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[0036] ARBOEFT/NMRAOHEFEICLY., (LENEBHETHEWZIS Y
—FROBHEBERDIEEMOERBEZIDLOTEWVWLRILIIZ 2 &N TES
. BHREDOTNA ZEBWSEBEY TEET S ENTREE A D,
SN

[0037] ARBOMEEERMICDOWVWT, UTICEEHT 2 EMmAIE & L&A S
PILBERS LVSELBHICE > T, AEBAAEFICHEMICHAT 245, K
HBPIX N LIREINZ EDTIEMARL,

BRITK LIRS AR O RHEG & & U LEFIR S IS EZf B L VB
ZLHEBBICEVWT. B8 (mM) [E, BEEHS L CLEBREIG 5 ICBER)
BLUCBELROICH T DHEREEDFTOEE (RE) 2577, BIRE
HARWRY ., EERERMIE. RICRLAERD &K (B#tK (D I1W))
ICRRE L%, pHOREDLO A Y RIKVEE (BRIER) 25RMT 5
ZEILLkYBLNB, T, BIREENSAWVRY, BRICE&HINS 7=
FUMREESER] LU TREEMF & 779 L YRR VEBERIL
LT7NTEREDOREY (ZHEKR) THD,

[0038] [EMEHIT~1 1, L&HI1~9]
<FHEA : BFIODETH (RTEBLORAE) >

(Y 7ERDIER)

ER200mmoDY ) AVERLEIC, ZHBEEICLIYESLEOnmOtEY 7
(CeO,) BEMEL. ) 7ERERK,

CRITEALDAE AR DIER)

BIEKFKER (10mM; pH=2) ICHLTETHZRML. BLE
CCAERBKRE ZTh TR L, b, BRAEZRmLAah - iEbKk
Kak%a, SROBTEBMAERARE Lk,

(BRITEBAORIE)

tEtY 7EREBTEMUERBRICEEL. ThThOBKRICDOWT

RFEVaHIWISI Ay s (Solartron Analytical



WO 2018/180256

B BE:S11287) AAVTETBHANE L, MESN 2R
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BAMEWEE, BTHFORTHNBWEFMIND,
®1 BLUHIICETBMAERBTBROMENE L UHERETT .

[0039] [F*1]
EraEl 5 BE H w=raAEl
RERSRR = (mM) P IV vs. AgAgCl]
(m|) 4L - 2 0.50
1 ootk 5 2 0.50
2 LJibse /—jL 5 2 (.46
3 HFa—iL 5 2 0.38
4 AFILHTFa—IL 5 2 0.31
5 roho—ib 5 2 0.26
6 FAAILE B 5 2 0.21
[0040] AIEHERIY. AEICAWEETHODBTFZAIINEVEOETHNED

B, YaAUBOBITANREHVWETHEI NS,

[0041] <FH{iB : M miEminikistt (CeREmBE) >
(CM P HEHR DAL
TRENO. 1T umDBEEY LRSS — (R5)—P, Bi{bmksy

) 1 0BHFRLT. CMPHIEBRAEL,
(FFENER ™Y T/ADIER)
ER200mmoY ) AVERLEIC, FSXIYCVDEICLYESTT100
OnmMTEOS (Si (OC,Hs) ») WINEEBL,
(7 T/NDHE)
LECMPHEBRZAWT, EBRE (Y MEOCMPHERE. I
F:ARW—681MS | |) IC&Y 30ME. LEHERRY T/\%HHE
L7z, HIBR TR, VINZOEITRNLEMK (DIW) 100mL%
AWT1OREY YA L, R2OMKREET 2R RMERMERAVNT, Y
VAL INEQEIERALRYEZJLTILIA-LEDTSY (V7T
VIZTY) O THE) AT IEICELY. VINDGEFERERET L

[0042]
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o HHEINLVINELERIERLSEIAK (DIW) 300mLZRAWVT
SOMENYRAL, ILICAERIEANL25CTHEI OMNEET I L
IC&>T. RERDY IN%EHT,
[0043] (U T/NKRE®DC ei=zEDRIE)
EERRERDOVINKRADC eigE%., TXRF (ERFESSXBOWTE
B) (VA #HE, BHK:3800e) ICLYRMEL. HERERMOD%ES
METMLUZ, CeBERVINKA 1 cm2HLYDC e BFHTHEML
o BIREARY S L OHEREICHG T 2ERE, R2BLUHLITRT
"BonHERE. EXFIOETBMMEVZE., TabE. EXFIOET
NHBWNEEFEENTVWCEETRBRLTWS,
[0044] [32]

- Bl
i A BER || BSE | CoRmBME

g -3 {. )] He 2z

(');Si E,nxng) topr) {sec/ (% 10" atoms/om*}
HEE (ST OB 30 &L — 100 2 40 21
BRI [(SNFYTRAFOS (B 30 |Lyvibs/—iL 5 100 | 2 40 16.2
M2 (SISO (B 30 | AFI— 3 10 | 2 40 43
EHEMS [ TE FUET DA 20 | AFUHTFaA—I 5 100 | 2 40 1.3
R4 [ TUEF U ESTAL 20 [Eofn—iu 5 00 | 2 40 1
ERHS [Tutbk T ED A 20 [PRINEEBE 5 g | 2 40 0

[0045] <FHEC : MEBERMOI A =T (ZyFVIL—h) >
(7 x/N CRIERD OERK)
ER200mmoOY Y IVERLEIC, 75ZXAYCVDEICLYEETT100
OnmOBBIbLy A EEEREL, TEOS (Si (OCL,H;) 4,) wI/N (B
ERD) &8
G mER A~ D7 T/ADRR)
EETEOS I/ (GRER) %, RIDHEKREET D4 RMEKY1 0
OmLAITREL, SNEERICTHELL, TORVINZERYEL. &
K (DIW) 5000mLERAWTIOBEYYRIBZ&ICEY,. TEO
SUI/N (RE®R) =7,
[0046]



WO 2018/180256 17 PCT/JP2018/008378

[0047]

[0048]

[0049]

[5R3]
- Eyl
B EITH| e
BE RBE p— H
(mM) (m) ppm; P
EEEEI2 | N4 DA/ 30 |HL — 100 2
EEEIS | Db T ED DL 75 L —_ 100 2
EHESl6 |(~NFHTILA Oy (R 30 |FRONEVE 5 100 2
EHHT [ FoEFEZ DL 20 |[FoAo—i 5 100 )
thERd | vk kER 500 AL — BL 3
CREmtEmmn Ty F 7L — NDREIE)

EETEOSYI/N (RER) OEEZRNSLIRES (RIXEFH., B
#:FE—-3000) GRIEL. ERBTEOSYI/N (&%) DEE%ER
HONEEE (KFEFEHE, B1F: FE-3000) TAETSIET. &
ERIBROBEEEL Y., HHREERMOTEOSICRT 2Ty F VI L—k
(E. R. ) Z&H L1,

RABLUVES ICRERERT,

<FHE D : H4mAERI~DIERL (C e O % TF) DAMME>
RIDEREBT 255K EMYS 0 g ICEbt) D46 (FHRETO L
m BER{EFESH) 0. 1g%&REL. SOPEERICTHELL, BHREE S
BE. 2EPOEYILEERA I CP—AES (MEBE TS XIHRNADNT
RE) (FYLybFo/Ov—#E BE:Agilent720) &
Yot L7,

RABIUVHOGICHERETT,

<FHHE : B RERYTTDCe0,. SiO,BLUS i N, ODRKHFD
E—4EBLADRE>

THREO. 6 umDERIEtE) U LABIKMAKO. 05 g%BHK20mL
ERAEL. BEREEZAWVWT OEERIEH—ICORIELE. 20D
AHKO. O5mLARER LRI OMKAEET 2HEEMERM2 OmLITMA
oo TNOLDBEEEILICHER. H—ICL, E—YEMAEEE (KEET
#HE, BE . ELS-22) Z2EVWTEBEtEYVLDE—4EMZAELEL
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[0050]

[0051]

[0052]

PCT/JP2018/008378

BILTARBLVRIETAROBRTFICOWVWTE, BIbt) U LERAKD
FETE—HEBL (mV) ZRIEL L,

RABLUVHTILHERETRT,
<FHf F : EERERD O EE (C e RARE) >

(SRR T/NDIER)

ER200mmaY ) IVEREIC, FT5XYCVDEILLYEETT00
OnmODTEOSIEF/ZIFEITT100nm®dDS i ;NJEZKIEL., IERER
U INERFT

(VINOHES LTI INKREAEDC e BEDRIE)

EEFOH LT T RSICLBFI 2B LTI ICDOVWTIE, RIDHEKEE
TR EAWT, ERFHEB TRAREYINDOHES LY T/
KEDC e REDREET >/, AB. HEIRICHITIHFEEIE4 0]
THhHo71,

LEBFI A ICOWTIE, DINDESETRELT, RIDEKXEET %%
AR AW TESIFE 1 O D%EDE, 0. SMONH,OHBLUT
. AMOH,0, 28879 2KAR (SC—1) ZAVWT3IOMDRXEETT>
TiEMME, ERFIE S LT T ALCICLEFI2Z B L3 EAKIC. 7IND
HESLPVINKRADC e BEDRAEEIT> /<,

RAIBLUVHEBIHERETT,

[F&4]
TyFg . CeRERE
L~ CelRfE AR V) {x 10"atoms/cm®)

TEOS7I/\ | (ppm/40sec) | Ce0, Si0, Si;N, | TEOS SigN,

(A/40sec) WF O OEF | T | YT T
g2 0.7 0.3 -874 ~21.2 -72.5 254 5.6
e VK] 14.5 25 -144.9 | -1141 | -1743 6.9 26
| SEHE6 1.1 0.1 -110 | -188 | -904 2.3 2.0
EEH 3.2 Q.1 -1358  -6235 | —-1817 0.84 1.1
HEfEla 46.3 6.4 -31.3 -22.6 -28.4 24 1.1

RAIBIUVHEE~8ILRIND EH Y., EEHI6 B L7 OBEFRERNY
ISEEEBI 3 & L V4 DFEFRMERMDICIEANT, BI (Ce O,4F) DA
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[0053]

[0054]

[0055]

[0056]

BLUVTEOSYINKIHRTEZIVFVIL—MMEWICELIID S TS
MARIFCTH o, DT &G, AFEBOFFREEDICEWNTIE, BITK
ROBBUEBSLVCERODTHRI Y F Y IMROAIESEICETEST 20
TR, VINEBREDOBEICERINECe—0—S i FEEHHIE
THIDVER. RO EEREIREZET D, BERICTvREFEEA
R FEEZTOESLIOCT7 4 VIEREEEFOERD. KR 5B
IKALEIEBIELETEBLTWS,

Fro. BB OUERENRYIE. BROBBUESLITCTEOS Y INC
WETBIYFUIL—MHMELS, DL HHEMEE L > TUW e,

I 5L, EEAIS~1 15 LTEESIE ~ 9 DRAHBREKNOTEOS Y
I/MIRT 2% ME, LEFMEF ERAROFEICEYITo

HARA R DR EERERE BL VPRI ITRT,

[3&R5]
O RE CeRMEEE
B E5EHl SEEE H (16" %atom/cm®)
BE i ?
() () (ppm) TEOSTZ2 X\
EHEHS | ~FHoLFor (i 30 |[ZAILE B 5 100 2 2.3
EWH [T ET T DL 20 |[FpAdo—i 5 100 2 0.84
L0 Tvib K EES 20 |[ZPAILE B 5 100 2 0.9
BTk kEES 20 |[EoAdo—i 5 100 2 0.9
HEES5 | PviE T DS L 20 |[FoAdo—i 5 L 2 8.6
a6 |1 10 |[FAILE B 5 100 2 67.2
BT | BRER 10 |[FAINEER 5 100 2 174
s | EER 10 |[FAILEVR 5 AL 2 98.7
LEBRO | BRER 10 [ PRILEEE 5 gL 2 140

REBIUVHIICRIND EBY., REFKPOGERERYIERIFQHEE
MERTODICH L. 7oA HREEMREZEE LRWELES 5 054 KA
B, OIS, BERIKT7YRETESALERBI LR ZTOES LV
37 4 VEREEEF % S8 LAV ELEF] 6 ~ 9 OBk
HMHEDL > TW e,

U EDERMNSBELMNEEL DIC, ARBOFERERDIE, BERICT v
FRETESALERBI I TOES L7 4 VIEREEMR & EnHl &
DHABEDLEICEY., YINEBERNEDOBICEEINSCe—0—-S i A



WO 2018/180256 20 PCT/JP2018/008378

ERO LM AEFFRICE DI RFEDILRIMLEEDLLT,

[0057] [ZEHI1 ~6. ZELLEHEI1 ~5]
<FH 1 - EHERIERIIANDIERL (C e O % T) OAfRENE (BIKEMN) >

R S O g ICERIE Y D 4 (FHNET Oum BER{EFEHR) O

. 59%%RAL. I0PERRICTHE L, Bz 5B%. 2RPOEY)
VLRE%E | CP-MS (MERETSAVEESWEE) (FYLY T
o/0V—fH, BEF:7500cs) ICLYPHLE, R6BLUHE10
ICFRERAARA DN S & IR ETT,

[0058] [5%6]

BE CelBE (ppb)
B (mM) | H.0. 5L | H0.HY
{SOmM)
2L B 50 84.67 350.2
TOUEE 50 164.9 1158
A8 50 28.53 240.8
HNO, 50 120.4 4147
H.80, 50 234.9 4741
MeSO.H 50 83.73 3007
H., SiF; 30 22240 23720

[0059] <FHMM2 : BB ERM~DIEN (Ce O KF) DAME (p HIREFY) >
RO TDMKZEERT DHFREMRD MR L LSS, FHE1 ERHRDT
FERWTEHRIEEYVLADRMBEZEL L, RTHLIVTH 1 ILERET
ER
[0060]
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[&7]
pH CeiBE(ppb)
2.6 99.4
5.2 128.1
HL B
{15mM) 7 97.8
+ 8.1 95,2
H,0,%5L
9.1 95.9
120 109.7
25 434.9
IT R 5.2 2410
{1 5mM}
+ 6.9 98|
H, QO dat) 82 {45
11.6 1420

[0061] <FHfHi3 : Y BERYHPTDCeO0,. Si0, SizN,BLUS i DR
RFOE—YBLORAE (BIREMNE) >
FIRR 0. 6 umDE{Et ) I ABKIKIKO. 05 g%&BHAK20mL
EREL., BEREEZRWVWT ] OBEERIEH—ICoRIELE. 20O
B®RO. O5mLARIRLKRSDMKREET ZHERMERM2 OmLITMA
oo TNODBEBEZ I LICER. H—ICL, E—9BHAEEE (KXETF
#HE BEFEELS-Z2) 2AVWTEBLtEYVLOE—SBRZAELL
B4R BETARBLTCTARDOBRFICOWTH, BlbtYD LA
EABRDAETE—FELM (mV) ZRIEL,
KEBBLUVHET 2~15ILHERETT.
[0062] [5k8]

xE SNBF
@ (i o> i
PE 8 | ~177 ~350 <57 ~52
SRAang| s | e ~588 1 ~103 234
HNOS § 1 323y | &g =38 &3
MeSO3H & 224 ..7818 168 3.0
HISITE g | -458 ~83.0 =24 ~58.8
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[0063] <FHMii4 : S&RMERMHATOC e OL,HFOE—YEMDATE (p HIREM
) >
FHRZEO. 6 umDBERIEE ) U LIIKMAKRO. 05 gZEHMAK20mL
ERAL. BEREEZAVWT O9ERHASEH—ICoHIELE, 0
BRO. O5mLZHMENLKRO DMK EET BH5HFRMEAM2 Om L ITHIX
oo INHDBRE I SHICIEE, H—-ICL, E—SEMAERE (KRERETF
MR BE-ELS-Z22) ZRAVWTEBLEYVLOE—SEREZRELL
RKIBLUVHE 6IHERETRT,

[0064] [3R9]

pH Y —BEf(mV)
7.2 -62.4
5.26 -58.65
2 I B(15mM) 25 -233
+ R EEEHI(100ppm) 12.1 -54.9
9.1 -57.5
8.1 —62.2
7 -61.4
9L EE(15mM) 5.2 -59.8
28 -41.3

[0065] <FFfi5 : M mMERMOEEME (CeREMBRE. 71477 M) >
(CMPHRERDIAR)
FHREMNO. 1 umDBBIEEY I LRASY— (RS5Y—P, BIbHRE
) 1 0EFRLT. CMPHE®REE .,
(NSRRI T/ NDERKR)
EE200mmaOY ) aAVERLEIC, F5XTCVDEKICLYEX100
OnmOBIbT A REEZRIIEL. HERKY TNESK,
[0066] (7 T/\DHFEE)
FECMPHIBREZRAWT, MEBERE (v MERHOCMPIFEREE, T
Z:ARW—-681MS | |) IC&Y 3 OMAE. LEMENRY T/N\SHE
L7z, BB TR, VINEZOEIELRNLEMK (DIW) 100mL%
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[0067]

[0068]

[0069]

AVWT1OMEY YA Lk, ®10DMKEET 2HEREKRDERWVT,
DYALEVINEREGRIERNSRIEZLTLI-LVEDTSY (V7T
IVIZTY YIRS AEMSTEICELY. DINDREERTERBT
Teo HHRINLVINZLOEIERANSEMAK (DIW) 300mLEZRW
T3O0MEY VAL, ILHICEEGIERAS25CTHEI OMNTEIRET S
EILE- T, RMERDY INZRF .

(DINKREDCelRE, 741477 MIDRIE)

EERRAEROY INKREDC e RESLCREH %, ThEh, TXRF
(EREEAXIBOWEE) (YHIHE 8F:3800e) BLUKRA
RESZEE (MFOv#E, BE:-WM—10) ICLYRIEL. EERERY
DOFEMETML, CeBEREXIINKA cm2Y-YDC e BEFH T
i, REGEUL Y TNREICEET 280 n mBORMBOEEBELIICK Y
AE L TRD, BREFRERME L CRBBICHIET 2@RE, R11

I d,

[5&k10]
& REENES| HO,
BEmM {bom) {mM)
SEREFH VT B 50 100 50
SEHBHEZ [T L2LE 50 100 50
SEHFHI3 10 100 50
SEHBREY (AP RILRVER, HNO, 10 30 50
SEHEHS 10 5 50
HEH 30 100 50
BEW?2 20 100 50
SEHM3 [H.SIF, 10 100 50
BEH4 5 100 50
SEMW5 3 100 0
£EM6 |HBF, 30 100 50
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[&11]

Chcl
B Ry

=

FLEHN

3118
158

il
Hx SR

&%
Fea bl

]
AL}
ZEHR 182
g4z
2
G
HEHIS 1888
8 142
2 1088
0 15308
ZE B3 4 SR
N 18878
2 Bl o] S92 12578
190 3
a0 b
ZE BIS & 18
N 128
150 847
X U
2 Bl 0 258
53 140
188G 577

[0070] <FHffi6 : S mMERMOI A - (T Fr I L—h RKETIRR)
>
(D T/ (RIERD D)
ER200mmaY ) AVEREIC, FZ7XYCVDEICLYETT100
OnmODBtTMREZMIKEL. Si O0,7I/ (RE&ER) =/,
Fr. LP—CVDICLY., SisN,mI/N (RER) 2875k,
GBI~ DD T/ADiZE)
FES i 0,9 T/ (BERD) %, K1 20MMEET 2 EFRERM1 0
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[0071]

[0072]

[0073]

OmLAICEREL, 6 0OEERICTHE L, TOBRIINEZIRYEL.
HBiAK (DIW) 5000mLEZRAVWTIHEAYVYRTEI&ICLY. S
0,7 I/ (RER) %287,

SisN,7I/N GERD IKHLTH, LREBROAET, HERAR
MADRBEH L) VAETIZEICELY, SizsN,DIN GRER) 258
1o
CRERMRMO Ty F I L — NDRIE)

5SS i 0, F4ES i 3N, U I/ (RERD) DOEEEZRNOLEREE (K
REFH, BBF:FE—-3000) TRAIEL., £LES i 0,FAIES i 3N,w
I/N (RER) ORELREDKERST (KREETFHE, BF:FE-300
0) TRIET S ET, BEMBROKREEZL Y., HHREMEKDDOS i 0, F
&S i aNLCHT BTy F oL —b (E. R, ) 2BHLE, BRER
128&01 3ICRT,

(DTN CGRER) OFXRES 7R ADAE)

EEBS i 0, F/ALIES i sN,D I/ (RER) ThEThICDOWT, EBERYS
O—JEEMEE (S 1 F+/59/a0Y—, BE:SPA400) #AVTY
INKADZRTGER, ILHIC. EBER S O—-TBEMEICLZMNET —
YEHEICTVINKEDR a (FHEMEY) 2k, REZ 7R ADFiE%Z
Tolk BRERT12BLTT1 3BLWICHT 7THLTT1 8ITRT,

[$&k12]

BiQ2 X
HEEEARY TyFLdb—k | Ra(ERE | RaGERS)
H2RiFe{30mM) G inm min BT Q.31am 2.31nm

+REE U 00ppm)

HaSiFe{30mM)} G lnm min SUF 0 28nm

+REE R 000pm ¥ H0:{50mM}
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[0074]

[5k13]
SiaNaZ T
RAREEY TuFsdu—t | RalREHM) | Re{BEBR
HzSiFs{30mM} | Glnmdmin BLT | 032nm C.31om

+R B FER00pem]

HaSiFs{3 0} Q. b wmin BUF 0.38nm

+ BB AU 00ppm)+HeCe(BOmM)

U EDRERNSEASHRE D IS, ABEFOBREERENRDIE. RS
WRRERICEE U T FERLDBMBMES LD p HEEMICEN., EiR— K
BICRADNELZE—SBURRUBLTZD p HREMICEN, HFERD
FBEER (DIN) IKBROBRENDLALL, DINADITA=—TEDWN
o D&, REEFOEREFREEDIE, FEBARRFLEDEFT/NAAD
HETRICEITS,. FEFRERILEIH S AERKREOEFORRIC, EiRE
HADBZMMT 5SS i 0, SisN,BLUTS i EADIA—IHAL, CM
PEBNEDTZVRI T THEF v\ —ICERAAREAIRRG (LIRS
B Bafhh, LERE: HoURn, EERMOBERAL) TTHERATSC
ENTE, RS —FOBHRBERDLEMICH L THRESEZEHDEIENT

T35,



