 3" :4
s1loo 2, 3—blEYIY—T—A)L} =3 —FFYFORFY

) —2—XF)NFTO/NUEE
MS (ESI, Pos.) :m/z=462 (M + H)*,
EHEI39 (15) :2— (3— {9— [ (5—4OA—3—FT =)L)
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[0896]

[0897]

[0898]

[0899]

XFIIN] —5, 6, 8 9—FbZSkbrkO—7H-¥EYR[4" 6K 3" :4

51 ¥od [2, 3—bl EYYY—T7—q)L} —3—FAFxY7ORES

) —2—XAF)ITO/NVER

TLC:Rf 0.16(~/ ORI LAY ) —)L:28% 7V E=T7K=85:13:2) ;
MS (ESI, Pos.) : m/z=462 (M + H)*,
EHFI39 (16) :2— (3— {9—[(5B—4oO—2—-FxT=)L)
XFIIN] =5, 6, 8, 9=FbZSERO-TH-KEFYR[4" 6 3" :4
sleon[2, 3—blEYYY—T—4)l} =3—FFVFOKRFY

) —2—XAF)ITO/NVER
TLC:Rf 0.16(~ ORI L XY ) —)L:28%FPVEZ=77K=85:13:2) ;

MS (ESI, Pos. 20 V) : m/z=462 (M + H)+,
ERF40 :3— ({(1—[9— (3—2J)74RVI)) —5, 6, 8
9—F rSERO—T7H-FKYR T[4 ., 3" :4. 5]lFoof[2, 3

bl YIS —T—4A)] —1—FFY—2-—T0O/8=ZJL} 7I)) =2

2—IXF)INTONUEE —iEfgiE
[{b106]

CH4CHs

Gl 6TcrOoO7EFLIO0S4 RORDYIC2—-/00OEAd=
WoaZ4 RzAWT, ERfl1 9B L CEEH 2 OICEUCLBEICHT I
EIWXE>TUTOILEMER T,

TLC:Rf 0.61(/ OO L X4 J —)L:K=50:10:1) ;

'H-NMR(DMSO-d¢): & 0.93 - 1.59 (m, 9 H), 2.65 - 3.22 (m, 4 H), 3.57 -
4.12 (m, 3 H), 4.47 - 5.00 (m, 2 H), 5.35 - 5.79 (m, 2 H), 6.86 - 7.4
3 (m, 5H), 7.84 - 8.06 (m, 1 H), 817 -8.37 (m, 1 H), 8.42 - 9.89 (
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m, 3 H),

[0900] EHEFI41 :tert—TJFI 1—[4— (FhSERO-2H-FES
v—2—ANAFY) TFIN] SoaFanRvRIRFLZ— b

[0901] [{E107]

0
CH
[:TD\/\vnszg}im;
o)
[0902] FZAIVEHEKT. tert—7FI >o/O7OELALRFSS—h
(3. 769) 8LUV2- (4-7OFE7TMFY) FhbZERO-2H-E
S5y (7. 529, #EK/THF (106mL) IGAAIHE, RE-65
CICAH LIz VFILIAYTOELTIREKR (2. OM, THF : A~
THY  TFRVEVER) (19, 8mL) #159MFTHETFLE,
AR TH, ERTOREE®R L, BMIBLET Y EZILKBREMAT
RISZEIED, Ko AFHY FBIFIIL (1 :1) ZMATHELE, B
Bx®miERE. K BHNREKTHESEL. BEKRES N VLATRBEIE,
BELTEONEREEZD VATV AZ LAY NI S 74— (NFH Y
EFEATFII., 98 :2-290:10) [CTHEL. TWHELET 2ER
it&¥ (3. 869g) #1587,
TLC : Rf 0.40 (ANFHY BRI FIL=9:1)
TH-NMR(CDCLl;): & 0.60 (2 H) , 1.10 (2 H), 1.42 (9 H), 1.45 - 1.
90 (12 H) , 3.34 - 3.43 (1 H), 3.45 - 3,54 (1H), 3.68 - 3.78
(1H) , 3.82 - 3.91 (1H) , 454 - 460 (1H) ,
[0003] EfEMI42 :4—[1— (tert—Fr*2HIR=JL) oOFOr
W] TH ik
[0904] [{L108]

O CHj
It
HO,C O CHs
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[0905]

[0906]

[0907]

[0908]

EEfl4 1 TRELtEME (4. 32g) DA/ —IL (29mL)
BRIC, p - MLIZVRIKRVEE—KFY) (28mg) ZMATERT24
BERIES U7, K. BRFIRBHIREEKFRFT M) D LKBREMATHL XS /
—VEBEL, BRI FII THHE L, AREEZEMBIRKTHREL, 8K
WMEEF N DLTHBLTILRET I EICE Y tert—TFIL 11—
(4—erROF>TFII) YvO7anrvallRFo5—b (3. 209)
ZFle, INZEFZENZMNYIL (11 8mL) ITAREIE, ) VEEER (
pH6. 6, 79mL) #MMAT40CICTE#HELL, 2, 2, 6, 6-F
MSXFIERYDSVT -FF2) T7)—ZTHIL (TEMPO, 227
mg) . BIRFREF M) U LKEBR (BIRFEFN) VL2, 629, KT
6mL) BLORBEREFT MY TLKEKR (0. 5%, 16mL) 2
T1 5B L, BUSE. BB M) Y LAKBERS LV 25 ERE%E
MA. HFERTFILCTHIH U7, REFREEKZIRS MY U LKEKRTHEHLE L.
2IREBBEMATHEICL THSEBIT F/ILTHE Lk, K BHRIEK
THEL, EKREFT M) VATRELEZDL, RELTTEYEEEZRT
HEBLEYW (3. 089) %2587,
TLC : Rf 0.38 (ANFH Y : BRI FIL=2:1)
"H-NMR (DMSO-ds): & 0.64 (2 H) , 0.97 (2H), 1.36 (s, 9 H) , 1.36
- 1.46 (2H), 1.54 - 1,70 (2H), 2.16 (2H) , 12.0 (1 H) ,

EfEf43 1 — {4—[9— (3—2)x#0O0RVYJI) =5, 6, 8,
9—FhSERO—7H-FYR[4" , 3" :4, 5]¥¢¥OO[2, 3—

bl YTV —T—4J)] —4—FAFYTFI} >oOF0/8hILRVEE

[{£109]

—

N ]

CO,H
F N Nm 2
|

EhEHl 4 2 TEEE L LB 5 CICTERGI 4 KR 5 >Ehefl 6 >=
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[0909]

[0910]

[0911]

Ml 7 -G ICECEREICE>TREI AT NS ROEY RED
OEY Y UFEBHRERWT, e 1 >EMEE 3 5 ICEUCBFICNT
EICE > T, TieMtEE2E T 2IEELLEM LR,

TLC:Rf 0.46 (BRILAFLV:BFERTFIL: X%/ —)L=8:4:1) ;

TH-NMR (DMSO-d): & 0.56 - 0.72 (m, 2 H), 0.95 - 1.06 (m, 2 H), 1.32 -

1.72 (m, 4 H), 2.22 - 2.45 (m, 2 H), 2.63 - 2.84 (m, 2 H), 3.68 - 3.
82 (m, 2 H), 4.62 (s, 2 H), 5.42 - 5.54 (m, 2 H), 6.85 - 7.05 (m, 4 H
), 7.28 = 7.38 (m, 1H), 7.85 - 7.94 (m, 1 H), 8.20 (dd, J = 4.8, 1.5H
z, 1 H), 11.97 (brs, 1 H),

Em@l43 (1) :1— {4—-[9— (2, 4—-S7)bA70NVI)) —
5, 6, 8, 9—Fh S RO—7H-FYRT[4" , 3" :4, 5] QO
O[2, 3—-blEYIY—T—A4)] —4—FAXVTFI)} o070/
Y HINK VR

EHEfl 4 2 TEHE L& 5 CICERER 4 >R 6 5 > EHEHI 6 >=
Ml 7 -G ICECEREICE>TREI AT NS ROEY RED
OEY Y UFEBHRERWT, e 1 >EMEE 3 5 ICEUCBFICNT
EICE>TUTOMMNEEE T 2IEELLEMERFT,

TLC:Rf 0.48 (BRALAFLV:BFERTFIL: X%/ —)L=8:4:1) ;
TH-NMR (DMSO-dg): & 0.59 - 0.71 (m, 2 H), 0.96 - 1.05 (m, 2 H), 1.36 -

1.75 (m, 4 H), 2.26 - 2.48 (m, 2 H), 2.63 - 2.84 (m, 2 H), 3.66 - 3.
82 (m, 2 H), 4.64 (s, 2 H), 5.41 - 5.54 (m, 2 H), 6.86 - 7.02 (m, 2 H
), 7.10 (dd, J = 7.8, 4.8Hz, TH), 7.22 - 7.33 (m, 1 H), 7,85 - 7.92 (
m, 1H), 8.20 (dd, J = 4.8, 1.5Hz, 1 H), 12,00 (brs, 1 H),
EEF4 4 TFI 8—XFN—1, 4-VFFHK¥O [4. 5] F
H=—8—HINKRFLZS—F§
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[{E110]

o) CH; o—\
(XK e
O O

[0912] ZIFI—4—FFVioaOnxkxHroRHIRFIL—K (25, 1Tg) . I
FLyZ)a—) (32, 3g) #MLIV80mLISEEIE, EEBTHE
BLTWBHICp— MLIVRIKVEE—KIY (5663 mg) ZMA.
DBRETREIER L. RIMETH, AFY Y BEBIFIL=3 : 1AR (
1T50mL) Z#IATHRLAEE., K1 O0OmLAMAMBRELZITS
BonN-EREZRMEEB K, FNREBEKDIEISHFL THREBY IR DL
THBRIELE. RET. FEZEELHEERMEZSL, Thz ML UH
BLTTY—ILEE (32, 19) 587k,

[0913] UFILIAYTOELTIR (37. 5mL) Z#THF 5 0mLICAERR
I, RIE—30CTHEHLTWBAHIZ, EEBTH—ILhEEK (10, 749
) DTHFE12mLBAREZESDMITETLE, ZOAKREZARE—-—30CT
20DH LR, ZTORETIVEAFIL (14, 2g9) ODTHF12m
LARESDMNMITE I LE, COEEOWRERIE-S5CETERLE, D
BREZWE23CICAZETIRERIEL., KeMATRIEZELIE. #H
HEE (THF, 1E8) Z21T>7k%. KE%Z 2#HTEEBBKAKRTHMNL., B
HEERE (BT FIL. 2[0) %21To7, BoNEEREZ K. SBNRIEK
DIRICHEE L TR~ TRV LATRIBEIEE BET. AEZBELT
TRMEEEE T 2ZRLLEY (12, 89g) 515k,
TLC : Rf 0.51 (NFH Y : BFEATFIL=4 : 1)
H-NMR(CDCL;): & 1.19 (s, 3 H), 1.25 (t, J = 7.2 Hz, 3 H), 1.43-1,71
(m, 6 H), 2.09-2.17 (m, 2 H), 3.93 (s, 4 H), 4.15 (q, J = 7.2 Hz, 2 H
)o

[0914] EMEFEI45 : TFI 1 —XFI—4—FFVoarFH U HIREY

Z—b




SEEHE INEZZTEHYLLNFY Y NBEHEYU—D BTE "B WS
NNWYANELTHEPZUD “UE" (69€ "C) USEYHEOL L : 0
Ll =YA 1 YAENLNEBHNAPY (%62<%8 L="LXx~v NLTH
) —VLLLHN20GTEUNLYE N 22U °YBREQ " UXIF B
NEBREH L HY "BYRLEHELT L AL L 23D N HE2IHION
SIENEE WEEWEZEMEAYUGE Yy (L P e=1£L£TFHH
AHEN) YEHER Y TWO 0 eN T EIHUY YN HERS YO
ETO2 Yl (60 "9) J )&l hvvOEAXNBLANT L NN
B VILNHELTE "BLBE I TWO VY SLTUNENELXCE (
BL1 "€) WTEINXK * (B89 "¢€) UhSANAUNFTEDL S vGHE

N—4& 4

MNEAHGENVOLANEX— 1 — (W) —G—"AHFEL—-C "I —1*
¥i—9 Vv—ANWNEXL—2C ¢) —v—YLACd AELET 9 vIGgH=E [L160]
HZ “ZHZ'L =1 "0) 22V "(H9 *

W) 16°2-£2°2 ‘(H¢ ‘W) €£71-85"1L "(H 9 ‘W) 2€71-G2°L € :(*13a0)yNN-H.

(L v=AULTEH: <HF~) 1V0 44011

UE% (Pre '8) USNBRZLEHZT

AL LB NP (%GR E=AHFVNELTEHH) —+ L

GN206TCUANLENZZ2UD UEZO L "6 UXHFBHINFEEZY

SOOI CEAURLEELT Gk L 2B NV EHEDIHION BT 0ES

WEEMEZEME Y UDE Y OZYHFHYIZ W00 LNL—T

WEXNELENL DNFBZEE "L HE "G LUK N B

LEEO2 "YILZ TWO SMENHMETZE  th VLT HELTE "B
SHEITWO0 L ANTLY (B8 "2 1) HhBSNAUNETEL v vI4HZE [9160]

Q
SHO\_ H =0
Oepo
CLitAb] [S160]

CI€S90/110TdL/LDd cle LTTSO0/TTOT OM
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[0918]

[0919]

[0920]

[0921]

[0922]

DIETUTOYMEEZE Y 2RBILEY (43 Tmg) =77,
TLC : Rf 0.48 (~NFH Y HFBETFIL=2:1)
TH-NMR(CDCL,): & 1.12-1.29 (m, 8 H), 1.48-1.60 (m, 2 H), 1.67-1.87 (m
, 8 H), 2.24-2.46 (m, 3 H), 3.33 (d, J=3.3Hz, 1H), 417 (q, J =7
.2 Hz, 2 H),

EfEFI47 - [bSVR—4— (TPXRSHIKRZN) —4—XFISY
O~NFE )] BERR

[{p112]

EHEHI4 6 TREEL /LB (370mg) Z#UAFILKRILLTIR2,
S5mL, KO. 25mLIGEMEIE, 115 CT2E™EBHLE, RINET
%, K3OmLAEMA, HMHERE (NFYY BEEIFIL=1:1) %1T>
o BON-EHREZRMNBEBKEAVWTESFLMEE~Y /X U LA TEES
B, BET. AEZBELTCUTOYMMEZE T 2EELLEY (27 4
mg) 257k,

TLC : Rf 0.41 (NFH Y : BEEAT FIL=2:1)
H-NMR(CDCLl;): & 0.98-1.29 (m, 10 H), 1.63-1.80 (m, 3 H), 2.15-2.27 (
m, 4 H), 413 (q, J = 7.2 Hz, 2 H),
EMEFI48 v R—4— {2—[9— (3—7)LFORVYYIN) =5, 6
8, 9—FbhZSERO—-T7H-KEYR[4", 6K 3" :4, 5] 0O [2

., 3—bl YIS —T—A)L] —2—FFYVIFI} —1=XF)L>v 0O

~NEH U HIR VR
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[0923]

[0924]

[0925]

[0926]

[{6113]

R4 7 TEHE L/ b &Y S CICRIER 4 - EHER 5 >RHER 6 -
Ml 7 -G ICECEREICE>TREI AT NS ROEY RED
OEY Y VEERERWT, ERA T 1 >E5w6I 3 ICE CREICH L T,
TEEMEEZE T EBILEMEFTT,

TLC:Rf 0.26 (n —A~FH U BT FIL=1:1) ;
MS (FAB, Pos.): m/z=464 (M + H)*,

EHEf48 (1) ~EMEFHI48 (41)

R4 7 TEHE L/ b &Y S CICRIER 4 - EHER 5 >RHER 6 -
Ml 7 -G ICECEREICE>TREI AT NS ROEY RED
OEY Y VEERERWT, ERA T 1 >E5w6I 3 ICE CREICH L T,
TEEMEEZE T EBILEMEFTT,

48 (1) :R—4— {2—[9— (2, 4—-9)FAONVT
J) -5, 6, 8, 9—FhSERO—7H-FYR[4" , 3" :4,5
leoa [2, 3—blEYIY—T—Aq)] —2—FFYITFI)} —1—
XFN2ONFEHYVHIINRVEE
TLC:Rf 0.35 (n —AFH U BT FIL=1:1) ;

MS (FAB, Pos.): m/z=482 (M + H)+,

EREBFIA48 (3) : hSVR—4— {2—[9— (3=TNAORVII
) -5, 6, 8, 9—-FhSERO—7H-FYR[4" , 3" :4, 5]
Eoo[2, 3—b]lEVISY—T—A4)] —2—FAFYVIFI} —1-=-X
FI 2NV HINRVEE
TLC:Rf 0.46 (n —A~FH v BT FIL=1:2) ;
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[0927]

[0928]

[0929]

[0930]

[0931]

MS (FAB, Pos.): m/z=464 (M + H)*,

Ehef48 (4) : bSvR—4— {2— [9— (2, 4—-S7)LA4ON
vo)N) =5, 6, 8, 9—FbSERO-TH-¥EKYKT[4",6K 3" :4

5leom[2, 3—b]lEYVY—T—A)] —2—FFYITFI} —
1T=—XFooand4 VARV EE
TLC:Rf 0.54 (n —A~FH U BT FIL=1:2) ;

MS (FAB, Pos.): m/z=482 (M + H)*,

EHEHI48 (6) : hSvR—4— (2— {9—-[ (6=—700—-2—F
I=J)) XFIN] =5, 6, 8, 9—FhrSERA-—TH-EYR[4" |
3" 4. 51O [2, 3=b]lEYSY—T—AqA)} —2—FFVT
F) =1 —XFINoONFH YV HIVRVEE
TLC:Rf 0.47 (BFEETFIL) ;

MS (ESI, Pos. 20 V): m/z=486 (M + H)*,

EMEFEI48 (7) : bSVR—T—XF)—4— {2—-FFV—-2—[9
— (2, 4, 5—-htY7)AORYVI) =5, 6, 8, 9—FbhSE RO
—7H=-FEFYR[4" , 3" :4, 5]¥¥On[2, 3—-b]¥EYI>V-—7
—AN] TFN} O~ H YV HIIRVER
TLC:Rf 0.64 (BFERTFIL) ;

MS (ESI, Pos. 20 V): m/z=500 (M + H)*,

Ehef48 (8) : bS¥R—4— {2— [9— (4—)AFAONYI )L
) -5, 6, 8, 9—-FhSERO—7H-FYR[4" , 3" :4, 5]
Eoo[2, 3—b]lEVISY—T—A4)] —2—FAFYVIFI} —1-=-X
FI 2NV HINRVEE

[{p114]
= CH
NS\ o COH

ios
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[0932]

[0933]

[0934]

[0935]

[0936]

[0937]

[0938]

TLC:Rf 0.43 (BFEETFIL) ;
MS (ESI, Pos. 20 V): m/z=464 (M + H)*,

EMEF48 (9) : SV R—4— {2—[9— (4—7rOORVII)
—5, 6, 8, 9—FhZkbrO—-—7H-FKFUYURI[4' , 3" 4, 5] FK

og[2, 3—b]lEYUSY—T—A)] —2—FFYIFI} —1—XF

JLoanty v hILIR VR

[{E115]
= CH
N N O /COZH
m/::
TLC:Rf 0.43 (BEEETFIU) ;

MS (ESI, Pos. 20 V): m/z=480 (M + H)*,

EFl48 (10) : bS5 R—4— {2— [9— (3—sOONYI)L
) -5, 6, 8, 9—-FhSERO—T7H-FYR[4" 3" :4, 5]
oo [2, 3=b]EYSY—T—A)N] —2—FFVYITFI)} —1—X
FI 2NV HINRVEE
TLC:Rf 0.45 (BFEETFIL) ;

MS (ESI, Pos. 20 V): m/z=480 (M + H)+,

EEF48 (12) : hSv2—4— (2— {9—-[ (5—20O0—-3—
FI=I)) XFI] —5, 6, 8, 9—FbSERO—-7H-KEY R[4’

3" 4, 5]¥O0[2, 3—blEYYY—T—A)L} —2—FFY
ITFIL) =1 =—XFIoandH v hHINRVEE
TLC:Rf 0.30 (ANFH 2 EEFET FIL=1:2) ;

MS (ESI, Pos. 20 V): m/z=486 (M + H)*,

EEF48 (13) : bSv2—4— {2—[9— (3, 5=vY7)L%40O

RyIN) =5, 6, 8, 9—F b5 RO—TH-—EYRT[4" kL 3
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[0939]

[0940]

[0941]

[0942]

4, 5100 [2, 3=b]lEYIY—-T—A)] —2—-FFYITFI)}
—1—XFATIO~NFH Y HINR VR

TLC:Rf 0.39 (ANFH Vv EEFET FIL=1:2) ;

MS (ESI, Pos. 20 V): m/z=482 (M + H)+,

EHE48 (14) : hSv2—4— {2—[9— (4—pOO—2—7
ARy IN) —5, 6, 8, 9—FbhSERAO-TH—-KEYRK [4" ,
3" 4, 5]1K¥OO[2, 3—b]lEYYY—T—-A)l] —2—-FFYI
Fb} =1 = XFINoONFH VHIVR VR
TLC:Rf 0.36 (ANFH 2 EEFRT FIL=1:2) ;

MS (ESI, Pos. 20 V): m/z=498 (M + H)*,

EiEFHI48 (15) : hSv2—4— {2—[9— (4—4pOO0—3—7

AORVYN) =5, 6, 8, 9—FbhSELRO-—TH-EYRKR[4"

3' 4. 51konf[2, 3—b]lEYIY—T—AIN] —2—FFVT

FIL} — 1 = XFIoanEH R

TLC:Rf 0.46 (ANFH 2 :EFEET FIL=1:2) ;
MS (ESI, Pos. 20 V): m/z=498 (M + H)*,

EiEFI48 (16) : hSv2—4— {2—[9— (3—4pO0—4—7
AARVVIN) =5, 6, 8, 9—FbSERAO-TH-EYR [4" |

3' 4. 51konf[2, 3—b]lEYIY—T—AIN] —2—FFVT

FI} =1 =XF)LoOrnFH 2V HILRVEE

TLC:Rf 0.33 (ANFH U :EFEET FIL=1:2) ;
MS (ESI, Pos. 20 V): m/z=498 (M + H)+,

EHEI48 (19) 1o 2—4— {2—[9— (4—2)AORVII)
—5, 6, 8, 9—FhZkbrO—-—7H-FKFUYURI[4' , 3" 4, 5] FK

og[2, 3—b]lEYUSY—T—A)] —2—FFYIFI} —1—XF

JLoanty v hILIR VR

TLC:Rf 0.30 (BEBRETFI:n —AFH>=2:1);
MS (ESI, Pos. 20V): m/z=464 (M + H)*,
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[0943]

[0944]

[0945]

[0946]

[0947]

EHEHI48 (20) :R—4— {2—[9— (4—yvOOrRVII) —
5. 6, 8, 9—Fh,SbRkO—7H—-FYK T[4 , 3' :4, 5] ¥O

A2, 3—b]lEVIY—T—A4)L] —2—FFYITFI} —1T—=—XF)L

oanith v hILR VR

TLC:Rf 0.28 (BFEET FIL: n —~FH=2:1)
MS (ESI, Pos. 20V): m/z=480 (M + H, 35CL)*,

EFl48 (21) : ¥ R—4— {2—[9— (3—s0ONVI)L) —
5, 6, 8, 9—FhSERO—7H-FYR[4', 3 :4, 5] ¢FKO
Of[2, 3=-b]lEYVIY—T—AN] —2—FFVITFI} —1—XF)
SOONEH VRV
TLC:Rf 0.33 (BFEEIT FI)L: n —~FH=2:1) ;

MS (ESI, Pos. 20V): m/z=480 (M + H, 35CL)*,

EHEFI48 (22) 32 R—4— {2—-[9— (3, 5=y7)LzxARY
VIN) =5, 6, 8, 9—FhSERA-—TH-EYRT[4 6 3" :4,
512, 3—b]lEYYSY—=T—A)] —2—FFYITFI} —1

— A FINoantH Y HIIR VR
TLC:Rf 0.42 (BEERTFI)L:n —AFH=2:1) ;
MS (ESI, Pos. 20V): m/z=482 (M + H)*,

EHEFIA48 (23) : S A—1—XF)N—4— {2—-FAFY—-2—-T9—
(2, 4, 5—-bV7)7dO0RYYI) =5, 6, 8, 9—F Sk RO
JH=-EFYR[4  , 3" :4, 51O [2, 3—b]EYIY—T7—

AN] TFN} SovanFHVHIKRVEE
TLC:Rf 0.43 (BFEETZFI):n—~FHV);
MS (ESI, Pos. 20V): m/z=500 (M + H)+,

Eef48 (24) S 2—4— {2—[9— (4—/s00—-2—-J)IF
ONRYY)) =5, 6, 8, 9—FbSERO-T7H-KEYKR[4" 6 3
4, 5100 [2, 3=b]EYSY—T—A)] —2—FFVYIFI
} =1 =XFNSoONFHVHIRVER
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[0948]

[0949]

[0950]

[0951]

[0952]

TLC:Rf 0.43 (BFEEIT FI)L: n —~FH=2:1) ;
MS (ESI, Pos. 20V): m/z=498 (M + H, 35CL)*,

EHFI48 (25) v R—4— {2—[9— (4—4O00—-3—7)%
aONXYY)) =5, 6, 8, 9—FbZkRO-7H-¥KYR[4" 6 3’
14, 51O [2, 3=b]lEYSY—T—AN] =2—FFVITFI
} =1 =XFisoarxH > HIHRVEE
TLC:Rf 0.32 (BFEEIT FI)L: n —~FH=2:1) ;

MS (ESI, Pos. 20V): m/z=498 (M + H, 35CL)*,

Ehfl48 (26) ¥ R—4— {2—[9— (3—/00—4—-T)LF
Ry YI) =5, 6, 8, 9—F b5k RO—T7TH-KFYRK[4" ,6 3’
14, 51O [2, 3=b]lEYSY—T—A}N] =2—-FFVYITFI
P =1 =XFI2oa~"FHVHINKRVEE
TLC:Rf 0.32 (BFEEIT FI)L: n —~FH=2:1) ;

MS (ESI, Pos. 20V): m/z=498 (M + H, 35CL)*,

EiEF48 (29) :R—4— (2— {9— [ (5—O00—-3—FT
—J)) AFN] =5, 6, 8, 9—FhSERO-TH-EYRK[4" , 3
4. 51O (2, 3=blEYSY—T—A)N} —2—FFYTF

L) =1 =XF)IoOnxH > HILRVER

TLC:Rf 0.25 (BFEETFIL:n —~FH=2:1);
MS (ESI, Pos. 20V): m/z=486 (M + H, 35CL)*,

EEHI48 (30) :R—4— (2— {9—[ (5—sO0—-2—FT
) AF)N] =5, 6, 8, 9—FhSERO—TH-EYR[4" K6 3

" 4. 51 FKopn[2, 3—blEYUYY=T—AJ} —2—FAFYIF

L) —1 = XFioanxty o hHILARUEE

TLC:Rf 0.18 (BEERT FI)L: n —~FH=2:1) ;
MS (ESI, Pos. 20V): m/z=486 (M + H, 35CL)*,

Efl48 (34) :2R—4— {2—[9— (3, 4= 7)L70O0~NY
JIN) =5, 6, 8, 9=FhSERA-—TH-EYRT[4" , 3" :4,




WO 2012/005227 320 PCT/JP2011/065312

[0953]

[0954]

[0955]

[0956]

[0957]

sleoo[2, 3—b]EVYY—T—A)N] —2—-FFVIFI} —1

—AF)ranxsy v hILR VR

TLC:Rf 0.59 (BFEETFIL) ;
MS (ESI, Pos. 20V): m/z=482 (M + H)*,

EEF48 (41) : bSv2—4— {2—[9— (3, 4—=T7)b%0O
NYY)N) =5, 6, 8, 9—FbokbrRO-—T7H-KFYR[4" 6 3’
4, 5100 [2, 3=b]lEYIY—-T—A)] —2—-FFYITFI)}
—1—XFATIO~NFH Y HINR VR
TLC:Rf 0.31 (ANFH >V EEFRT FIL=1:2) ;

MS (ESI, Pos. 20 V): m/z=482 (M + H)*,
ERFI49 c XFIN 44— (2—tert—ThFV—2—FFYIFI

) —2—sO0aRvyYF7—Kh
[{E116]

Hye 30 cl
HiC O O-ch,
0

SEMEESR (530mg) #5TEAKTHF (4. 5mL) BERICte r
t—7FI TJOTEEE (800uL) ., 1, 2=I70FT4%Y (15
L) ZiA. Biotage#B~v4 /O I—TEREBI =TI —4%—
AW, 90CT3oEIRMLE, BODBEEZITWV., EBAREFZIET
2—tert—7bhFV—2—AFYIFIIEHEHRITOINDTHFBRER
L7,

XFJ) 2—-/OA—-4—-3F—RRVYF7—h (296mg) 12—t e
rt—7 M2 -2 —FFYIFIIEHRTOIROTHFREKR (4. 5mL
) AIA, RWTER (M) —tert—TFILKRRTa4V) 1RSI A (
51mg) A, CEM#&E~Y/ /70U —TAREELZAL. 50W,
80CT1ONEIRM L, REEBRERBNIR(LT VEZD LKARIEE,
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BRI FIN A Tco RAMELEZA N THER. 2R LE, BRE =R
BIRKTHER. BKHEBF N VATERLTCRERBLE, BohiRK
BehESERKIOTN IS TIW—prep 2XY (AFL:XAVAH
FLM, AT MNATLS  BEIRGERE : n—~FH Y FBEIFI
=4 :1, Rf=0. 60) ICTHRLT, ThitEZzE 3 2EBLEY
(94mg) %G,
TLC:Rf 0.58 (n —A~FH > BRI FIL=4:1) ;
TH-NMR(CDCl;): & 7.80 (d, 1H), 7.38 (d, TH), 7.22 (dd, TH), 3.92 (s, 3
H), 3.53 (s, 2H), 1.44 (s, 9H),

[0958] EMEFEIS O : XFI 44— (ANKREIAFI) —2—700XRVVT—
b

[0959] [1k117]

HO,C Cl
O-CH,

O

[0960] EhEfl4 9 THEINLEH (87 mg) DIR{EAFLY (1. OmL
) SBRIC MY 74 OB (0. 5mL) ZMATERT 1 BREE#RLL,
RGRERET. RBZESE TRMMEELE T 2EBLEMEST.

TLC : Rf 0.28 (|IEAFL VX5 J—)=0:1) ;
H-NMR(CDCl;): & 7.82 (d, 1H), 7.40 (d, 1H), 7.24 (dd, 1H), 3.93 (s,
3H), 3.68 (s, 2H),

[0961] ZEfEFIS 1 :2—s0O00—4— {2—[9— (3—7A7FONVIN) —
5, 6, 8, 9—FhSERO—-T7H-FKEFYRT[4' , 3" :4, 5] KO
O[2, 3—b]EYSY—T—A)] —2—AFYVITFI)} REEFR

[0962]
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[0963]

[0964]

[0965]

[0966]

[{£118]
awm
SNTON N Cl
o)
I

RIS O THRLHE L/t &7 & OIS RIS 4 - R 5 >RHEF 6 -
Ml 7 -G ICECEREICE>TREI AT NS ROEY RED
OEY Y VEERERWT, ERA T 1 >E5w6I 3 ICE CREICH L T,
TEEMEEZE T EBILEMEFTT,

TLC:Rf 0.26 (/7 OOKRIL: X% J—)=9:1) ;
MS (ESI, Pos. 20 V): m/z=478 (M + H)*,

EHEFIS 1 (1) ~FMEFHIS1 (80)

EHEHS O TEEE L LEHMDORH Y ICAEHT 2 TR F IS CICERES
4 > Ef 5 >EHEHI 6 >RFEF 7 >RHEGI 1 ICHE U/ BFICE > TRIES
h=r7h>e oY FEOOEY OVESEKEZRBWT, EEA1 1 >X5kE
BISICELCBREICH LT, TEEYMEEZE T 2EELLENZET,

EREFHIS 1T (1) :3—)hgdn-—4— {2—-[9— (3—=7)LzFARY
YI) =5, 6, 8, 9-FhSERO—TH-KEYRT[4' 6 3" :4,
sleon[2, 3—b]lEYIY—T—A)] —2—FFYIFII} RE
&t
TLC:Rf 0.43 (LA FL VX% J—)L=9:1) ;

MS (ESI, Pos. 20 V): m/z=462 (M + H)*,

EREFIST (2) :3—sOO—4— {2—[9— (3—zizarRVY
J) -5, 6, 8, 9—FhSERO—7H-FYR[4" , 3" :4,5
oA f[2, 3—blEYIY—T—A)] —2—FFVYIFII} B
B
TLC:Rf 0.36 (BIEXFL VX% J—)L=9:1) ;
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[0967]

[0968]

[0969]

[0970]

[0971]

MS (ESI, Pos. 20 V): m/z=478 (M + H)*,

EEFIS51 (3) :2—sO0—4— {2—[9— (2, 4=-v7)L%0O
NyYN) =5, 6, 8, 9—FhSLRO—T7TH—-EFYR[4" , 3
4, 51¥¥op[2, 3—blEYYY—T—q)] —2—FFYVYITF)L}
HIVR R
TLC:Rf 0.28 (|{EXFL VX% J—)L=9:1) ;

MS (ESI, Pos. 20 V): m/z=496 (M + H)*,

EwFEIS 1 (5) :2—7)A0—-4— {2—[9— (3—7)LxAO~Y
YI) =5, 6, 8, 9—FhSERO—TH-EYRT[4" 6 3" :4,
sleom 2, 3—blEYYY—T—qA)] —2—FFYITFI} HIL
b1
TLC:Rf 0.29 (HBIEXFL VX% J—)L=9:1) ;

MS (ESI, Pos. 20 V): m/z=462 (M + H)*,

EMEFIS 1 (6) :4— {2—[9— (3—7)A0O0XRVYYII) =5, 6

8, 9—FbhZSERO-—7H-KEYR[4"  3' :4, 5100 [2

S—blEYUSY—T—A)] —2—FFYITFI} —3—XFIHIR
Vs
TLC:RF 0.40 (BIEXFL VXY J—)L=09:1);

MS (ESI, Pos. 20 V): m/z=458 (M + H)*,

EfEFI51 (7) :4— {2—[9— (3=—2)70RVY)) =5, 6

8, 9—FbokRO—T7TH-EFYRI[4" , 3° :4, 5] KO0 [2

3—blEYIV—T—A)N] —2—FFYITFI} —2-—XFIRE
&2
TLC:Rf 0.45 (LA FL VX% J—)L=9:1) ;

MS (APCI, Pos. 20 V): m/z=474 (M + H)*,

EfEfFI51 (8) :4— {2—[9— (3—2)70RVY)) =5, 6

8, 9—FbokRO—T7TH-EFYRI[4" , 3° :4, 5] KO0 [2

3—blEYIV—T—A)N] —2—FFYITFI} =3 —XbFIRE
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[0972]

[0973]

[0974]

[0975]

[0976]

&2

TLC:Rf 0.40 (|AEXFL VX% J—)L=9:1) ;

MS (APCI, Pos. 20 V): m/z=474 (M + H)*,
EfEFI51 (9) :4— {2—[9— (3—2)70RVY)) =5, 6
8, 9—F Sk RO—T7H-—FKYRT[4' , 3" :4, 5]FoO[2
3—bl1EYIV—T—=A)N] —2—FFYIFII} —2—XFINEE

B

TLC:Rf 0.52 (LA FL VX% J—)L=9:1) ;

MS (APCI, Pos. 20 V): m/z=458 (M + H)*,

EEFHIS 1T (10) :4—{2=—[9—= (2, 4=V 7)NAARYII)
-5, 6, 8, 9—FhSERO—T7H-FYRT[4" , 3" :4, 5]F
oo [2, 3=b]lEVSY=T—A)] —2—FFYITFII} —2—-T)L
Z OZ &L
TLC:Rf 0.28 (BIEAFL V: X% J—)L=09:1) ;

MS (APCI, Pos. 20 V): m/z=480 (M + H)*,

EMEFEIS 1 (12) :6— {2—[9— (3—NAONRYII) =5,
6, 8, 9—FbSERO—-T7H-KEFYRT[4" 3" :4, 5100/
2, 3=blEVSY—T—AN] —2—FFYITFII} —2—FFTx
HILR VR
TLC:Rf 0.10 (BFEETFIL) ;

MS (ESI, Pos. 20 V): m/z=450 (M + H)+,

EREHIST (13) 14— {2—[9— (2, 4=S2)0FORVTIL)
—5, 6, 8, 9—FhZkbrO—-—7H-FKFUYURI[4' , 3" 4, 5] FK
OO [2, 3=b] EYYY—T—A)N] —2—FFYVYIFI} —2—XF
Nz BERE
TLC:Rf 0.50 (|/IEAFL V: X% J—)L=0:1) ;

MS (APCI, Pos. 20 V): m/z=476 (M + H)*,
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[0977]

[0978]

[0979]

[0980]

—5, 6, 8, 9—FhZkbrO—-—7H-FKFUYURI[4' , 3" 4, 5] FK
OO [2, 3—b]EYIY—T—A)] —2—FFYIFI} —2-—XF
X BERE

TLC:Rf 0.54 (|{EXFL VX% J—)L=9:1) ;

MS (APCI, Pos. 20 V): m/z=492 (M + H)+,

EREHIST (17) 14— {2—[9— (2, 4=Y707ORVII)L)
—5, 6, 8, 9—FhZkbrO—-—7H-FKFUYURI[4' , 3" 4, 5] FK
OO [2, 3—b]EYIY—T—A)] =2—FFYIFI} =3 =Xt
X BERE
TLC:Rf 0.45 (LA FL VX% J—)L=9:1) ;

MS (APCI, Pos. 20 V): m/z=492 (M + H)*,

EREFIS T (19) :2— (4= {2—-[9— (3=NFARYII)
—5, 6, 8, 9-FhSERO-—TH-FEYRT4" 3" :4, 5]F
oo [2, 3—blEVYY—T7—A)] —2—-FFYITFI} TT=)L)

— 2 —XFNTOIRVER
TLC:Rf 0.55 (BIEAFL V: X% J—)L=0:1) ;
MS (APCI, Pos. 20 V): m/z=486 (M + H)*,

EMEFIS1 (20) :2— (4= {2—-[9— (2, 4= 7)AORY
VIN) =5, 6, 8, 9-FhSERA-—TH-EYRT[4" K 3" :4,
sloo[2, 3—blEYIY—T—A)L] —2—FFYITF)} Tz

) —2—XFNTONVEE
TLC:Rf 0.49 (BIEAFL V: X% J—)L=09:1) ;
MS (APCI, Pos. 20 V): m/z=504 (M + H)*,

EREHIS 1 (22) 12— (NRVYNFFY) —4— {2—-[9— (2,
4—S7)AaRVV)N) =5, 6, 8, 9—FhSERO—TH-FEYR
[4" , 3" 4, 57kKOO[2, 3—b]lEYVISY—T—A)L] —2—
ZX¥VIFI REER

TLC:Rf 0.56 (BEILAXAFL V:XH J—)L:7Kk=90:10:1) ;
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[0981]

[0982]

[0983]

[0984]

[0985]

[0986]

[0987]

MS (FAB, Pos.): m/z=568 (M + H)+*,

EREFIS1 (23) :4— {2—[9— (3, 5=Y7)L747ARVI))
—5, 6, 8, 9—FhZkbrO—-—7H-FKFUYURI[4' , 3" 4, 5] FK
oo [2, 3=b]EYSY—-T—ANN] —2—FFYVIFI} —2—-X}F

* LR BERE
[{6119]
O\CH3
( :> VN CO,H
NN 0
F ;
F
TLC:Rf 0.37 (EILXAFL V:XH J—I)L=9:1);

MS (APCI, Pos. 20 V): m/z=492 (M + H)*,

EREFEIS 1 (24) :2—XAbFS—4— {2—FFY—-2—-[9— (2
L 4, 5—-bYZ)AORVVI) =5, 6, 8, 9—FbhSERO-TH
—EyRrR[4", 3 4, 51O f[2, 3—blEYYY—-T7—4)L
1 TFI} REER
[1£120]

‘CH3

0
NN 0 :
X,
F F
TLC:Rf 0.34 (|{EXFL VX% J—)L=9:1) ;
MS (APCI, Pos. 20 V): m/z=510 (M + H)*,
EFI51 (25) :4— (22— {9— [ (b—4sOoO—2—-—FT =)L)
XFN] =5, 6, 8, 9=FrSERO-—TH-EYR[4" 6 3’ :4
sleam[2, 3—b1EYIYY—T—Aq)l} —2—FFYITFI) —

2 —X bXSEHEER
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[0988]

[0989]

[0990]

[0991]

[0992]

TLC:Rf 0.38 (|{EXFL V: X%/ —)L=9:1) ;
MS (APCI, Pos. 20 V): m/z=496 (M + H)+,

EEHIS51 (26) :4— {2—[9— (4—2)FONYT)) —5,
6, 8, 9—FbSERO-TH-KFYR[4"  3' :4 5] o0/
2, 3=b1EBYIV—=T=AN] =2—FFYITFI} —2-XrFI&
BEER
TLC:Rf 0.51 (|{EXFL VX% J—)L=9:1) ;

MS (APCI, Pos. 20 V): m/z=474 (M + H)*,

EFI51 (27) :4— {2—[9— (4—spONRYI)) —5, 6

8, 9—FhZSERO—-7H-FKYRT[4" , 3" :4, 51O [2

3—blEYIY=T—=A)] =2 —FFYITF)} 2SI FIRE
&t
TLC:Rf 0.52 (LA FL VX% J—)L=9:1) ;

MS (APCI, Pos. 20 V): m/z=490 (M + H)*,

EHEFIS 1 (28) :4— {2—[9— (3—/O0ORVVI) —5, 6

8, 9—FhZSERO—-7H-FKYRT[4" , 3" :4, 51O [2

3—blEYIY=T—=A)] =2 —FFYITF)} 2SI FIRE
&t
TLC:Rf 0.50 (|AEXFL V:XH J—)L=9:1) ;

MS (APCI, Pos. 20 V): m/z=490 (M + H)+,

EHEFIS 1 (29) :4— {2—[9— (4—/0OO—-3—7)LbFARY
YI) =5, 6, 8, 9—FhSERO—TH-EYRT[4" 6 3" :4,
sleom[2, 3—b]lEYIY—T—A)] —2—FFYITFI} =2
— X ¥R EERE
TLC:Rf 0.51 (|{EXFL VX% J—)L=9:1) ;

MS (APCI, Pos. 20 V): m/z=508 (M + H)*,

EHEFIS 1 (31) :4— {2—-—[9— (4—/spOO—2—-7)LbFARY

YI) =5, 6, 8, 9—FhSERO—TH-EYRT[4" 6 3" :4,
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[0993]

[0994]

[0995]

[0996]

5lr¥oo[2, 3—b]lEYISY—T7—4J)l] —2—FFYIFI} =2

_)( F:Fc/ﬂl%\ £

TLC:Rf 0.51 (|{EXFL VX% J—)L=9:1) ;
MS (FAB, Pos.): m/z=508 (M + H)*,

EHEFIS 1 (32) :4— {2—[9— (3—/200—-4—7)Lb7ORY
YI) =5, 6, 8, 9—FhSERO—TH-EYRT[4" 6 3" :4,
sleon[2, 3—b]lEYYY—T—A)] —2—FAFYTITFI} —2
— X ¥R EERE
TLC:Rf 0.48 (BIEXFL VX% J—)L=9:1) ;

MS (FAB, Pos.): m/z=508 (M + H)*,

EHFEIS1 (35) :4— (22— {9— [ (5—O00—-—3—FT=JL)
XFN] =5, 6, 8, 9-FhSERO-—TH-EYR[4"  3' :4

sleom[2, 3—b]lEYYY—T—A)L} =2—=—FFYTFI) —

2 — X bERBER
TLC:Rf 0.44 (LA FL VX% J—)L=9:1) ;

MS (FAB, Pos.): m/z=496 (M + H)*,
EHEFIS 1 (38) :4— {2—[9— (4—/0ORVVI) =5, 6

8, 9—FbhSkbRO—7H-FKFYRKR T4 , 3" :4, 5] ¢¥OoOI[2
3=blEYVIY—=T—AN] —2—FFYITFI} —2—XFILEEE
B
TLC:Rf 0.40 (|AEXFL VX% J—)L=9:1) ;
MS (FAB, Pos.): m/z=474 (M + H)*,
EFI51 (39) :4— {2— [9— (3—spONRYYI) —5, 6
8, 9—FbZSERO-TH-KFYRI[4" 3" :4, 5]F¥O0[2
3—bl1EYIV—T—=A)N] —2—FFYIFII} —2—XFINEE
B
TLC:Rf 0.38 (|{EXFL V: X%/ —)L=9:1) ;
MS (FAB, Pos.): m/z=474 (M + H)*,
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[0997]

[0998]

[0999]

[1000]

[1001]

EHEFIS1 (40) :4— {2-[9— (3, 5=Y70FARYII)
—5, 6, 8, 9—FhZkbrO—-—7H-FKFUYURI[4' , 3" 4, 5] FK
OO [2, 3—b]EBYIY—T—A)] —2—FFVYIFI} —2-XF
TLC:Rf 0.38 (|{EXFL V: X%/ —)L=9:1) ;

MS (FAB, Pos.): m/z=476 (M + H)*,

EMEFIS 1 (41) :2—AXFN—4— {2—FAFY—-2—-[9— (2,
4, 5—bYZNAORVYVI) =5, 6, 8, 9—FbSERO—TH-—
EYRI[4", 3" :4,57¢¥AO[2, 3—b] EYSY—T—A)]
IF) BREERE
TLC:Rf 0.38 (|{EXFL V: X%/ —)L=9:1) ;

MS (FAB, Pos.): m/z=494 (M + H)*,

EHEAS 1 (42) :4— {2—[9— (4—vO0—2—2)LFORY
YI) =5, 6, 8, 9-FhSERO—TH-KEYRT[4' 6 3" :4,
sleom[2, 3—b1EYYY—T—A)L] —2—FFYITF)} =2
— A FINEREER
TLC:Rf 0.43 (LA FL VX% J—)L=9:1) ;

MS (FAB, Pos.): m/z=492 (M + H)*,

EMEFIS1 (43) :4— {2—[9— (3, 4=V 7)L74ARVI))
—5, 6, 8, 9—FhZkbrO—-—7H-FKFUYURI[4' , 3" 4, 5] FK
OO [2, 3—b]EYIY—T—A)] —2—FFYIFI} —2-—XF
X BERE
TLC:Rf 0.50 (|AEXFL V:XH J—)L=9:1) ;

MS (FAB, Pos.): m/z=492 (M + H),

EHFI51 (48) :4— (2— {9— [ (5=—4sO0O0—3—-—FT=)L)
XFN] =5, 6, 8, 9=FrSERO-TH-EYR[4" 6 3" :4

sleam[2, 3—b1EYIYY—T—Aq)l} —2—FFYITFI) —

2 —XFINREEM
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[1002] [{E121]

[1003]

[1004]

[1005]

[1006]

[1007]

CHj3

Datrab!
N= N\ N g CO,H
S

TLC:Rf 0.41 (BIEXFL Vi Xy /) —)L:7K=90:10:1) ;
MS (FAB, Pos.): m/z=480 (M + H)*,

EHEFEIS1 (49) :4— (22— {9— [ (b—OO0—2—FT=JL)
XFN] =5, 6, 8, 9-FhSERO-—TH-EYR[4"  3' :4

sleom[2, 3—=bl1EYYY—=T—=q)L} —2—FFYITFI) —

2 —XFINREEM
TLC:Rf 0.48 (HBILAXFL VX% J—)L:K);

MS (FAB, Pos.): m/z=480 (M + H)*,

EEHIS51 (52) :4— {2—[9— (4—2)FONYT)) —5,
6, 8, 9—FbSERO-TH-KEYRT[4" 6 3" :4, 5] OO /[
2, 3—-blEBYIY—T—AN] —2—FFYITFIN} —2—XFILERE
&2
TLC:Rf 0.46 (BIEXFL Vi Xy J—)L:7K=90:10:1) ;

MS (FAB, Pos.): m/z=458 (M + H)*,

EREBIS51 (53) :4— {2—-[9— (3—=/0O0—-4—-7)L7ORY
YI) =5, 6, 8, 9-FhSERO—TH-KEYRT[4' 6 3" :4,
sl¥on[2, 3—b]EVSY—T—AN] =2—FFVYITFI} =2
— A FINEREER

TLC:Rf 0.35 (BIEAFL v: X%/ —)L:7K=90:10:1) ;
MS (FAB, Pos.): m/z=492 (M + H)*,

EHHI51 (54) :4— {2—[9— (4—-/00—-3—-7)bA0XRY
JIN) =5, 6, 8, 9—FbSERO-—TH-EYRT[4" 3’ :4,

s5lkom[2, 3—blEYYY—T—A)] —2—FFYITF)} —2
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[1008]

[1009]

[1010]

[1011]

[1012]

— A FINREEDR
TLC:Rf 0.35 (BBIEXFL VX% J—)L:7K=90:10:1) ;
MS (FAB, Pos.): m/z=492 (M + H)+,

EpefI51 (65) :4— {2—-[9— (3, 4= )70V ))
—5, 6, 8, 9—FhZkbrO—-—7H-FKFUYURI[4' , 3" 4, 5] FK
OO [2, 3=b] EYYY—T—A)N] —2—FFYVYIFI} —2—XF
I EERE
TLC:Rf 0.35 (BBIEXFL VX% J—)L:7K=90:10:1) ;

MS (FAB, Pos.): m/z=476 (M + H)*,

EHEFIS51 (61) :4— {2—[9— (4—2)LFA0ORVTI) =5,
6, 8, 9—FbSERO—-T7H-KEFYRT[4" 3" :4, 5100/
2, 3—=b1EYSY—T—AN] —2—FFYTFI} —2, 6= Xb
X o2 BB
TLC:Rf 0.50 (/ORI L: X% /) —)L:7K=50:10:1) ;

MS (ESI, Pos. 20 V): m/z=504 (M + H)*,

EMEFIS51 (62) :4— {2—-[9— (4—/OORYYIN) =5, 6

8, 9—FhZSERO—-7H-FKYRT[4" , 3" :4, 51O [2

3—blEYIY—T—A)] —2—FFYITFI} —2, 6= XIF
R EER
TLC:Rf 0.50 (/ORI L: X% /) —)L:7K=50:10:1) ;

MS (ESI, Pos. 20 V): m/z=520 (M + H)*,

Ehef51 (64) :4— {2— [9— (2, 4—-S7)LAOXNYI)V)
—5, 6, 8, 9—FhZkbrO—-—7H-FKFUYURI[4' , 3" 4, 5] FK
oo [2, 3=b]EYYY—-T—A)N] —2—FFYIFI} =2, 6=
DA bR REER
TLC:Rf 0.23 (BFEETFI: X%/ —Jb= 9:1);

MS (ESI, Pos. 20V): m/z=522 (M + H)*,
Eef51 (70) :4— {2— [9— (3—7rpONYY)) —5, 6
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[1013]

[1014]

[1015]

[1016]

8, 9—FbhZSERO—-T7H-KEYR[4", 6K 3" :4, 5] 0O [2

3—blEYIY—T—A)] —2—FFYITFI} —2, 6= XbF
R EER
TLC:Rf 0.44 (BBIEXFL Vi X% J—)L:7K=90:10:1) ;

MS (FAB, Pos.): m/z=520 (M + H)+,

EREFIS1 (71) :4— {2—[9— (3, 5=Y7)L74aRVI))
—5, 6, 8, 9—FhZkbrO—-—7H-FKFUYURI[4' , 3" 4, 5] FK
oo [2, 3=b]EYYY—-T—A)N] —2—FFYIFI} =2, 6=
DA bR REER
TLC:Rf 0.40 (H|BIEXFL Vi X% J—)L:7K=90:10:1) ;

MS (FAB, Pos.): m/z=522 (M + H)*,

ERRFEIS 1 (72) : 2, 6= AFS—4— {2—FFY—2—-1T19
— (2, 4, 5—bYZNAOARYIIIL) =5, 6, 8, 9—FhSE RO
—7H-¥EKYRT[4" 3" :4, 5]1¥¥Oon[2, 3—=blEYIV-—7
—q ] TFIIN} REER
TLC:Rf 0.42 (BBIEXFL Vi X% J—)L:7K=90:10:1) ;

MS (FAB, Pos.): m/z=540 (M + H)*,

EZHEFEIS 1 (73) :4— {2—-[9— (4—yOO—2-—2)LAORY
VIN) =5, 6, 8, 9—FhSERA-—TH-EYRT[4 6 3" :4,
sloo[2, 3—blEYYY—T7—A)L] —2—FFYITFI} —2

6 —IANXREER
TLC:Rf 0.42 (BBIEXFL Vi X% J—)L:7K=90:10:1) ;

MS (FAB, Pos.): m/z=538 (M + H)*,

EREFIS1 (74) :4— {2—[9— (4—/yOO—-3—7)AORY
JIN) =5, 6, 8, 9=FhSERA—TH-EYRT[4" , 3" :4,
sloo[2, 3—blEYYY—T7—A)L] —2—FFYITFI} —2

6 —IANXREER

TLC:Rf 0.46 (B A FL VX H J—)L:7K=90:10:1) ;
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[1017]

[1018]

[1019]

[1020]

[1021]

MS (FAB, Pos.): m/z=538 (M + H)*,

EfEGIS 1 (75) :4— {2—-[9— (3—/00—-4—2)LAORY
JIN) =5, 6, 8, 9—FbSLRO-TH-KEYR[4" 6 3" :4,
slkon[2, 3—b]lEYVYY—T—A)V] —2—FFYIFI} =2

6 —I X MR REER
TLC:Rf 0.42 (BIEAFL v: A% J —)L:7K=90:10:1) ;

MS (FAB, Pos.): m/z=538 (M + H)*,

EREHIS 1 (77) 14— {2—[9— (3, 4=Y7)0740ORVII)L)
—5, 6, 8, 9—FhZkbrO—-—7H-FKFUYURI[4' , 3" 4, 5] FK
oo (2, 3—b]lEVIY—T—A)] —2—-FAXYITFI)} —2, 6—
I X bR ERE
TLC:Rf 0.48 (|ILXFL V: X% ) —)L:7K=90:10:1) ;

MS (FAB, Pos.): m/z=522 (M + H)*,

EREFI51 (78) :4— {2— [9— (3—2)740RYY)) —5,
6, 8, 9—FbSERO-T7TH-KEYRT[4" 3" :4, 5] o0 [
2, 3—=b1EYSY—T—AN] —2—FFYTFI} —2, 6= Xb
X BERE
TLC:Rf 0.88 (BFEET FIL:EEER:7K= 3:1:1) ;

MS (ESI, Pos. 20 V): m/z=504 (M + H)*,

EFI51 (79) :4— (22— {9— [ (5—-—4sO0O0—-—3—-—FT =)L)
XF)N] =5, 6, 8, 9—FhSERA-—TH-EYRI[4",6 3" :4

sleam[2, 3—b1EYIYY—T—Aq)l} —2—FFYITFI) —
2, 6= AXABNFILEEE
TLC:Rf 0.88 (BFEET FIL:EEER:7K= 3:1:1) ;

MS (ESI, Pos. 20 V): m/z=526 (M + H)*,

EFI51 (80) :4— (22— {9— [ (b—4vOoO—2—-—FT =)L)
XF)N] =5, 6, 8, 9—FhSERA-—TH-EYRI[4",6 3" :4

sleam[2, 3—b1EYIYY—T—Aq)l} —2—FFYITFI) —
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2, 6= AXAMXIEEER

TLC:Rf 0.88 (BFEET FIL:EEBR:7K= 3:1:1) ;

MS (ESI, Pos. 20 V): m/z=526 (M + H)%,
[1022] ZEfEfI52 : (4E) —6—XAbFS—6—FFYV—4—-~Ft [
[1023] [{b122]

O

CHs
H02C/\/\)LO/

[1024] 4 —F*V T4V (5. OmL, #15%KAK) . M) AXAFILKRAKRT
t7r—h (7. 89g) ZK10OmLIZEHEIE, OCTERLTVWEHICK
BAh) oL (4. 06g) ZMA, 6 OCTHREBRH L, TOBRKRICEN
EEK100mLAMAMMEERE (BFBETFIL, 30) LkE KEZ1
REBBRICEETEYE (pH4) ICLTHSHHMBERFE (EBETF/L. 3@)
Z{Tolc, BONIEREBEMBEY IRV LATHREIELE, BET. &
WARBE L CTEMMEEEEY 21Z&ELEY (1. 019) 528k,

TLC : Rf 0.45 (ANFH >  BFEBRT FI)L=1:3) ;
H-NMR(CDCL;): & 2.52-2.57 (m, 4 H), 3.74 (s, 3 H), 5.83-5.91 (m, 1 H
), 6.89-7.02 (m, 1 H),

[1025] =EME@EIS3 : (2E) —6—[9— (3—2)b70~RYY)) —5, 6,
8, 9—FhZSERO—-T7H-FKFYRT[4" , 3" :4, 51FOO[2,
3—blEYISY—T—AN] —6—FFY—2—-~Ft B

[1026] [1£123]

[1027] =ErHI5 2 TEEINILEWL S CICEREI4 >FRiEH 5 >EHHl 6 —
EHF 7 >EAVICECEBEICE>TREIRAEFNSE RO RE
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[1028]

[1029]

[1030]

[1031]

ORE) D UEERERWVWT, Emf1 1 >k SICEUCEREICHLT
TEEMEEZE T EBILEMEFTT,

TLC:Rf 0.29 (n—AFH v BT FIL=1:3) ;

MS (FAB, Pos.): m/z=408 (M + H)*,

EmFI53 (1) : (2E) —6—[9— (2, 4—-V7)FANRVI)
) -5, 6, 8, 9—-FhSERO—7H-FYR[4" , 3" :4, 5]
Koo [2, 3—blEYISY—T—qAI] —6—FFY—2—-~FE

RHEF 5 2 TEEI NI LA S CICEHER 4 >RHEF 5 > RHEf 6 —
EHeB) 7 >REHIVICECBECEL >THREINEZTF MZEROEY) FE
ORE) D UEERERWVWT, Emf1 1 >k SICEUCEREICHLT
UToWtEz=E T 2 EELEWM=ET,

TLC:Rf 0.37 (n—AFH v BT FIL=1:3) ;
MS (FAB, Pos.): m/z=426 (M + H)*,
EHBISA4 - 6—Th¥s—5, 5—IUXF)—4, 6-—IVFFY~EHY

Vg
[{b124]
@) O
Hozc/\/lgel\o/\CHS
HsC” \CH,

BiKTHF (20mL) 1IC2. OM LDA/THF—IFILRVEY -
ANTHVER (7. 88mL) ZMX. RIATAR—AY /) —ILAT—T
S8CMHEICAIL, TFI 2—XxFLFON/T7—K (1. 749) O
KTHF (5mL) B®&RzW-<KYUETLE, —7 8CHHET 1REE®RL
o181, CORREINIEBEXY (1. 509) DEKTHF (5mL)
RBRIKABTS2MITETLE, BIEET4 OB =ET3
BRER® L, RIGIRICHKA T, KEWw->< YIRA L., BT FIL. fafik
BRKRT MY D LKBREMAHE L, B5NKBICT NIEBKERE
MApHZIMEICL, BFEETFILTHIE L, BREZEKTEEFNI D
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LTEIR RERMELE, BONHMERNZY /700X THREL, &
F<BEKMBROEENE P THRE, BOoNL2REREERT 22
&ET. TRRMHEEZE YT 2EBLLEN (2. 229) 5Bk,
TLC : Rf 0.45 (/OOKRIL (HBETFIL : X5/ —)L=6:3:1);
H-NMR (DMSO-d¢) : & 1.17 (t, J=7.2 Hz, 3 H) 1.29 (s, 6 H) 2.39 (t, J
=6.3 Hz, 2 H) 2.72 (t, J=6.3 Hz, 2 H) 4.10 (q, J=7.2 Hz, 2 H) 12,12 (
s, 1 H,

[1032] REFEISS :TFIN 6—[9— (3—7N74ORVVI) —5, 6, 8

9—FhSERA—7H-FKFYR[4" 6 3" :4, 5] ¢¥OBa[2, 3

— bl YV —T—AN] =2, 2=IAFIN—3, 6 =IFFY~FYH
/77—t

[1033] [1£125]

= o o
N
\N/ \ 0" CH;,
N & HiC CH,
F\d

[1034] MM 1 CEREINLEEY (259 mg) ON, N=IXFILKRILALT
IR (5mL) BHIC, EHEFIS 4 TRIEINZ(LEY (355mg) . b
JDIFINTIY (433 ul)., 1—ERAFIRVYYKMNYTY—=IL (19
Omg) . 1T—-IFNL—3— (3=IUXFILFI/FOENL) AILKRIA X
NiEESIE (288mg) ZEERTTIRRMA. 1 6EEBERLE, RISNRE
MICKEMZ, BRI F)LCHIE L, EAKREE TS M) U LA TELRE, REER
WLz, BBEZV)ATSNASLIOXNI S 74— (NFHY BRI F
=2:1->1:1) THREL. TEMHEEZETSEELESY (38 1m
9) %187,

TLC : Rf 0.49 (ANFHY BT FIL=1:1);
TH-NMR (CDCl;): & 1.26 (t, J=7.2 Hz, 3 H) 1.41 (s, 6 H) 2.48 - 2.96 (

m 6 H) 3.75 - 3.97 (m, 2 H) 419 (q, J=7.2 Hz, 2 H) 4.49 - 4.68 (m,



WO 2012/005227 337 PCT/JP2011/065312

2 H) 543 -552(m 2H) 6.70 - 7.32 (m, 5H) 7.76 - 7.87 (m, 1 H) 8
.26 - 8.40 (m, 1 H),
[1035] EMEFIS6 :TFIN 6—[9— (3—7)Lb74ORVVI) =5, 6, 8
9—FhSERO—TH-KEYRT[4" , 3" :4, 51O [2, 3
—b]l] YV —T—qN] —3—kRAFL—2, 2—IAFI—6—F
FYANFEH I T—b
[1036] [{L126]

0
é:i:)fffgi::> 0" CH,

[1037] EHEHIS 5 TREINLEY (22mg) DXSH /=)L (1 mL) AR
ICHKBTTKRFRIERVRF MY DL (3. 5mg) ZMA. EET2. 50
BE#R L, Z0%. KATTRESEEWISKS L1 NIERKBKRZ I A
. BT FILTHIE Lc, BHEEEKEREE S b U LA TERIRE, RERNE
LCTEettiEsE I 2 EBLEW (22mg) 2575k,

TLC : Rf 0.34 (ANFHY BT FIL=1:1);

H-NMR(CDCLls) : & 1.15 - 1.49 (m, 9 H) 1.50 - 3.74 (m, 8 H) 3.76 - 3.
96 (m, 2 H) 4.14 (m, 2 H) 4,46 - 4,68 (m, 2 H) 5.42 - 5.50 (m, 2 H) 6
.68 - 7.32 (m, 5H) 7.77 - 7.92 (m, 1 H) 8.23 - 8.35 (m, 1 H),

[1038] =MEBI57 : 6—[9— (3—2)AONYYI) =5, 6, 8, 9—F
bSERO-—7H-KEYURT[4 ., 3" :4, 51 K¥OO[2, 3—b] K
Do —T—A4)] —3—-bROF>—2, 2= AFI—6—FFHAF*
T B

[1039]
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[1040]

[1041]
[1042]

[1043]

[1b127]
- OH O
W“MOH
N o HC CHs

F©)

EWEEIS 6 TEEIN/ELEY (20mg) 21, 2= A RNFOTHY
(0. 5mL) ., X% /—J)L (0. BmL) ITHFEIHE. 1 NKE{EF N
T ALKBER (0. 5mL) ZMNMAEET3 ORI L. RIWARICK,
tert—JFIIAFILI—FTIZEMATHEL., BO5NEKEIC T NIGEE
KBBREMZ pHZE3IMEICL, BFRTFILZRBAWTHIE Lz, AHEZE
KRB+ b U L TEIRE. BREERRELE, BEZDEERI/I O NI ST
41— (BFEBTFI) THEL., TEYWEEEET EELEY (4mg) &
B,
TLC : Rf 0.38 (BFEETFIL) ;
H-NMR (CDCLy) : & 1.16 - 1.39(s, 6 H) 1.45 - 2,98 (m, 7 H) 3.22 - 4,
10 (m, 3 H) 4.46 - 4.72 (m, 2 H) 5.42 - 5,55 (m, 2 H) 6.70 - 7.35 (m,
5H) 7.78 - 7.85 (m, 1 H) 8.28 - 8.36 (m, 1 H),

EMEFIS58 : 6 —ThFv—6-—AFV—4-—~F> VB
({61281

o N

/fo
HO,C

4—RYFUHB (2. 01g) . AFRYAFILEZERTIR (6. 99m
L) #THF8O0OmLIABIE, —78CTHBLTWAHIZCLDA (2
0. TmL) Z209MITHETLE, COBFRE—78CTI1EEIRE®RL
., TFLoO007+—X—b (2. 18g) OTHF20mLA®R% 1
EaMITHETL., ZTORETIONHEIL LA, Z0%, Bl (1. 15m

CH;
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L) ZMAZERBETHEBL. 10% ) VEBITKEDY 7 LKBEREZIA TH
HIEE (THF 1@, 7 hSTFILXAFILI—FTI2E) %21T>7/, Bdh
LERBEZMB<Y /R U ALATEIEIELE, BET. AEZBEUHEER
MaBk, Iha)AsVAZL70%b)Z714— (A/B=30%—
45%, A=BEFBRTFI : BEE=30: 1, B=n—-~FH) [CLYEH
LT iEZE T 2RELLEY (64 1Tmg) %257k,
TLC : Rf 0.50 (NFH Y : BFERT F )L : BFE£=5:5:0.1)
H-NMR(CDClz): & 1.31 (t, J = 7.2 Hz, 3 H), 2.67 (s, 4 H), 4.22 (q, J
= 7.2 Hz, 2 H),

[1044] =HEFIS9 :TF)I 6—[9— (3—)hAORVIII) —5, 6, 8

9—FbSERA-TH-KEYRT[4" 3" :4. 5]lkoma[2, 3

— bl YIS —T—A)] —6—FFYV—2-—-A~F U
[1045] [{B£129]

[1046] EfEHIS 8 TREINi=bEW (17 4mg) 5 NICEREG 4 >EHEG
5 >HEf 6 >R 7 >RHEF 1 ICEULBREICL > TREIRAET NS
EROEY REORQEY VVEEHE (300mg) #IYXAFIKRILLATIR
4. 3mLITERIE, ERETHERLTVWAHICT — (3-IXFLTI
JOEI) —3—IFILAINKIAINERE (245mg) . 1—-kFRO
FORVYN)TY——KHH (196mg) . NUIFLTIV (35
Sul) ZIEICMA. ZORETREER L, RIBKRTH. KEMAHE
BIE (NFHY BRI FIL=2:1, 3E) 211>k, BoniEGH¥E%
M~ Vx> LATHRBIEE. BET. FELZ8BE L THERNE B
o CNEIYATINAZLYVOANNIZ 74— (BFBBTFIV /~NFH =3
3%—>54%) ILIYBRHLTTEYMHEEEZET 2EFLEY (34 1mg
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) =7,
TLC : Rf 0.26 (NFH : BB T F)L=2:1)
TH-NMR(CDCLl;): & 1.25-1.34 (m, 3 H), 2.43-2.91 (m, 6 H), 3.73-3.96 (m
, 2 H), 4.16-4.25 (m, 2 H), 4.42-4.67 (m, 2 H), 5.43-5.52 (m, 2 H), 6
.73-7.34 (m, 5 H), 7.77-7.86 (m, 1 H), 8.27-8.32 (m, 1 H),

[1047] =MEfFI60:6—[9— (3—7)FARVYI) —5, 6, 8, 9—F
hSERO—7H-FEFYK[4' , 3" :4, 5]F¥Oon[2, 3—b]lF
VI =T —A)] —6—FFY—2—~F% Vi

[1048] [1£130]

CO,H

[1049] =EMEfIS O TRIEIN/ALEMEEREM 3 ICE U/BREICH LT, TEY
MiEZE T 2EEILEMEFT.
TLC:Rf 0.32 (/OAMRIN LAY J —)L:7K=50:10:1) ;
MS (FAB, Pos.): m/z=406 (M + H)*,

[1050] EHEFI61 :TFI 6—[9— (3—7)Lb74ORVVI) =5, 6, 8

9—FhSERA—7H-FKFYR[4" 6 3" :4, 5] ¢¥OBa[2, 3

—blEYSY—T—A)] —6—FFY—2-—-~FE/FT—F

[1051] [{E131]

Q;QN{/?OLCHS
o

[1052] EMEHI5 9 TEEIN/LEH (109mg) H#EEEITFI1. 5mL,
AFHYT, EmLICARIE, EETERLTWSEHIZY YV RS —fE (
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[1053]

[1054]

[1055]

[1056]

20mg) AmMA. KRFHAKOEERTT4. SRBEEH L, RINARE
tS4 N (BEEE) 28% BAEEZEELTY)ASNVAZLIOYNT
574 — (BRI FIL / ~NFH>2=35%>56%) ICLYUBRL., Ti¥
MiExE T 2ERLEYW (101 mg) 257k,

TLC : Rf 0.44 (~NFH Y : BEEET FIL=1:1) ;

TH-NMR (CDCl;): &1.25-1.34 (m, 3 H), 2.39-2.67 (m, 2 H), 2.78-3.06 (m
, 4 H),3.66-3.95 (m, 2 H), 4.16-4.23 (m, 2 H), 4.56-4.67 (m, 2 H), 5.
43-5.56 (m, 2 H), 5.77-5.84 (m, 1 H), 6.28-6.40 (m, 1 H), 6.73-7.31 (
m, 5 H), 7.77-7.85 (m, 1 H), 8.29-8.32 (m, 1 H),

EMFI6e2 : (27) —6—[9— (3—7)A0O0RVY)) =5, 6,
8, 9—FhZSERO—-T7H-FKFYRT[4" , 3" :4, 51FOO[2,
S—bl VYT —A)V] —6—AFY—2 —~Ft &

[1£132]

N O
F

EhEfl 6 1 TREINALEWNZEMGI 3 ICEUBEICH LT, TEW
HiExE T 2EBILEMERT,
TLC:Rf 0.52 (/O ORI L Xy J—)L=10:1) ;
TH-NMR(CDCL;): & 2.38-2.95 (m, 6 H),3.76-3.97 (m, 2 H), 4.47-4.50 (m,
2 H), 5.46-5.51 (m, 2 H), 5.88-6.15 (m, 2 H), 6.71-7.31 (m, 5 H), 7.
77-7.87 (m, 1 H), 8.29-8.34 (m, 1 H),

EMEF6 3 : XAFI 2— (RVINAFY) —4— {2— [9— (3—
Z0AORYVI) =5, 6, 8, 9—FbSERO-TH-EY R[4’

3' 4. 51vvopn[2, 3—b]EYIY—T—qA)] —2—-FFY

ITFIIL} RV TFT—h
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OO,

[1058] XFJ 2—200—-4—-3—RKRVYYT—rDORDLYIZAFIL2 — (R
YINFFRY) —4A-TOERVYYT—MNEAWTERER 4L O ICECTIRE
ICE > TEEINLEME, ISICERERS OICELALREILHLE, &
Snfob &5 CICERES 4 >Ehefl 5 >E el 6 > k6 7 —>EHEH 1
ICELCEBEICE>TEES AT NS RO NEOOE) D VEFEEEF
ZRAWT, ERGIT TICECEREICHL T, ERbLEMEST,

[1059] EHEFI64 : XFIN 4— {2—[9— (3—=NAORVII) =5,
6, 8, 9—FbSERO-TH-KFYR[4"  3' :4 5] o0/
2, 3—b]lEYYY—T—A)N] —2—FAFYIFII} —2—-EROFD
NJT7—b

[1060] [{t134]

Wv@

[1061] EMfl6 3 THREINLEH (70mg) OXAY/—JL/ THF (1 :
1) B®&1. 24mLICS%/ NSV U ALKRER (Tmg, T0wt%) ZMMA
. KRFEIT., ZRTIHARKE L, RIEARZEZ 1 MEAL &,
BEARBEREL, BONEREEDYATIVAT L (NFHY EEET
FIL=70:30~40:60) ICLYUBHLTCTEMEELZET 2EEL

[1057] [1£133]
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&% (55. 2mg) %187k,
H-NMR (CDCl,): & 2.68, 2.83, 3.61, 3.72, 3.83, 3.94, 4.34, 4.69, 5.3
5, 5.36, 6.58-6.90, 6.90-7.00, 7.03-7.13, 7.20-7.29, 7.68-7.85, 8.28-
8.31, 10.73, 10.77,

[1062] =MEFI65 :4— {2—[9— (3—7)LAORVII) —5, 6, 8,
9—FbhSkERO—7H-FYRT[4' , 3" :4, 5] F¥OoO[2, 3—

bl BV Y —T7—AN] —2—FAFYIFI)} —2 -k FOFEZEER
[1063] [1£135]
OH
(O~
=N | CO,H
F\©)
[1064] =EMEfFI6 4 TRIEINLEY (53, 8mg) OIAFIIT—TI /X
7= (1 :1)3A®K3. OmLICT NKEEF MY LKEAER (1. 5
mL) ZIAERT2. 50FM. SO0OCTIF/IEHLAE. FRICT—K
FHEL, BEHBELSOCTOHIEIRR LR, RINAKRICKEZMA 2, t
ert—TJFILAFII—FTILTHEFRER KBEICT NERKAREZINZBYE
(pPH3) ICL. BT FILZRAWT 252177, M LBEREE
RMBIEK TS, BKMBY IRV IALTEBRLLE, 7109 —BEL
TRONEBREBEREL. TEMHEEZE T 2E0RLEat (46, 6m
9) %187,
TLC:Rf 0.16 (|ILXFL V: X% J —)L:7K=90:10:1) ;
MS (FAB, Pos.): m/z=460 (M + H)*,
[1065] EMEBI65E (1)
EREHG6 ICHVWTEEINL [3— (RVUIUILTFY) —4— (A hF

SHIVKRZIV) 7 x=I)L] BB S CICERER 4 >EHER 5 >EHER 6 >=E
B 7 >2mE 1 ICEUCEBREICE >TERESIN AT NS e ROEY REO
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[1066]

[1067]

[1068]

[1069]

AEY JVEERERWT, REef 1 1 >REh 3 ICECTBFEICHLT,

NN A=x F-x =y
EWE65 (1) 14— {2—[9— (2, 4=o7)xarRyII)) —

5, 6, 8, 9—FhSERO—7H-FYR[4', 3 :4, 5] ¢FKO
Of[2, 3—-b]lEYSY—T—AqAN] —2—FFYITFI)I} —2—-E RO
xR BB
TLC:Rf 0.16 (BILXAFL V:XH J—)L:7Kk=90:10:1) ;

MS (FAB, Pos.): m/z=478 (M + H)*,

BEH2 :9— (3—ZNFARYIIN) =5, 6, 8, 9=FrSER

O—7H—EYR[4" ., 3" 4, 5] FOoOf[2, 3—b]l EYI>—

7 —HINREHI R
[1£136]

— NH,
T

O

EREGI 1 ICECBREICL >TRELEI— (3—7i4ORV VL) —
6, 7, 8, 9—FrSERO-5H-KEYK[4', 3" :4, 5] KO
0[2, 3—b]l]EYYY (100mg) . NYIFILF7IY (263 ulL
) ZIBIEAFL Y3 mLIARBRIE, EREHRLTWSHICNIXFILYY
WAV T7x—hF (31 1mg) ZMAX, EET1 ODEHLE, TDBER
ICRENEEKZMAHBEREE BAFLY, 10) Z217o%k, BohiE
BEZMBEY /R D LATRBEIELE, RET. AEZEBELUHEERY%Z
Bl INEFBIFILTRTRSE, BET. Z1E L CTEMMEEET
DIEBEILEY (72mg) &/,

TLC : Rf 0.28 (/OO RINL: XS/ —IL=10:1);

H-NMR (DMSO-dg): & 2.67-2.73 (m, 2 H), 3.58-3.67 (m, 2 H), 4.50 (s,
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2 H), 5.43 (s, 2 H), 6.17 (s, 2 H), 6.90-7.37 (m, 5 H), 7.84-7.91 (m,
1 H), 8.17-8.21 (m, 1 H),

[1070] BEHI2 (1) ~B5EH2 (2)

9— (3—7Na4ORVYYNL) —6, 7, 8, 9—F Sk RO-5H-—
YK [4", 3" 14, 5] KOO [2, 3—b] EYVIVICHET ST
fZerOEY REORE) YVEEREZRAWVWT., &EH 2 I CBEIC
LT, UATDEMERF,

[1071] ZEHI2 (1) :9— {[2— (bVTNFOAXFII) =1, 3=FFV
— I —=5—AJ)] XFI} =5, 6, 8, 9—FbSERO—-TH-KEUYR
(4", 3" 4, 57 kOA([2, 3—b]EYISY—T—HIRFHS
B
TLC:Rf 0.36 (/OB RIL LAY J—)L:K=100:10:1) ;

MS (ESI, Pos. 20 V): m/z=382 (M + H)*,

[1072] S5ZFI2 (2) :9— {[4—AF)—2— () Z)AOXFIV) —1

S=FF7J=I=5—A)] XAFIN} =5, 6, 8, 9—F Sk RO—
JH=KEFYR T[4 , 3" :4, 5]K¥OO[2, 3—b]EYIY—-T7—
HILREHI R
TLC:Rf 0.37 (/OB RIL LAY J—)L:K=100:10:1) ;

MS (ESI, Pos. 20 V): m/z=396 (M + H)*,

[1073] EHEHI66 : £ FENP P 2BA=FEMHEIT

EREOHREEMAR (10%IXAFILAIEFYR) 10ulLe&bu
g/ mLOERNENPP2A®K (BERA :100mmol /L Tris
—HCI| (pH9. 0), 500mmo !l L NaCl, 5mmo | /L

MgCl,, 0. 05% TritonX—100) 40uL%EAL.,
5iIC2mmo | S/LD16:0-)YKRRZ77F¥)aY>r (LPC) &K
(BE®RA) 50ulLzRmML. 37CTFT24BBRMBIER, HEWT,

ZTORIGAE®RT O u LICHEREE®R (O. 5mmo | /L 7XI/7VFE
J>, 0. 3mmo | /L N—-IFJI-N—- (2-kEROFS—-3 -2
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[1074]

[1075]

[1076]

R7OEN) =3 —=XFL7=Yv, 1TU/mL RiLFF24¥—F, 33U
/mL aYvAFo 45—+, 100mmo |l /L Tris—HCI (p
H8. 5), 5mmo | /L CaCl,) 90ulL%%EmML, 37CFT2
ONRERBIE, 555 nmTORNLERNEEIT> =,
REMREAWT, SHREAMICE T2 VELE (BREN) 28
HU., SEBRIEEWZRMULBWBERBICE T 2BREE % O %EER, #
BRIEEMBLTCEMENPP 2RI ULAWVEERIBICE T 2BEREE% 1
OO0%PAEE LT, ERMILEMOBEEHEIEREHE L, I5HIC, K
SIKRINZARBEESMIMAVTIE. BEEOHREFMHRL2ENS | Coy
ExEH L7,

[#&R]

K2IY, ARBEESWE T uMICBWTEBVENPP 2EERAH L
 R3D I CoofEL Y. AFKEBALLEMIBEELENPP 2IAEEFENAET S
ZEMNHERI N,

[&2]
= | ENPP2ERERRE (%) = | ENPP2EHEFEER(%)
EHEHES (M) EHGIES (M)
2 67.70 31(170) 97.95
3(19) 95.09 31(188) 98.85
9(26) 59.32 31(189) 99.35
9(28) 76.57 31(128) 99.05
9(31) 82.37 31(129) 99.75
9(59) 69.26 31(142) 98.62
12(27) 91.89 31(160) 99.47
15 84.11 31(162) 99.54
18(1) 89.63 31(181) 98.69
23 96.25 31(182) 98.90
31(32) 98.15 51(23) 96.19
31(34) 98.61 51(24) 97.46
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[1077]

[5&R3]
- ENPP2REEEH - ENPP2REE BT

EHEHBS 1Ca (M) EHEHES 1Ca (M)
3 0.034 31(140) 0.011
9 0.091 31(169) 0.013
9(2) 0.016 35(2) 0.1
12(42) 0.0096 35(122) 0.035
12(97) 0.0067 48(8) 0.026
20 0.083 48(9) 0.025
31(24) 0.005 51(48) 0.0078
31(127) 0.011

EEGI6 7 - BEEFZ v b TORENFATE

SDXR#EMESY M (Cr 1 :CD (SD) , HAFvY—IR - YnN—_ 7
~10:8#m) Z1. 59/ kgIL ¥ YVDOBEEMETIRSICTHRELE, &
MEPLIFE, BIRNIESAOBRHRAT —TILEEA LKL, FELR% EH
PRl BBMHETREZER Lz, AMICEE DTEBRRIEREB/ L
FREREANERDRENT — T ZHNE L 2EERTESR, S REAATEA L,
BEMERTHRRAEE L, REAT-TILEEMNSYRATFTa1—%— (HEA%
BR) IKERLT. REREEHE Lz, REREICDWTIE, ELHICE
BERNICEERIERAFALTH20mmH giladbE %, RENENET
LTZES20%HE (1 OPHOEETAO. 75mmHglA) L. &
EEBORENTOmmH g U EOEHRERBICHER L, EREG3ZHOL
a¥ (&5=:0. 1, 0. 3, 1. Omg kg) RUEMHAF3I1 (24
) EBHODILEY (B5&:0. 03, 0. 1, 0. 3mg. kg) 5#&~th
RIS L. M3 0PBRICY L/ RYFI T mLAERIRAES L, RERA
FEETE (%) & LE5W%SH (09) ORERNESHL SEEESE (v
LI RVFIKERT OB TORENEDREME) 23\ /=EEZ100%
L., LEMREBRORENEEZE EICEH L,

[fER]

Eefl I RBOLEY (H1) $LUREFAI 1 (24) BHEDLEYW (
B2) &, RENEEZERICETI %,
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[1078] &FFL1
UTORRDEEEICIYRE LBRITIRL T, —i8PIC5 m g OIFEMER
DEEBITDmR AEEF,
- 6—FFY—-6—-[9— (3—7xz=,)07OEL) -1, 3, 4, 9—F

FNSERO=-2H=—B—-HILR)Y~-2—A)L] ~AFHVE- - - 509
CAIREIAFILEZLO-ZAANT DL (BEF) - - - 204
ATV VBT IR UL (BEFD) - - - 104

- S tELO—-2 - - - 9204

%‘JEI jﬁl 2

UTOEND =EEICLIYEBEBALALE, BREEERICIYRBEL, S5mL
OV VTNICKREL, BEICIYRBRZEL, 17> Ldh20mgnDiE
MR EEETDI 7Y LIV BAER,
- 6—FFY—-6—-[9— (3—7xz=)N7OEL) —1, 3, 4, 9—F
FSERO-—2H—B—ANKRYY—2—AJL] ~FHVE- - -200g
Y Zh=J)b- - -20g
-Z&HBXK- - -50L
ExLtofA7gEN

[1079] AHBILEMIENPP2IREENEEL. REHBEZEO T, BB L
G/ FRRERBER E LTERTH 2,
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FERDEH
[s5R1E1] —f= (1)
[{E1]
(Rz)q\\ (Ra)t
ﬁ\x Y ‘ /\l
\ N Yoy T OR*
A Gl G
w3
@0142

[, R'ENOHFVEF. C1~47)ILFILE, C1~47)30
FOE C1~4nO7LFLE, Cl~4nO7NLaFPE, AL
REIVNE, 2T7/HE CT1~37LFILNANEZILE, AILNES
IWEZFIE

[1k2]

(R1_1)mE—

©0143

(Xeh, BASIZE~TEBBBRERDLL., EFEEF. A FLVEFE
FidBRETFEZRDLL, R1-1ENOFVEF. C1~47)LFILE
CC1~47)0aFVEH, C1~4nNO7ILFIEFHEIFECT~41n
A7)LIFTEAERDL, mIZO~3DBHAEKRDLY, HL., EHOD
R-AKDODIERFELARLCTHER>TVWTEHELWL, ) Z&XRb L,
R2IFKRERF. NATVEREF. CT1~47ILFILE, C1~47)L
OFEFAEFCTI~4nnOF7LFILEERDL, R3IFEC1~47
WFIVEZRDL, RUBKBRFERLIFC1~47ILFIEERD
L.

BARF (i) C3I~7THRAKRIR., (ii) C8~10®RAKR
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[E5KIR2]

R, (i i) BRERETF. ERETELUOMERTHIOFEIRINS 1
~AEDOATORTEZECA4~TEBBRAEREREIF (i v) BER
FF. BREF. BLUMERFHIOLSEBRINSG 1 ~4EDOATOR
FEEL8~1 0B RABERRERDL. XBEBERRETILIFKE
RFaERbHLL., TIEEFFELIFTHELLIE2EDORETEBRINT
WTHLWEHC 1 ~47LFLVE, C2~4T7L05=ZLVESL
KIFC2~47)F=LvE (HEf, RSFCT1~47ILFIE K
BEFIITI/HEERDY, ) 2XkbL. Uik (i) XFLVE,
(i i) BREF. (iii) —NRé— (BEff, ROPIFKRREFZE
g XA FILEERDY, ) /413 (i v) 1~5@EDOR'TEHRIH
TWTHEWI~TEHE, C5~100DEBREBELCIEE5~1
OBOEFBEERER (Edh, R7EINOFVEF. C1~47LFILE
. KERE, AFVE, C1~47)axYHEH, Cl1~4,nO7)LaF
VE, VT I/BFLRRYINAFVEERDT, ) ERDL. Y&
(i) #EE&FFIE (i 1) 1THLLIE2ADRETERINTWVT
HIWEHC 1 ~3T7ILFLVEFLIFC2~3T7ILTr=LVE (B
B, RE@XAFIEERDLT, ) 2RbDL. WRIEESF £IFEHC
T~37)LFLVvEERDLL, ZIEIXFLVE, BREFIBLEX
NTWTHSIWRERFEZRDL, qld 1 ~4DEHEXRDL. rid
BR2O~5DEHERDLL., tIZ0O~20BHAKRDLT, HL. X
DR, R2, R3, RS, R7BLURENPRHLITHIIZ4FLTHE
BoTWTHILK, A—DRRRFICHET 2 2EDRIELTRS
&, BRESTIRBRTEMWIHR>TC3I~52707ILFIL%
ERLTHLL, ] TRINZ(LEY. TDIE., ZOBREMPH /T
Thoo7ORzvy 7,

—ix=x (1 1)
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[E5KIR3]

[E5KIR4]
[E53KIR5]
[EE3kIR6]
[E5KIRT7]

[1£3]

z—W o) o) (I

©0144

[Xh, R *BIURIIFEAMI L TKREFELRBIAFILEE
KbL., TOMOESIFERE 1 LHERALCEKRERDT, HL. R
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