WO 2016/143704 A1 A 0 A0 0 00

12) FEFBAENICE DV T AR S -ERERE

(19) tH R AN A AE >
e % TR ||I|II||||ILQIIIIIIFIIﬁIﬂHIIIIIIIIIIIIII|I|I|||II| ]
g 10) EffARHES
43) ERARAB _-%
WO 2016/143704 A1l
2016 &£ 9 A 15 H(15.09.2016) WIPO | PCT
(51) BT S ARRKERN Tokyo (). F W HE
B01J 35/02 (2006.01) B01J 37/20 (2006.01) (KATAYAMA Chisato); T 2588577 #&JIIR 2 L
B01J 27/24 (2006.01) COIB 3/04 (2006.01) KBTS BES 7 78 EX 7404 NLLKBAS
B01J 37/12 (2006.01) C25B 11/06 (2006.01) N Kanagawa (JP).
Q1) ERHBES: PCT/IP2016/056830 (74) REA: & EJE, %(WATALIEABE Mochitoshi
22 ERHES: 2016 4E 3 A 4 H(04.03.2016) %ag)%'r lg‘giéiﬁﬁ[‘ig‘[‘g '%gfyﬁ?g)? THS
@5) EFREBOZ5E: BEE o) 52E EFOLVEY. 2 TOBEOENE
26) EEABROESE: HAREE #E A TEEE): AE, AG, AL, AM, AO, AT, AU, AZ, BA,
—— BB, BG, BH, BN, BR, BW, BY, BZ, CA, CH, CL, CN,
@0) BRIET—F: CO, CR, CU, CZ, DE, DK, DM, DO, DZ, EC, EE, EG, ES,

4%[8 2015-047287 2015 ££ 3 A 10 H(10.03.2015)  JP

HEEA: B 74 )L L% X £ % (FUIFILM COR-
PORATION) [JP/JP]; T 1068620 BRI ENE X R
2TH26%3 0% Tokyo(JP). I KZEHEAE
T X %2 (THE UNIVERSITY OF TOKYO) [JP/IP], T
1138654 R ZREAMETEH 3F 15 Tokyo
(P). AIXERIEF 7O+ A HMHEHRSE JA-
PAN TECHNOLOGICAL RESEARCH ASSOCI-
ATION OF ARTIFICIAL PHOTOSYNTHETIC
CHEMICAL PROCESS) [JP/JP]; T 1010032 BRIZERF
RAXREARET2TH 1 1& 9% Tokyo (JP).

FBAE: B  —RU(DOMEN Kazunari); T 1138654
HEMXEARASETE IR 1S EHIIKXEE
AEREKZEN Tokyo JP). AE & E (HISATOMI
Takashi); T 1138654 RIREARSCRRAMLETE 3 &
15 ELXFBEARRKZERN Tokyo (JP). $EF
F(MINEGISHI Tsutomu); T 1138654 B IRER LR X
ABPELTEIF1FT EULURFEARRKEAN

1

(72

FL GB, GD, GE, GH, GM, GT, HN, HR, HU, ID, IL, IN,
IR, IS, JP, KE, KG, KN, KP, KR, KZ, LA, LC, LK, LR,
LS, LU, LY, MA, MD, ME, MG, MK, MN, MW, MX,
MY, MZ, NA, NG, NI, NO, NZ, OM, PA, PE, PG, PH,
PL, PT, QA, RO, RS, RU, RW, SA, SC, SD, SE, SG, SK,
SL, SM, ST, SV, SY, TH, TJ, TM, TN, TR, TT, TZ, UA,
UG, US, UZ, VC, VN, ZA, ZM, ZW.

BEE (RTOLEWVRY ., £ TOEEDLEER
FE M EE): ARIPO (BW, GH, GM, KE, LR, LS, MW,
MZ, NA, RW, SD, SL, ST, SZ, TZ, UG, ZM, ZW), 11—
S5 Y7 (AM, AZ, BY, KG, KZ, RU, TJ, T™M), 3 —
B w8\ (AL, AT, BE, BG, CH, CY, CZ, DE, DK, EE,
ES, FI, FR, GB, GR, HR, HU, IE, IS, IT, LT, LU, LV, MC,
MK, MT, NL, NO, PL, PT, RO, RS, SE, SI, SK, SM, TR),
OAPI (BF, BJ, CF, CG, CI, CM, GA, GN, GQ, GW, KM,
ML, MR, NE, SN, TD, TG).

AT AFRERE:

(84)

Tokyo JP). £ B (WANG Chizhong); T 1138654 EFRERE (RH% 21 %06)

RRABXARABLTEIE 1S EHIKXFE

(54) Title: METHOD FOR PRODUCING PHOTOCATALYST ELECTRODE FOR WATER DECOMPOSITION
G4 RADER KT ERXMESEORETT A

(57) Abstract: The objective of the present invention is to provide a method for producing a photocatalyst electrode for water de -
composition, said photocatalyst electrode exhibiting excellent separability between a substrate and a photocatalyst layer and having
high photocurrent density. A method for producing a photocatalyst electrode for water decomposition according to the present in -
vention comprises: a metal layer formation step wherein a metal layer is formed on one surface of a first substrate by a vapor-phase
film forming method or a liquid-phase film forming method; a photocatalyst layer formation step wherein a photocatalyst layer is
formed by subjecting the metal layer to at least one treatment selected from among an oxidation treatment, a nitriding treatment, a
sulfurization treatment and a selenization treatment; a collector layer formation step wherein a collector layer is formed on a surface
of the photocatalyst layer, said surface being on the reverse side of the first substrate-side surface; and a separation step wherein the
first substrate is separated from the photocatalyst layer.
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gx R—7FL%ECdS, Cd,Zn,_,S. CulnS,, CulnsSg C
uGaS,, CuGaz;Ss,. CuGazSsz. AgGaS,, AgGa;S;. A
gGasSg. AgGag glng 1S, AglngSg, NalnS,, Ag
lnZn;Sg, CulnGasS,, Cug g9l Ng 09Zn; 525, Cug
25Ago 251 Ng 5ZNnS,. BLY, Cu,ZnSnS, REDHEY (U
W7274 RbEY) ;CuGaSe,, CuGaz;Ses, CuGasSesz A
g,Cu,_.,GaSe,. Ag,Cu,_.,GazSes. Ag,Cu,_,GasSeg
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[0032]

[0033]

. AgGaSe,. AgGa;Ses. AgGazsSeg. BLTU. Cul nGa

Se,FEDtL Y (EL=ZvAE®) ;LaTiO,N, BaNbO,N

. CaTaO,N, SrTaO,N, SrNbO,N, BaTaO,N, 8&T
. LaTaO,NQ&EDBEtY (AF>F14 >4 KEEH) ; Sm,T i,

S,0,. La;Ti,CuS.0,, LaTi,AgS.:0,, 8L LaT
i o AgO:sS,AEDEBMRIEY (AF2HINT 74 K& ; LasTi,C
uSesO0;,. LY, LasT i AgSesO, R DL VIt (FF
L4 ReEY) ;LasTi,Cu (S,, Se _,) s0,. BLUV. La
sT i,Ag (S,, Se _,) sO,BREDEHMICS, S e NMFRDEESTE
BLEALITFA REEW; BREDPEFLND,

FERAMEORTEH, TRANBTUEAMETHLENMFELWV, FTH
. BIEME L BEBRZ2EMTHD I ENLYFE LWL,

BB, HBER12 a%Z BT INODORAER. ERLEEBE1 2 %1
MY 2KADEEEBEKRICL TIThh 3,
<KEEBWHRIE>

SEEERIREIER. LRAMERBOLEE 1 EREREMIC. fREEZK
I 2ITRTHD, FEEIZ. LEISMEBICTERLEEFERTREE
RT,

Bl1 (C) I, £EE 1 6 DEAIRED—H 2 EANICRTERDMEET
HY., EEBE16/NMEET 2at (BEL) IKHRINWKREEZTT,

Bl1 (C) ofITIE, E£EE1 613, HERET1 2 a02E (RED2EF
) ICERIT LN TWSD, ChICREINT, HMERE1 2 aDFRED—ERIC
BIFToNMTWTE &L,

£EE1 6 OBRIE. BICHIRINT, BIZEIRVFUIXGIVIR Ay
YR BFIR TG BELEMAZROZAKDL S LBEDTH->T
H LU,

£EBE16DEKRLAEIF. FICREINDIEDOTIEHRWS, tHOBE DR
EHEMLETELZEVWIEALS., LR ULASHERIREICLYIThhEZ &
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[0034]

[0035]

HEFE L. MENSHERIEEICIYTOh2 N LYFE LV, B,
PIEEMKHEREZDORTEH, BICHERINTWEE (RIS, AMEE1 2 a
) IKHTBIA—TVEREBTEZEVIEALD, BEF BRI\
BRXEEL BDARMBEKE L EFCE—LEKEBE. LG 1 VE—LE
BE UFVE—LTVRARNEER) ) ZAVDZENFELL,

SEE1 6 ORBFOENE (REL— b, BELQE) B, ERTIMHAIC
Lo THEHERETNEELL, FICREIND B D TIEARL,

EEE1 6 DEARKFICHRERINGWDS, BERMES LTI MDY
AD0@EhH, 0. Tum~10mmbAFELL, Tum~2mmAlLYIFx
L\,

EEE1 62BN T IMBIIFICHRINT. LREEERICLYBRTEE
THY., BERFMHEEZRIMBETHNIELL, FIZIE. EBOEE. T,
INLDEERENEFOND, EBE1 6 2EXT 2B E LTIE. EiF
MICiE, Au, Al, Cu, Cd, Co, Cr, Fe, Ga, Ge, Hg.
l r. In. Mn, Mo, Nb, Ni, Pb, Pd, Pt, Ru, Re, R
h, Sb, Sn, Ta, Ti., V. W, Zn, TiN, TiO,, TazNs,
TaON, ZnO, SnO,, Indium Tin Oxide (ITO)
. SnO, TiO, (:Nb), SrTiO; (:Nb), 7vER—TEI
8% (FTO), CuA1O,, CuGaO, CulnO, ZnO (:A1l)
. Zn0 (:Ga), ZnO (:1n), GaN, GaN (:C)., GaN
(:Si). GaN (:Sn). C, T, ThESDEESLTEERYN
EiFfons,

BB, APHEBICEWT, a (: B) LEBEMNHIHBE. aFRICBNK—
TENTWBEDERT, HlxiE, TiO, (: Nb) ik TiO,HICNDb
BR=—FINhTWBIE%EKRT,

BHOTH, EEEB1 6 FOMBOBEARZIC <. SERENSLY MR
INZHT. £EE16138% (Sn) FhidE (Au) ZEUCIENFFL
<V BRNEYIFE LWV,
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[0036]

[0037]

[0038]

[0039]

<FBTRE>

FIBTIZE, LEHE 1 ER%E LEAMERHISRIBET 2 TETH D, M1

(D) &, B1ER20ENMAEE1 2 a & DRFBEBLDIREO—F & ERXH
ICRIEOMERTHY., BT1ER20&, HHEET1 2 a (BLUVEEE
16) & MOREL T, KOBANMESER1 O 0B ONLERFETRT,

B1 (D) ofITIiE. £BE1 62K LER (ThbE. FEBHKRT
F212) I, BETRESEEINTVWED, HEETRENERINZSYIIVT
FCNICREINSDEDTIEARWL,

BlZIE. B1ER20DEEE1 6 FTITONLAICE2ER2 2 (&R
T3 (A) BR) 2RI LBEICE,. E2EKR22ZBE L% (T4
Hhe, F2ERBEIR) ICHBETIREZERELTH LW,

BRE. FRIRIE. FEB1 62K T SRIICERINTE LW, SR
HE1 2 aDEY. HEABRICARDIEVIERNS, LRBOLIICES
B16%2HMR L% (BEBHKRIRER) ICEEINDIE/FELL,

BI1ER20%2FBETHHEE LT, FICHRBRIhABRWD, BIZIE, 5B
1ER2 O &BrIC BT 275550, 1 ER2 0 2¥IEMICHRIZE L TR
B2 (BRETD) FELRESBISFONDIH, HAERE 1 2 a DIBEOAEE
HEAMMBEVWRPY. BE1ER20DBFIANMTZADZEVWOIRT, F1EKR20%
BHBICEBES 2 AED T E LU,

B1ER20DMMMICHET 2HEE LTIE, KIREINZEHDTIE
mWAS, BIAEREIE (REIF+v vy TR E) ZEALREIERE (BERRY
TiRE) ZERWT, B1ER20EHKMIERET1 2 a & %2 RIBET 2 HEDES
bnhd,
<aArv4Y hNEIRE>

AREROKIEAAMEEBOREREE, I5ICAVY Y MNEFHRIRE
EEATVWTHLW, V4V MEFHRIREIZ, LRABEBHKIEZEDR
TH> T ELEEEEBHRIEORIC. EEXMBEED FEEE 1 ERE TR
IS, $EXRFALRREAEZESL I VYT NBERK T HIRTH S,
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[0040]

[0041]

[0042]

[0043]

OV MEIR. LEEAMEEE LEREEREOBEICEEL TH LWER
DETH 5,

VAV MNBIF. T—IvIBEEEDEHDAREEEZBRLTAVWSZE
T, Yay bF—[EEOREZMHLELLEY., Yay NF—EENRELLIE
BTHO>THEINZE/RBEIET T, EFEEZEZPNMIITHLELYTEL4ED
BiEEET D,

BB, AVEY I MEIR. LEFEUANICE. FEBORERBES L TO
BEERDOHBEEHY. HIZIE. FEBE L THERAVWLEE, TOPMRY
AEL,

B2 (A) & Y4V ME1 4 OEBRREO—F &2 EXHICRT R8T
ARTHY., IVFIMTADNMERET1 2at (BEL) TH>TEEE 1
6 D TFICHRI NIREERT,

AV I RNE14DERAEIE. BICREINZEDOTIRAWS, £EE
16 &EFOEANS, [HERBRICLYITHONEZENFE L, YIEKN
SHERRZEICLIYITONDZEDNFYFTFELL, BREEZAVWDZEDEH
ICHFE LY,

AVH 9 B 4DHREORE (RIEL— b BERE) & EHT2
MARICE > THEREITNIEL LS. FICREINZ D TR,

B2 (B) i&. OV9 V0 NE14%2B9258IC8F75. £21EKR20&
HAEE 1 2 a & OHBEERDREBO—FlE R TEXNICR T SOMER TH
Y, B1ER20&, HMEE12a (BLVEEE16) & »"OBELT
KDREAMMBEER2 0 0 B ONEHRFETT,

B2 (B) OFITIH, BIEIEEE1 6 OFAE (REBFHRIER
) IZIThbhTWwWaD, CHICREINT, WTRITOAVSIMNET 40DF
K& (Iv9 0 MNERIRE) THoT. EEEB 1 6 OEMAT (EEEWK
TRAD IKIThbhTH LU,

V459 NEDEAIFICHIRI NAWA, B TERFOICHIER % fE
TOREZSLYPLETIZFEDOGRRNS., HlIAIE. 0. 3 nmBEASAFERLL
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[0044]

[0045]

[0046]

TnmIUEAEYHFELL, 5nmlUEAFY—BHFFLL. 10nmld
EMNILICHFELL. 20 nmUESFICHEE L, 1 mmUTOBEENS
Lo

BB, AVII BTN 4D ETH>T. £BE 1 6 DFKAEIICEER]
BETREEZERET 25010, HEKONMER1 2 aDBEEZRDEVIE
EAS, AVAYINB1A4DEME, 2umbllE (FFLLIEF3 umllES
mmEAR) THBDIEDNFFELW,

AVA I MET 4, ¥BHRILRREKRZESVETH D, FEKI LK
REAFELTIR, REFLERGEMZTRL. DD KOBRISDH RGP
FRIED KRR IGDN ERDRIGEME L SAWHREZERTLIENMFEL
Lo

AV MNET14%BHRT B MR ELTE Au, Al Cu, Cd, C
o. Cr, Fe, Ga, Ge, Hg. I r. I n, Mn, Mo, Nb, NI
. Pb, Pd, Pt, Ru, Re, Rh, Sb, Sn, Ta, Ti, V. W
. Zn, TiN, TiO,, TagNg, TaON, ZnO, SnO,, I nd
ium Tin Oxide (ITO), SnO, TiO, (:Nb). Sr
TiO; (:Nb). Z7vER—TBEF (FTO). CuA IO, CuG
aO,,. CulnO,, ZnO (:Al),., ZnO (:Ga). ZnO (: I
n). GaN, GaN (:C), GaN (:Si). GaN (:Sn) . C
WIS, TNHSDEEBITREMDEITOSN S,
<ZDMDOIRE>

AFEBOKDERAMESEBORELEE, I5IC. LERUADIREZR
ATWTELW, ZOLIBIRELTRE, HIZE. F2ERBEIR. B
fRiEER TRASHAEF LN S,

(B 2EREELR)

B2ERBEIRIE., LREBEBUHRIREORTH > T LEHMIIZOA
ICRESN, LEREEED LEAMEBERNMIC. B2ERETET 2T
BETHD,
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[0047]

[0048]

[0049]

[0050]

B2ERIE. AMEBS L VEEBOFEY. HIRICHI23HES
ZIITOEOBRANLERIND,

BI3 (A) F. B2ER2 20BBRED—Hl%=EXMICRTERIRER
THY., BF2ERN|PEEE1 6L (BEL) ICERINREZRT,

3 (A) OFITIFE. ERLAEIVS I ME T 4D5&IT LN TULWRWS,
CHICREINT, VSV NEBT14BLUVE2ER220EHEEZEL TV
THELW, TNICKY., HEE1 2 aBLVEEE1 6 28R T D2 NP&L
YELET 3,

B3 (B) & F2ER22%2BTHHEICEITSH. F1EKR2 O &
HE12alDRBHROREO—FIZEXNICTTHoOMMEARTHY . 51
ER20&, HMEE12a (BLUVEEB16. H2ER22) & v
BEL T, KOBRAXHMESEHE3 0 0/ EoNKRTERT,

B3 (B) OFITIE, HEEIRIE2ER2 20EER (F2EREET
BB ICfThhTWVaD, ChICREINT, HETRRIEIFE2EREBLRE
AT TH &L,

B2ER2 25B I DHERIFICHRI AV, FIZE h—RrF—
7 Bz iE. BFEMEXNcHOEmEE [SEMAA—RrvEET—7 (7
IWEEM) 1) REOEBEFREZRAVT. FEB1 6 F2HER22-%4EE
TEHRENETOND,

F2ER220EHIE. BICREINZEDTIEAVS, HxIE1~30
mmTdh b,

FB2ER22&LTUE, BIZIE, HFAMKR., T itk, CutRzfAWwWs &
MNTE S,

(Bpfdi B R T72)

BhfRiEiR R TH2Id, ERFBTRBICS VT, ERNAMEEICHME s
RHIEHIRETHS, 3abE, AIRICLY., XMEBOXRE (T4bb
. FHBETRRANCE 1 ERSMEHRINTWAER) ICHMENMIEINS,

COEIIT, AMEBICHMELERIELZLICLY. BONIKHE
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AXMEEBONERBELL YA LT EIENTES,

[0051] BhfEABEFBIEZHEE L TE. TNICREIhAVS, BFIXIEER
 RBEELED—BNAFEERAVNDEIENTES,

[0052]  BhfdiEe L TiE. 8¥E L <k Mn, Fe, Co, Ni, Cu, Ru, R
h, Pd, Ag, In, W, | r§L<IZPtOER. FiFIhoDKEE
emcHY, LYFFELLIE, Mn, Co, Ni, Ru, RhtL<IE!l r
DEE. L INLOKBIEMTHY ., IHICFELLLIF. Co (OH) «
(Co (OH) ,. Co (OH) ;) AELETFSND,

[0053] (ZDfts)

TERDKDFEAHMBEERORHEREICEWTIE, F1ERZRIBEL 1%
IC. AMEBOREICNELAE 1 ERICEHRXTI2XRDEHRETIE0EN
T. FTEOBRE BIAE. 7 v, BB LUOKORERE. SEERAE
KBRE) ZRVWTREIENMTbN DI &N H 5,

LsL7ant s, RREFOKSEZERLMEERORSHETIE. B1EKRE
HAEE & OHBEEICEBNTWA o, HEIREZ1THRCTHZEORAIC
1 ERICHRT 2D DNED DR,

FDH. AEPOKDFERBEEBORIEFEIE. HMEEZESET
DEHEIRETHLRLTELY (EWZ D E, HETIRAEIRTES) &
INITEY ., HEEBMNRFICL > TIA—VETITRL D EH. KOME
AAHMESHOLERBENLIYEBLTZEVWDFEANH S,

[0054] AFERADOKIERAMESBOEEHTEICLYRBONIKIEANAMES
Wik, LR LABhAEMREZELS, IHIC. E1EREAMIER & OB
HEABNTWSH., F1ERZEFNBATIESZEVWDFREH D,

T, AEBOKDPEAIMESBOREFEICI N, JBETRRICHK
FREE O —BRLEMRICEB LISV, TDRH, HBETRZOAMEREDOERE
ML, BREBOEISEVEDERD, DFY., KNEFDKIBHAMESITED
BEAEICENE. HKRBEBOEHOFIEIBRRICRD 0D, HMEICES
DEARICEELEBEDBRICADZ EVWIFIRDDH S,
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[0055]

[0056]

ZDEDICLTRONIKDBANMBEERE KE ZHMIE, xR
TBHZEICLY., KODEMNETL., BRIFLIGKBELERINS,

BH, REINZHELTUE APBRHBEELCIE DDA THNIFELL
« BEAICIE. KB EDOTRS. AL RAXGEIFBTE, 20
BNTE. TOENERB TH D AEANTFE L,

Flo, LRKDBANMBEEGA KRR 2 KOMBEEBIL. Bh/BEERL
KOBRANMBEEBUAOER (BIAIE. [iBRE) EAMOBNK% FER
THIENTES,

K h!

PR, EREAICE Y. REBBICDOWT I HICFHMICERIEY 2 A, AFEBFIL
INHIREIND EDTIEAW,
<ZEREHI1~6>
(&BEHMKIRE (Ta/SiOHEE) )

TX1cecm2ilAhy hLES | Bk (RXat=>38 KERE A4 (
100) N—type) #F7thr>, 2=70/8/) =)L, MKOZBEER
W, BEEIC1 ONRBOBERESET o7

LS i EfkEIC. RFX/8y 4 (ULVAC, MNS-2000-RFG3) T, FEE
BR250nmERBEIICT aEfE (TaE) #/FEL. TaE%AS i £

LB (Ta/Si) .

H—Fy ME, SHELSEE (99.95%) OTa%zmw,. HAO100W,
ARy HL—ME25nm/ &Lk, A (BF) 1F2. 0X10-5Pa
EL. ArEBAROEANIZT. OX10-"Pa& L, /. SiHEKR (4
VW) —Tasy—4vy FEDEH#IET1 O0cme L, EREBEEIZIS00TCE
L7z,

TaBOREICIE. XRD (X-ray diffraction) SHIEEE (MRNEtYH
V8, BHad ERKERZEMXREHZE Ul tima |1 1]1) %
AWz, XRDAIEDHER., ZEHl1 ~6DEBBFHIRICLY., Si &
REICT adERINTWE I EMNEERTE -,
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[0057]

[0058]

[0059]

[0060]

[0061]

(StREBRR IR (TasN; /S i O&EE) )

RIC, Ta/S i EREASTFC. 500C, 700C, 900°C., 10
O0COWTNODRERHT, 285EBK (M) LT, Ta,0FE (
Ta,0:8) =15 (BuB)

IS, Ta,0,/ SiaF7YvEZTFEIEARATFT (100scem (1, 69
X10-"Pa-m3/sec)) T 800C, 900C. 1000COHW\Y
NHOOBRERET20EBMAR (NE) LT, TasNSZE (TasN:B) %
S i ERLEICEL (BILAE, Taz;Ns/Si),

EhEFI1 ~6ICDWT, LEEOBICABRORKEE. L UELIEE
DRRREESE 1 RICTT,

Ta,05&TasNsDEEIICIK., XRD (X-ray diffraction) SAIE (#=
St A, HARKERS BN XREHEEUIting III) ZHAW:, XRD
FEDHER., EHEF1~6DFUEBRICEVWT, Ta,0:8LUTasNA
ERINTWS I ENERTEL,

(Av4% U bEFMHRIR (Ta// TazNs /S i DHEIE) )

EREOLIICLTELNAETas;NsgEBDLE (BEL) ICRFXZ/Sy 4 (ULVAC
, MNS-2000-RFG3) (CT, EE100nmD T a@aWE LA (Ta/ Ta,
Ne/Si) .,

(REBFMRIRE (Ti /Ta/TazN:s/SiD&E) )

HmWT, TaBOL (BHLE) ICRFXZ/8y#4 (ULVAC, MNS-2000-RFG3) (T
T, BES umDT i BE®HRL (Ti Ta /TazNg/Si) . &Ry
DRBERY Y S E L,

(BT (TasNs/ Ta/ Ti))

FEOLIICLTELSNERMBERY Y FIICOWT, —HFOEYEY T
SiEREDHhH. BHI—ADEVYEY NTCIhUADBEDOHH. S i &
WRECNUADBEZFBEL (HBTRR) . ChEREBIETTasN /T
a/TiEEREEE.,

BB, EREFISICOWVWT, HBETREBEONAMEE (TasNs) OREDE
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BEEARA 1T o /-, BEAMICIZ. SEM (Scanning electron microscope. ¥k
SHBEMI/NM T /Ay —X, FE-SEM, S-4700) #FAW/=, TODOLHICLT
BONEERAIICEITHRHETEROAMEBOREOERER 4 IRT

o

(o)

[0062] (KA NAMESIBEDORR)
#onkTazN; /Ta/ /TiEERIE A—AKRr7—7 (BFEMERS
#HE, SEMAN—RVEET—7 (FILIEM) ) 2BVT. 5 RER
FICBELE (B2ERBEIR. TasNs/Ta/Ti $E&EE(H—RY
F—7) /HZR) .
ZTD%k, BBE (Ta/Ti) EDFEBE=EDRIC, PIVISHRET azNg
STa/TioTiBE%s | nEZAVWTESLL, LT, PEC (KEX
%) AEZT 254, «BEHIS (| nZEE. 7IL I HEOBEHERD.
TaBBLUT i BORME) #ITRFBIETHEL T KOMRANMEE
WMELTT as N EEEBAE S/,
BB, Ta; N AMEBOBRHEEIE. $LF0. 2cm2THo7,
[0063] (BB TH2)
1TOmLMCo(NO,) Bk (6. 3mM)&, 2. 5mLMONaOH (5
OmM) &, ZEBELAKABRIC. Ta;NSEESHE 1EEEL. DK
mEBOIOAM RIZR>LEIAT, BHBE3IET LT, ThiCLY, Co (
OH) xOOOA RABMES LTT as;NsB LMIER) REICHEEIhE
EH1~60DT a; N BEEBEE,
[0064] <ZEHEHI7 >
FEROHBETRRETH > TKOBANMBEEBORKRIC, TasNg /T
a/TiZBE%a, HF, HNOKAKICT OMEREL T, TasNOFREA
ENE L CESIR) . INUADOTRIZERF 3 EAFICLT. k6
7DT a;NEEREEBZRF/L,
[0065] <th#&kfl1 >
FEROEEBBIMIR (Ta/S i &) ICBWT, RFR/IAyHBEBODA
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[0066]

rBABOEAN%ET. OX10'PaTRIFLALEE, BRHR (0,) 28
Al7z, 8. OL,EBEABMOEAIK. 2.0X10-2Pa& Lk, ThiCLY
 SIERLEKTELIZRAROT aOxBLAEKINALTaOx /Si%
1§75,

TD%., LERONMEBHHRIRICS T HBILTREEEREL AN > 2LU4H
id. R 3 EEBRICL T, BRI 1 KD ERAMESEEEE/

LEE B 1 DRERRIE. EBEBEZMHRT 2EBEMKRIEZE L &, Bt
MIBZT> THMEBZTNT 2 AMEBTKIEZRRT 2REHRTIERL
. EEBOBNIEETHTS i BEREICEERT a0 xBEZEMT 5 EHRIC
FETDH, TLT. TORICERAE, V490 NEERIRE. SBBENK
T, HETRR, KOBAXAEBOEMR. 2175 2 &id. EMfl3 EEKRT
HD5,

BE. HBHITICOWT, FEETHRBRONSMEBEOREDOHREHREZ., =
FEfI S ERBRDOEBEAWVWTIT >, TOLDICLTELNERATICS
FARBETRBROAMBEOREOBEZR AR5 ICTRT,

EHEf 3 ERROEY - REEZAWT. TaOxBOERETH> TELL
RIBERIICX RD (X-ray diffraction) RIE%Z1To/4& 2%, S i EREICT
ELT7RRDT aOxBIMERINTWS Z EHHERI N,
<FHmEER>

(RIBE M D L)

FEROHETRICBEWT, FBEOEZ I &, BRICK YR I W s
B (TazNs) OS i ERAFRITONTWERERES, ICEOVWT, UTF
DOEEICL Y FME L, FHBERRES 1 RICRT,

A:BZICHBL., DD, ZBEERONMEREDOREANTIETHAMERICHE
TERDDEREIERTEAI >,

B:&BZICHBELAD > (B LLEHBETE AL oR) o T, B
DFERERE DREREICM A A 5 NASEERE ICHEK T 2 D DEF NS
TE7,
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[0067] (SEERBEDFM)
EEDOELIICLTREONKSBRAMESBOIEREEDFTME. R
324y b (b3 EIHRSE4, HSV-110) #BW/A3EBRTOER
—BAEICEL > TIT o7,
FTEHERMNEOEASTI IS AT 2BRLEZENICAW. ZREICA g/
AgC | Bf, WHBICPtT74A4Vv—%ZBWk, EfF®KICIZ. 0. 5M K, H
PO,KBKREMEELT, ThAEKOHKAKRTeH 13, OIKHAETSC
ETHELSNEBRERERAW, EREERIABET7ZLIVTHLZL, D
CRERNICHRICNANT ) T ETITEINEL>TRET R, —BILkR
ZBRELE, ABIUEFAEICIE., V—5—23Ial—4% (KA =KE
HESUVERR, XES-40S2-CE, AM1. 5G) #HRE LTHW:,
Z LT, EEfS L OLEREIC TR L 72K ERSIESEBIC DWW T,
1. 23V (vs. RHE) ICBITBHAEBEREBE (mAcm?) ZAIELL
. 8. RHE . reversible hydrogen electrode (AI5¥/KEEME) ORT
HD5,
[0068] <FRiMifEsR>
UEDFMEREH1RICTY,
[0069] [3=1]

‘0

T

six |2EEREIEED |MONEES | SLNTHO |RURE | ELRE | EERED RHRE
= B sk B L) C) MEBIE |, RERBE
Figepe | 0
tmA o)
R Ta/Si Ta, 05480 TaN: S 500 200 i A 085
=Gz Ta/S TasOs/Si TaNg/Si 700 500 - A L5
= o e TarSi Tag0s i Tag /S 300 500 & A 2.2
EHEB4 Ta/Si Ta 05480 TasNa/ 5 1900 800 8 A 14
SIS Ta/ St Tas05/ i TasNsGi 300 800 &= A 038
EEHIS Ta/8i Ta, 0/ 50 TagNe/ S 800 1000 o= A 158
EHE7 T4/ 51 T8:057Si TazNs/Si 500 900 H A 185
dast gl TaOw/ 8 — Taghs’ S 300 800 = B 04

[0070] EERHIRICFT LI, EBEEIMEREETHEKLELRIC. Bo5Nhik
EREICOVWTEICALEBEEDUNEZR TKOMAIMEEBRZRET I &
T, SEEEER (S i EiR) EOXBMEICEN, XERBEICENTK
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[0071]

[0072]

DERANMBEBABOLNE I EN b > (EEM1~7) .

EREGI1 ~4 ORLICEWT, BILABRROBEKREEEZ700~1000
Co#EEETEHIET (EEM2~4) | AERBEICLYEBNKIHER
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