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[err] off and washe thtx ter, dltr;eeprs-o lsaJus aJ SstAlbE

obtained if 1- veiuettts ied. The"lo:HtamedG:B g)ogl-véri-o%amfat Vthe; mbﬁ,vad pirecsdlidcts filerel 350

3 - nethyl -tibt P‘e‘hY1657°ﬂ1Y1d| xy - j affgThe 1- agyl-'* 9ifeyl-5-
pr oduct Ioosei10 %@A m‘%@oﬁf ggfd %‘?’?{d’g %ﬁy

[err], and then m 1 ﬁatm@sftsdmptdo ekl @isis taeetbﬂdfawbﬁrdaas:seg l(ma)he
above process. @hardoal. Yield: 2.8 g. (73.5%) OfPurlﬁed mp. 156—15TC0° Exanple 4 -

Anal ysis: 0.01 rﬁS?dé%t’ P dpr$88enzopyrili um sal t used  Cal cul at ed for[err]
(414.51): 40 54 n Exanple 3E£1§1? e @i ssolved in 5 fﬁ erhqu obm& 9% 65%
H 7.30% N 6.76% war g @B5haiied, ofodly lpodBered b P%ﬂﬁﬂ)bf&&;s 2 ThoabHy

66. 50% H 7. 20%3 N6 SRitopurd hshd:&mplenytltydr@hvume t&d:d@dmﬁxm Iiasrlcpt
yel I ow sol uti on. P2 I*\‘}t’ ﬂﬁt IFW‘?}Ir?fco‘P rigerato r‘i'gg

met hanol from thHe 19 & Tt 5y Soromed, otk L t8 near‘f‘ilmtdocqﬁ page separ'
crystalline substance can be carried out by 45 then 20 m. of water are
added to the residue. drying the product at a tenperature of 60 to The
separated product is filtered off and [err]. According to a nore preferred
rret hod washed \Mth 2 X 2 m of water, and the pro- the rret hanol adduct
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50 2,3 - diazabicyclo - [5.4.0] - undeca - ethyl - 7,8 - dinethoxy - 2,3 -
di azabl cyclo - 1,3,6,8, 10-pentene are recrystalllzed from a [5.4.0] -
undeca - 1,3,6,8,10 - pentene con- 10-fold quantity of |sodBQppnoI_ “in the -
presence _tains no-traces of sulfate. Y| eld: 93.5 g. (68%, of chafcoal.
Yield 2.8 g (73.5% of purified m 344 115

product, mp L
ats[x‘ﬁ Jo6RPEPTR oBrafill substance dﬂuﬁé«: “Ezg aéd ligh Tol5finely

a) The et hang feerygmﬁzjacrfrdm @bOleth taitm&d
powder ed t hecqyere pdir &t 10085 %4 the hpuri§eds rligh mlmdemBSml(amedm atesoy|

- 4,5 - di wder mefts 41188 1y s@r 4T n 15749C. kept

R BT 2

days. 8 to 1&yg-€204‘ nébﬂﬁoll aildted il Cloebrategl- aofltiiethabﬂumﬂa ROk af fdogskrhea |1 ght
aza

cr eam col our Idl@é'q =23 - @unﬁed product melss at 168°C and does not 70
1, 334, 271 1cyc 8?‘;4p'? undeca - 68 1’0 - show melting

B iﬁ ~The
obt ai ned 8 UbB R geerruntiaiaxicilet Rr2650NxEHidae HRPAGATS "%I:ég%;ﬂﬁ

recrystal | i zedctiueprrhe dduble batdhafrigH, daet hota meqnb@swl or nmul a
IV is recov@P§atof 80 to 85% the purifi et rapesghen “IMI'I P@%léud'@*lﬁe and ‘waghed

with 5 m. of jgpthanol. 65 yellow sh crysiggjaPieamlfs_at [err] On
Yield: 2.759cCal for Q),HoHED.. k:,oHIlmg 5 t he1.bns varagit 1 E:mns&ﬂpctsu.rahy@nal ysi s,
t he product pﬁ@ﬂ@ct is recrystallized f 708md1mth0n82,ﬁelddzabsyddre[5:l40§ et hyl -
4 - veratrylp- 6 7S 70 5?3 Ers a!ﬁ %1; ’°of““ii§“’pp'lr 3380 orpepremohavingdthquant i ty
oxy - 2 - nap‘ﬁlfl ol a& p 504 % el - Sf ‘methanol with a recovef{ of
80% The net h}s)Theanveamqut)(h:p-lsi (S)candsﬂyet hoxy - 2,3 - purified product

mel ts at F‘érbe]s i cyclo - [5 4.0 - undeca -
1,3,6,8,10 - 3¢ Y\for%g"{" é’ﬂg%ﬁgy on in admi xt§ e°°“10 pent ene.

with the conngydja [pu;épa cal | R spectip oByi num at 2650

[err] (ionic en&'fmda&a&zvg: (joeaoholqshof s}-;@b‘f-erabl y carjiedioup*structure); the

doubl e bafd *raﬂgg cliethomty 2 &Gus al cohol 7% efd S or in the
in 40 ml. of hot abs ethano .
presence app. §soluuon is cooled, 6.55 g. of pure a:lduct of Ly aces of an alkali

met al hydr oxdeplate (m.p. /268808 Merbgin content: , VWHAT WVE
CLAI M IS - 165%)Cé1ﬂcuhs1mr§dp¢mrof @ rproduct 1 - Veratryl - 4 - nethyl
- 5 - et h t}%{? i l%n aite; re’f‘ﬁ ization from and- acxd addm:gcsahs conta1 Elg‘ Xy -
2,3 - di aza Qbfai - mﬁpﬁﬁ% co c?‘g? gij}gg}/ﬂ:ed i xﬁﬁ %
1,3,6,8,10 -a:ﬁebma@nﬁm laa;wu péintdepisasion. orawanorerﬂhﬁm&g&/any chin;&nms%;s
formul a IRS % Veratryl 34 methyl- }D-ethyl 7,8 - };ﬂg}gd‘im 1 Jabéfg@avamwbt m p.
[err]) ca §13e‘?j‘£§§%} “t e3 S0 ggﬁé;;gs 3829
(0.01 nol es)m@&a&u%fa&w% hs by lor fedfalal I as &e&% 1 Vgl

di aza- foll wat r] bicycl o - - mmlmrencanglse»(ﬁ eriGoyl - teh-elge and
3.68 g. hl eef)wm and cerzrategvélpe&torswwl)ﬂenwnl-québ lallp -
napht hoI are yﬁi -}‘@mhﬁfn Ql. abs. ethanol, and the solution is
cool ed. 6. 55449k yglﬁ,w,pg,a% BE bof BRRAIAde (m p. [ ek ﬁnrogen cont ent:
3.65% . The smbbst The spspenszbnds‘hdatae prisdogt 30 does, o) e even after
recrystal I ?1"15?1% 1- % ion salts thereﬂjﬁet hanol or

| sopropano cﬁotﬁf}zfl@rﬁﬁmﬁﬂs fe rihar maceutical products containing

t he product Sa I EndaMeated hﬂ@m’hﬂh@ﬂbﬁgraphs a) corrpound of formula | as

clained in cidalsml@namd lt)thed!efees kaedsmow mel ti n oi nt  depression. and/ or

one or_mosg WLILRITEILLL oM, i O e e el ol MR - S

et 3

3 ethokyp he%y QC petbab ON 20

di rret hoxy - ihdea-- dﬁ,a,xabl-cpen{eﬁh are danta&hem] hydrazong) biathedemulh iftal - carri er or
exci pi ent. umd® t°114° 1 r&@ctlswf?{aéhe is prepared from 3. A process for
preparing th&™ Eﬁf}s m%fﬁ&uct obt ai ned i negar aghaphs a) or b) as

formul a | sgs cl ai med |mx§,& im 1 which com foﬂ':@g;’:‘t
prises reacti rzagmiacturegf2386 gzeéealt of 3-42-5 - di of wafer and 5

m . of conce g‘ 1 E nmt an- 2- one of thﬂermforrrul all 40
hydr ochl ori c; Fg) > ° m(qv@;‘innmdes) of -t he above adduct.
The sol ut I60noftuéﬁz!81&‘e lslemkxe& lo%ur@ ro@é’ss isn@iddal th A1afd 3 wherein
[err] sol ves20 mhef tes aethmbdaoﬁtcheb poung, of forehula Hieby readion bdice  100-
ethyl - 4 - Vhympidupis ] @A@aeef?geratﬁlfﬁ'emowmme@l acuhapht hol is filtered off.
The hot acidic filtrate is cooled, rendered al kaline with concentrated
anmoni um hydrox- ide solution and is thereafter worked up as




described in Exanple 1. 2.7 g. of alnobst pure wth hydrazine or hydrazine
hydrate and react- 50 1 - veratryl - 4 - methyl - 5 - ethyl - 7,8 - ing
the obtained 3 - (2 -._veratr. ; ' '
- [5.4.0.] w—n'er’rwxyrfh?srﬁy1’)“‘pen; an - 2 - one nono- 95 undeca -
1,3,6,8,10 - ned, hydrazone of the formula Il mp. 150
to [err]. Th| ﬁﬂi@ﬂiﬁ“ H@nﬂ"erabl y purlfled as descri bed 037Exarrp| e 5.
[err] 55 ure of 3.86 g. (0.01 noles)’ of
3-(2- ver ' I 20]
mol es) of pura? @G—QS%TQXW wiﬂl’ Ofxfte@qﬁ\ichE"&nrl ate@rﬁghtltgeam' with
a

an acid. 60 j B043C frvk 4L BT ST
process as clreaovaesdof mocbﬁsﬁm,ﬁhw\bm&nh gho fnltercd(offan sigd Iwitk A iml.rof methanel. a6%

di stlllecingff%%‘%@;@ﬁ ﬁ‘ft ﬁ?egg% &oé“ L g‘m é’a&:t@%%&}‘}o‘:ﬂ@bc{@dre&due

i's kept Tyl ropano or 2 30-fold quantity
1, 334, 271 oxy - 2 - naphthol adduct of l-veratryl-4- of methanol ith b ©8covedy of 80B! The The

obt ai ned subshaiwte 5 -edimgthixy [+ Z3he B@{ﬁa’rmp@stmql htt16&°r(‘eamdopssnot 70
recr ystal | %ozé&‘zf"i“éjﬂ? & %01 eP’H’é‘H@I L35 2 sh "b% .ﬂ%,

S 1 eCOVETTR Ghotffh: tuthuiam % 2450 6mP vibdid i %935333 p%&&&ﬁ“ ‘f?e%fﬁtwashed
vmth 5 m . ofstriikirk)aie| doublébany of NBLidSds 00T ViR tagieous altuth arcxﬂm ,Soriht
Yield: 2.7g. s@28), mp. [err]. The 5 th‘étt?epswéan)ﬁlk@metdthvdrmdﬂe ana75)15| s,
t he product pI‘Rdl[ICI is recrystallized frome e & b |ﬂwll§ the 1 - ethyl - 4
- veratrylis Gucliated M ELHLE.0IVGNLLGY OF | SAPT ONRRGY OF - dnedigr | 9l Quagiant i ty
oxy - 2 - naphgd@$o)adduct .of 1-veratryl - 4738 - difnethexy h2,a0 diambicfeloa [5.e0pvery of
80% The netf:‘?/ - 5C7%Q8f%ylH 6.74%3 N 3 Bg’eygé"ﬁg = 13,68,10 - mamlﬁwmpr%ugt '

melts at [er °““dandcd6°e23/horfl6786°d|%z; Lis 4. 0] - undeca -
1,3,6,8,10 - shom eanvuda&tgﬂpritss “dp@anes® on in admixture 10 pentene.
with the cmmm rthadcompp bibwg. | R spectrum xi mum at 2650 [err]

(ionic The %1 ly carried out ture); the double

band of [err]bl 6] 1@ Sholic nedi Uh, the presence

appear ene and 368 g. (001 moles) of 1-ethyl-4- of tr al kali et al

hydrOX| de 25 veriﬁl'yl7~56,'§«5]d ﬂm% %s naphthol are L : VHAT WE

CLAIM 1GIssoIveg |1 Jf 1.1 Veratryl -4 - methyl
dd ct _

LR T 55l oy

2,3 - di azablacas )ome[n&imﬂgfﬁomt of. tOpra@ite H 6. 7_4% N 3. 73% undeca -

1, 3,6, 8, 1030 qosmoens dvenyafrey) reciysalizaipndfrom _md___ d 2idigion sals theraef, 6%

formula |: methanol or 1sopropano The mixture of the = 2. 4 cmﬂ;mg tfé"@‘ﬁ % (m p.
e acco ! phs a)[ compound of as

[err]) can ed&tdh A STt N 2 SRR QB teSoh ARl

(0.01 nol 696) ol - M&ﬁat«ybeﬂﬂy) Ret-le M— 7,8- acid addition salts thEreofy i aEsocaanat myﬂ - 7 8

- di net hox$ -diet®xy -d2,3 7adiazphicygh el-o[ 015; 4a harma arne 1] Or3exgpignt, 0 - fpent-

rocess fOr prepatihg the comipound
ene and 3.68 ;ﬁdec Olé’gsﬂ@f 1??5 %?Pﬁ 4formuLapI as cla:mgd I:n Clgl 1. whqu’:?l com- [err]
25 veratryl gq - Aphipried reditify siLgzol yi 0440 dil . o0f
hot abs. et hanm ml aaﬂdvatehmdsbhmtuf @mcensataijoif@hb?lm*?ﬁﬁ'[’gxtan@f-onpm forthalladl
separ at e ?@x]ﬁﬂdmet Wont@fL - 3. 659 . The melting point of the
pr oduct 30 3@ ffoe a:ﬁi“&“{l’dt}“gﬁryst allizatio from and aci d
addi tion sal ts31v akkted @ bbibrgpr opanol . TIE]

(el re of the 2.
Par maceut i calan rtmm:blecbnteawmn tebagylpt oduct s oB al nnét‘t‘ordl ng to
par-agr aphs % )ﬁs f“‘?Pbih fdél‘efgé’% clained in claim¥and b) does not
show nel ting h ﬁ 'nqune or nmore physi ol'8gi cal | y
conpatible &ge lolnnoh/&hﬁhd‘ﬁiereafteﬂworkéﬁahlb'lyi - 5 - ethyl - 7,8 - acid addi tion
salts thereofdesqnheda!s%%mpéﬂ @ﬂw&ﬂn@&m@ll n°°f y zine iy @epett o

[5.4.0] - 5%1 blﬁﬁ 5 w8 ex““gdﬁe g P 10
pentene is prﬁaeaef&ﬁs’m @@éeat OhydRiz&HP @ Dags morrpoun f the
adduct obt ai nag. 150 « wmgrmﬂ”;ﬁodaanmd&)blﬁs formula | as clained in cI aiml
whi ch com f opurifiedsas descnbedmﬁxample _ i ses reacting 3 -
(2 - veratroyl - 4,5 - '- Q) 30 n1 of wat e™%ss of concentrated

met hoxypheﬁyl ) Apﬁ&ﬁﬁé’laf%-garg 601 hdl®) bro3-@ul a | | wbOy al,oric ggid are
added to 7. 50vegatrof1G.45]1- diokwh lxeﬁyl)tmn ove adduct. The o0l ution turns dark

yel | ow, and a%r ﬁ‘hB (° ¥25t‘ﬁ¢§ % [err] solves. The
ol
SUSpenSI OnGbS ggfo éme w&ﬁ*;ﬂﬁt@aslclalm&tlnﬁmm S%hereﬁ{er atryl
20 ml. of the solvent mixture are distilled off. the compound of formula I by reaction with 100
The residue is kept in a refrigerator for one a mineral acid.
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45 6,7 - dinmethoxy - 2 - naphthol is filtered off. The hot acidic filtrate
is cooled, rendered alkaline with concentrated amoni um hydrox- ide

i ibed in Exanple 1. 2.7 g. of
al nost pure wth hydr azi ne or hydrazine hydrate and react- 50 1 -
veratryl - 4 - rre.t_h.yl - 5 - ethyl - 7, 8 - ing the obtained 3 - (2 -
veratroyl - .l - dinethoxy - 2,3 - diazabicyclo -.[5.4.0.]
met hoxypherg'h - pent an - 2 - one m)no- . 95 undeca - 1, 3,6;8,10 - pentene
are obt 8i ned, hydrazone of..the for 42| mp. 150 to [err]. This $r oduct

i's preferably purified as de%:rrbe Exan J
EXanpl e 7§y fimtta 0 cliioec e Wmﬁ‘f %fﬁ"%ﬁ%ﬁgﬁéﬁéﬁmﬂ 5 -

di met hoxy ppeesasyte) ctmg Bamefh&ylé-ﬁetﬁym-e-reﬂ:ﬁ- 6@1ggt wx(H diftidalSgccepiablp ik - By dr a-
zi ne hydr ag.g, - Sime J?Opmess wctlarmneinmaw of cihs of _

benzene § shSi’d%;‘F:& 05@:13@{2%%{’“ “ﬂ%r a‘f’ﬂ%r’” lsre‘c‘;gm% .3?: °1a§ qfl aigred i n
claim3 Wnﬁ{ entO ven af & S % the -
conpound of éf ar pm&es for paeparig aliei @mpmndh 91 @ r&lsseasrmdmecluﬁ ﬁpﬂnchnaa -
refri ger at ofr formyja Lpg elaimed mc}?@% E}IW ¢° - ﬂ!edemll? Biggn gf The-compound of formula

65 Ap ‘gﬁg?;f%) B @ép iaﬁe ey R HE e "@BiBound of
formul a | Lige &'k 3 el

yara':ias 1ol Alpfels a0kifk 5 OFn 6, Inang! or Ted to.
an acid addu nmmrcxsadlmhols dehar(ztne alowing s ﬂreelammpmqoxaof the compound of formula 35

1- ver atr I Jlﬁge\“h standag Qyip 5°C p qne LY s Hamﬁ%m t@al |y accept abr e
aci d. °°'§?ﬁmp¥a§e§bg§%rhi [F%f A ;g begh'ﬁ\socess as
cl ai rred i na:ﬁmgt @fﬂ]eCfoﬁdldHSI\E hydrazi ne orizhydsraes e prapahingtBs corpblinkii ber ati ng.

3 to 6 wherein a salt of ‘the conpound @ffortxm@ e=--n- cbﬁnfmbmuhalyl by
reaction with forf

L3 | JSponverted sk e "'ﬁ?%?ﬁ%j%?s ci d binding
agent . (" (exting it IEnﬁﬁ‘ F1 ae Hiddof, 6 A :

process for p ng the compd¥nd 9111 stayaSpr ﬂmtﬂncl aim 6,
in which 30 @o Ma I cl aimred |Hn5'c¢faﬂamlsl3 Whllch com ‘the 4
deconposi ti on of ekhe Napnpo of formula 10 - &,rr a‘%trngB- (2 -
veratroyl - 4,5 - di- |V |s carried out. dmgﬁf(l ﬁ&fl@c@eactr on

met hoxyphewmith )m acifyand. Hlitraung?the c@pdundi df h - hydr aChartmdtBam Ag'enw)e or hydrazine
hydrateZDnf ?ﬁ)lthr Ereagieg dhsemixture] Bidn apr ocess ‘as’ kapgtighdlusen claim 6, in which

or nore [eF "91 Qfggggﬁ”al | ow ng osition of the
%}Jforﬂ
Pu‘% 1868l by T

conmpound of f HH- 61| at_least one IV

is carri ed ou eﬁﬁgﬁ’ﬂo 5 ?xﬁtb‘fm% fheléo rle%mmglw ’hgi*g ‘ﬁ&a’,éé%ar ated

1- et hyl - 11. A process. as*vf’.'f';a’i‘\ﬁ’éﬁybﬁ?bfaﬁ “of clainms veratryl - 6,7 -

di met hox.y - 2 - naphthol. -3 1o 10 substantialiy as herein descri bed. adduct
of the formula IV - e w12, A process for preparing the
compound of fornula I as - cI atmedt +rctarnmtsubst antial ly 40 {err]

as herein described.in the.: onpound of fornul'a I, as
defined in claim 1, .and aci BMj Hu ;uft her eof vvhenever prepared by
a process as clai rred i A-anyi of - 45 For -

the Applicants: FRANK B. DEHN & CO, with an acrd and Ilberatlng t he
conmpound of , Chartered Pat ent Agents 20 forrrul al by treating the”
m xture wth_.an T, Inperial House, al kali. .
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London, WC.2. - Printed for Her Majety's Stationery Office, bythe Couri er
Press Leam ngton Spa, 1973. Published by..The Patent Ofice- 25 Sout hanpton
Bui | di ng, London, WC2A 1AY from vvhr ch copr es. rray be obt ai ned. -




