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1.1.1. EOREZERD & =X —RiE

TAREITS, =3 F —BEOERRIGKIZSL> TN D

2011 3 A 11 BICHA LR AARREBER K OGRS R IERTOERORET, —
FNAFX—BRIIRKERRELZ2AOND Z Lic/otz, BBEOBFOK 30%%H > T
T BRI BRI DS RAE IR & 72 0 (2015 45 3 ABIE), 2 5 =< K IFEEDEIROK
90%% D ETITR-72 ', TR X —B O 632 2 M (Safety), £ M (Economic
Efficiency), T R/L ¥ —7Z2fR[E(Energy Security), EREif4:(Environment)® 3E+S & S bHiLb
D, BAEORPUL 3E IR L CTEARMEZ ML T\ D,

“Economic Efficiency”(Z-2W\NTlE, KIJHEEOHENNAE O RERERE B ROFLET, &
BARAITBE/HEME KIEIZ B, Fit R OEEFS 20T 5K ER>T0D, £
2. BOETIHFEL TOMAMEIZBAICE > THY . 2k Y 4ERM 28 kM *OEE
N LTV 52014 4F), S 512, FIMD 83%, KIKT AD 30%73 BRI R L E 72
WD DEA L 72> TEY (2013 4), ZIF Energy Security” DELE 5 b EIETH 5,

S 5 |Z”Environment” DE G EHE TH 5, KITEEEOHEIMTIESEIRT A TH D %
LIRFOPEHEOHNINZ & 72 &3, KUEEENC B 2 BURFR SRV EE 5 IRGEAMH A T,
KM AT AORBBLIZOWTEE ) RMIN 2N 2 &, £72, KEEEZMZ 572 0IITR
FERWR T A DRI 2 HIBALETH D Z EPRINTWD, RO @bk
FHEHEIL. K210 fF b (1990 4520 559 305 fi B (20100 ZHI N L, [EFR T %L 5 —F B
(IEA)Z XAUX, 2035 FE TIZE HIT 20%MNT 25 & FHI S TWD, TBEIZB W T,
2009 FEDEHELKMHEET P 2 v MRV T, 2020 £ TIT 1990 4L THRERFE N A & 25%HI
BT 2LDOHELZES Lz, LL, ZHUIRBO I ORI EZAEE LI DO THY |
HAARKEBRLUBE, FROFHRDPFE EAARIZR o724, KIEZ2ALE LERER SN
720 2013 F0 EH A A B A S DO 19 [BIFFERIESF(COPINIT B W T, TAE T
2020 4 F TOREZDR N AHIKHIEE 2005 A 3.8 & L7z, AU 1990 4ELLICHE
THE31%E LD HBAENDITKREOFEREIND Z Lo Tz,

29 LRI & AT, 2014 4, B2 = f X —EAGH AR E Sz, &2 T,
JF3E A B /e — A1 — REJR & LB D DR R A ik s LT 2 &, iz,
JFRICEDLAERE LT, HAMEIILX -2 N ETOHBE TORLTE AL SL
\Z R KETEAL TN ZENEFHI N, BERPRERL( RV — - X2 M v
7 ANE 2015 PR EESND Z & Lo TV DR, BAARET R X —DEIE ZHAEDK
10%7> 5 2030 45 F TIZ 30%EEITHLCT Z ENEREE SN RELTH D, FAEARET X
X —IZIE, KB, B, K, B NA A~ AR ERH LN, ENORIERELE &b
|2 Economic Efficiency”, ” Energy Security”(ZZEME) D i TN & 0 | HELZER~DIED Y
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RS TIXRV, BIE, S BB I L > CHATRET 1L X —0E AJLR MK 5
NTWDA, IBIREIC X D2BAMKEO EAMEE STV DI1ED, HAZBNKE LT
AN R TE RN E OBMN D ENSHEDNEIY A2l 25 & o 72BN E Tl
ZoTWD,

PLED XS IZBEBEIT VX —RBEICBE L Th o ThWIKE ORI 202 Tk, &
IFETHRL TOMEITT= R F—ZHUCE T DHATHEFNCA S &L ZANRKE,

1.1.2. KFJE~OWFE

RO 3L ¥ —EARFHE BN T, KFAEEOFEBLA~FNT 72HD A2 #EHE LT <
EONFHEH SN TS, KFEIZ, A, AR, KRBT R EH B HEABERCNA F~ A
DYE, LHET 0t AORIET AR OR300, K, B, AKJ), #HE (&
) EOFARRET RV F —H KRB L DKOEBELDEIS bRET S LN TED 3,
Thbb, KBEZHEARZ XA —FENLHGARTHY . TR R RE
(Energy security)|Z 47 5-9 %, £7 . BAERRBZ /X — T8 & 2 5 M EE;T O T kR A
REEIEDRF SN TODH, KSR GW)D B &2 W % ke LCiE, &
RRZ E W AKFEELE L TR AX =2 I T 5 FIERE RIS TS, I 5ITF, KE
ETANLF—F v V7T & LTI OR M BAARET R VX — 2 AT 5 2 & b A[RET
HDH, INHD I LN KB, =HRNFX =L RMRE, =RV X —ZE B (Energy Security)
TR Lo DA RE = XL X —EAPLRIC L D ER bR FHEH B DO HIJK (Environment)
AREL T AMKROF LR R FAX—THD EHFHEI TS,

2014 4F, RRIFPEZEE DKFE - PRBFEMBIE s Il VT, KFHEOEBIZMIT -
— K~ v 7R E S iz (Figure 1-1), & 2 CTlt, KFHE~MIT T3 DD 7 = —ANRHITH
Nic, »7 =—X 172015 FE~) L, KFEFIH OMEEAIER  (REHEM OIS ~ DA H)E
) LALEMT O TWD, 22 TR FELABREOWE» LT 5 2 &0 EE
SNTEY, EHRZOWE T KRB LYEHT D23, @RRRBET A A TH DK
B D K AER L OOKFEA 7 T DEAEIC &> T RO AKFE S A~ 72 AR DOFEST
HIZL Xb, »7 = —X 272025 FE )L, KFBREOARKEAN KB 72 KEHG A
T LD ENLEST B TS, 22Tk, KFEFAT A A E L TREIERZ T T2
SRBURZRKBREOEMA L B &N 5, Fo, KFBHGEIHE LT, WA ORFIH= %
AE=PHEESN TS, fIzIE, A=A TV TR EICEEICHEINDERIZ, BV
TR T DR AT D) DR — D NLRRIH LN ISNTI R, TNEWE
LTKFEELTARNRAT DL ENBEZXOND, 2T, KEBMERHZAR SN D Z#E
bLIRFEH T ~ITE T, B LRFP N EAFEEr 725203 TEL, "7 2—R
372035 FH~) X, h—F /L TOD CO, 7 U —IKFEMWAG T AT LADOFESL EALEST T BTV b,
2T EWNAAOBARRET L — KRB A FIH Lz CO, 7V — 7 kRS B AR



LN, TRNKBHEOEMICHIET ~SRELE D,

KEH T TAF=—TRELT T, WG Ik - s, FIHO 3 BN H 573,
FTHHLHRCIHBRENR D D, KERIEICOWNTL., FICHERET R LF -5 KOER
IREAT DA, BARET R LY —0 3 A MM TEXDMEEO a2 b, 2hERNHH
L7 o TN D, KFETE « BEIC OV T, KBITFEFETCRAEATH L= LF
—FEMELS . ZOFE E TIIRBUENORIEFE 2B ENRETH D, BUK, ®ER
RAWHINTWD R, FERINTITIRILAKTE, A ANA FTA4 K, TUE=T R EDKTKSE
Z TG - Wk D EATOMESL R D HiL D, BEITKEFEFIHIZ OV TIL, R & RELE
MO ZDDFHERD D, BB OWTIE, KFEZLEMNTIRNE ST THRET HHIT O
NEDTRBE E S D, BRBFEMIZ OV T \dﬁﬁf%ﬁw%ibm%% BHERICFIHTE
DT NARTHY, ZTOHFTHHEIERS /iR 72 A & /0 TR B X R IR B L &
BUFPER B WIEET NA 2L LTRSS, FEICa A Ml CHENEI N TN D

AHFFEIE, AKRFHERFEBO T OFERG  FIRREFE M ORI 2 S0 T —<
ELTWD, &muhfi,Wﬂﬁmﬁvl%m“%ﬂ%ﬂ$&®%g&&%% K71
AWFFED B AR,

1.1.3.  BREFEm OB

PREFEML(fuel cell)ld, 77/ — RIZEITHIBREL, & LTKRF)Z U Y — RIC bl EFE
2853 % TNk L T 2 AT R EEE TH D, ﬁ%%&%ﬂﬁmﬁx
BHNZR D 80T, AT EFEE R — 2B R VX — [T L, & HICER = R LF
—Z R TEITRNTX —IZERT 50123 L, BHFIMEF= L F— 2 EHEERT R/LY
—ICEMTHEThHD, ZHICKD, BEFERIZBMERE D X 5 2 v ) —HF A 7 LDl
K& T2\, BREHE O BER R )R & BEmiE BRI IR A TR Db S %,

E=AG"/ AH’ (Eq.1-1)

V=-AG’/nF (Eq.1-2)

ZZC. E IERRAE. AG ITEMEA RN X T AT R — AH I HERE A R LT
B E—, HREEL, nl3USE TR, FIZ7 7 77— TH D, EHIKE, B
Mﬁu&f%mmé%é®@ W 83 % (HHV), HEmEE 1IL 123V &2 5,
PREFEMICEE T2 vk TOBBE UL TIZRRD

PREFER OES T <, 1801 TN 7 U — « T—E—IZ L > TRENZR S, 1839
LT 4 VT A7 a—7 038 CTREFERIC X 2B Uiz, Z ORFOBREIEMIX
wEie L THex, ERE L LThEL., BEE LTKELZHW DO TH -T2, EML
UG E > 7= D1X 20 ALE LA TH 5, KETH N FEHMH OER & L CRZ A A 1965



IV =2 TV« 2L Ny 7B OERE S FIREERR Y = I = 5 Flcfifsh
ToAED, 1968 4RI T VA U IEREVE/MMA T R 7 ZicEH S, A—2 T v MLAER
ELTHWONTE 2, 1987 AT X DO/NT— R, T a R A8 7 a § o A2
(Nafion™)Z VN2 = & CRFAME 2 BRI 1A b S 7= EiRmE s TR B 2 B, cha
FHEIZBHR DB AT 0 | BV HB CTOERAELIHIFF SND Lo IZ o7,

A H. BREFEMIER D N EKBHRICBIT DG S172KFEFIRAT A ZAOBEH & L TRE
HEHESN TS, EBEIZBWTEFICHKEHER, BEEHERE L CEASEZH% T
B, EHERETCOELIERA~ET TORENED LTV D,

2009 4EiC, FHEAAGMEIX BILA AT XX =), NF Y=y 7 HWZh5, AL
ROFEMREIEMS ZT L 2 X7 7 — 5] BDREEISNTL, TRT77—hE, #HHHA
FILLPG 24 A b CWE L CKFEEAER L, EIEE S TR EFEIZ X - THoK 700
W BEOENZME L, Fio, BEROPREZEIN L CTHRGICHIAT 2 Y22 — g
YVAT A ThD, Eio, 2011 FITIZEERBE IR E ERZ FIV b O b I TE ST,
RELEMOFFR D —2 & LT, HE NPT LR T /U R IR 25
LTBY, TRX77—AIZOREEZENLIZLOTHD, -, DHHUEBR CTHL-D
WCHEEAE IR CTE D720, 90 %L EOBEWREIRNEOND, ZHE TICRFR 10
FAMNIRTES L, 2020 41T 140 HH, 2030 412 530 FEDERAAEL SATHWDS 4,

2014 12, R E X HEYEND . REIEM E B HL(FCV) [MIRAL 23Tl T IRE
Sz, £, SHFQOLS FINTITAHEM TEN D H FCV R RIKGEIND TE L /8-> T
W5, FCV ITITHMIK R &2 REE & - 2 [ERE IR EM A W B, T U &R
T 20RO NHEES & bl L T dm <. £z, EATHICHEH T 20130k 72T Th 5,
Ihh, =77 — A EFEE, BRI/ NI THEREN & WD D R A IS LT b
DEFZD, Ny T V—%,#HlTrEXHBE L KT 2 L, iR & Bk
FHUC PP D RERIBENZ ERRRTH D, WRIERA~AT CTRERAT = a v (v
7 7O HED S TE Y | 2025 4£12 FCV200 5 & KFEAT— 3 2 1000 7 FTFLE
DERNAEE SHTND 7,

1.1.4.  [ERE D FRBRE ERL OBE R & PGS

[ (A 75y TRk i (Polymer Electrolyte Fuel Cell, PEFC)i%, 7' b A& w0y ERE
ZHAWEREIEM TH D, 7/ — FEOH Y — FOERISRITROEY TH 5,

7 J— R:H, > 2H +2¢ (Eq. 1-3)

7Y —K:1/20,+2H" +2¢ — H,0 (Eq. 1-4)

7 ) — REOH Y — RO, AlikFEEMi(Reversible Hydrogen Electrode, RHE)Z %9~ % HE S



MENMIT, THENOV, 123V ThHD,

PEFC O HAMEE % Figure 1-2 (Z5R3 6, 7/ — N, BMEENL, Y — RBRES Shi-5E
T A5 /K (Membrane Electrode Assembly, MEA)% | )i 7 A DRFGEEE RZ V iA E =& 3L
—H THRBZ ARG L 72> TRV, ZhEHEEL LY, BEAREEINZH DL A
27 LIRS, MEA QWO A A — VK% Figure 1-3 139, BEMAREREIIEA, um F2EO
JEE T, HADERE 7 v b OREZE S HEHE LT, Nafion®IcfRE S5 & 5 72,
AN EETDH 7 v#ERAR U ~—Figure 1-HNFEITHW LD, BRERZEAL TT
J— Rt K O — R 238 S 0T 5, it & 612, J8E S 138 um B2 T
AR & T A A ) v — LTINS e b AREMER Y v — Gl BRI L R 72
BRIOMENNRE STV D, EiEe LT, 7/ —F, Y —F&HiZ, 2-3mm R
EZ@ H&EEZIXAEGh 2 1 —R 7 7 v Z7HRICHE L2 H O(Figure 1-5)23HW 5

o EMRREL(F BRI E CHREMISBEZ D, TA A/ ~—3MENo 7 e kA
%7&"?‘3 9o BN TIISIS T A DA & . 1Y — RIZB W TIAERK O 25 BAFIZ 72
SNDLENRDHY . ZO DI —EOMIAMELZ A LD ER>TWND,

Figure 1-6 |2, PEFC BB 70 B ifi- B R thfR(-V 7 — )& R7 7, %?ﬁ’i’ﬁ?%lﬁ“é Z &

VEEITET L, BEmEEEN OO TEELWEE E 7230 e /eSS, WEEITKR
&< /)/'\’0) 3HHICAT 6D,

D IR =&

IREALIE, v P AEE X EHEICERT 2 8EEALFET, PEFC D54, &
E%K@ﬁ#émuxmﬁkhkﬁ<\%%Eﬁ&%ﬁﬁm@7n%/h%;£l¢é%
DONEEHITH S ', IR B AFEERITEREICHAE L, BRI IR 2 A(gp)it. RO
ATERbIND,

ng=0'di (Eq. 1-5)

T, ol IBREREO Y 0 b AREE, dIIFEE, ( IXEBEMEREH D OBEBRBETH S,

7' N AREREITE ﬁ*ﬁ@%@&omﬁﬁf ETIRED . @, 100% RH.TO0.1 S cm’
FRETHS S, BEIT@E 10-50 yum FEE TH 5, IR 1 2L, BRILFNA o ©—F 0 Ak
&EKioTwE?é;kﬁT%él

@ EMAEEE

T RS &1, @Wﬁf [T 2B/ LA+ 9, PEFC DA, 7/ — K, 742D
LB OEMEGEEEITEE T 21 E/hENW, ZEL, =% 7 7 =Lk PRk
IR RIRE DY E ﬁE%Lbf_k%f&@\:ffubﬁ_ AliE, 7T/ — AR Jﬂ@@ iAo

?%ﬁ’&iﬂ/b BRI A ST LB EIE O KN & 720155 7, #@% . PEFC O
WEEOF TR REVDIE, Y — R, b bR (Oxygen Reduction Reaction,



ORR)DIEMALIEEITE T 5, IEMHEILIEEIT(y,) & BEILE () D BEFRIZK @ X (Butler-Volmer
ORI VEH)TRDbIND,

i=mSjy[exp {(ant /RT) n.} —exp {(-(I-a) nF'/RT) nqt]  (Eq. 1-6)

Z 2T, m TEMEAEY - OBEmAEE &, S IXEmAE O (BRI ER R, j, (X
FEARAREE EIC 3 D R HEIRE o ITBATIREL0-1), RIIKMAETEE, TIHERETHS, K
ParE s B Lk, PRI BV TR AL F O AT M 7= OBWREE DO Z &
Th v, EifhiifE, S, BEICX->TRkED, (7L, FEEEMICB W TITEIILK
S EBRCEOG I G O T D BT EOBERMEIZE R Th 5, ) ZOXOBAL, WEEIC
X o TEMAL = KL X —2MEI S VS SUSIZB W TR, AU & - TROSEE, 372
DHEMEENPRE S RIMNZBWTINE ) D0V 22 THY, 7 L=7Z2DA M)
HENMNDEDTHDH, BITHREEIFWEEICL > TH2 b INIER b RV —DZE
b5y % | iﬁfuﬁf‘“kﬁf{ﬂ:ﬁﬁi IRV 3T 2FE0Z & ThHhY | EmfbEAE, RIS, B
REDT 7 7Bl oTHREDL, ZOX LD X )T, EMEFEY - OB
HENFE U ChHIT, EMEEOLREBMOARZIVIEE, 72, EMRAE RIC T 5 8#
TV LR EWIE ETEMHE LB EEMEL< 725,

WEEN TR E VR, WRIGITER T 21ZL/hE< kb, DK, Eq. 1-6 Dl
O E D EIRORKIZ/e D, (Tafel D)

In (i) = In (mSjy) + (anF /RT) 1, (Eq. 1-7)

Thbb, EMLREEN BN Th 256 12IE, Mt VEEE, B ERE £ O
X H A B % & (Tafel Plot), ftHE 725-anF /RT DIEMNFF Hiv, ZiL% Tafel Slope & -5 (Figure
1-7), Tafel Plot |ZF& FEMERECBEMARAED ORR {EMEZ T 2BRIC L < HWH LD, IR =
2EFFX v AT AHIED, BAEFEICITIR B AEZFIE LAEE WS Z ENZ, —EIC
) FE i FE I8k C 1 Tafel Plot 23 Tafel Slope 72> &AM L, 2 OFRREESy 23438 O YR R B & 72
%7

@ REBEE
RERTEL &1, BMLUL OMEITICHE > TRIGHE OIS &)L 7 12k L TR T,
FIIERMEORETEE)D SV 2Z I LT ERAT A Z EICERT 2 8EEEZHET, *v
YA ROEANG, REWEBEE@)ITKROANTRDIND, (RICWE & ERWENZNEN 1
FBEEOSE, )

Ne= (RT/}’IF) In (aroag/aragu) (Eq 1'8)

I a3V OROSWE DGR, a, \XEMITEE DO RISWE DTG, agld/ V7 DA
FRVE DI, ag | ZEMGT LR DLW E DI &% &K1 7T, PEFC D56, R EIEEIC



BWT, BV — FOBBEIBPEE(EBITE OEZRENMET)E 20 REREESHE
W5,

1.1.5.  [ERE T RE E R DR &

PEFC DO KL R~ T ic KOFRBE L R 5 DIEa A N THDH, =7 7 — L ORI
FEIEUHI DK 300 T HHK 100 THAETTFR 72600, HEROT AV 2 x L — =
YVATARTaFa— bR E L L TRAREM TH D, Eo, 2014 FIZ F I X HEE
5358 X472 FCV IMIRAL OAH#& 359 700 THC, 1A 1B & S i izmein o i3l
B A N UBNEATE OO, [ 7 AOHEKRE L i L TRREITTH D . AR
K DI DA a2 S E T U NBETH D,

EaA MOBERT 2O TIE R, FHZZRT7 7 —AZBWTEA Y v 7 121 T { WE
BWRIFER DT A P HREWA, ZZTIHEAZ v 71T 522 FMRBEICOW TR B,
RN — & L7258, Figure 1-8 12, HENEH PEFC 24 v 7 O = 2 FNaRERT S, £
POMNEMITA R EARoTEY, BROMKIT A MERAK v 7 a2 MERIZ & > TiEE
HETHDHEF XD, BHI A MREOEKOER T, EMAEEE L THN LR TS H
if&éomfwioc\chmwy~F"Té(mR@ﬁﬁm‘%Fﬁk%wk
FRIZA Y — FIZBWTEZEO AR AN LTS, MOHMIZ DN TIEEERFRIC
a A MER O HIFRFCE A28, A4 L T, Eﬁiﬁbéﬁﬁm%glkﬁbﬁé ES
7o, HEEICHLIRY 285 5729, PEFC 4 Y — NOHEAMN MK A4, Femiici3IE A4t
NEEND,

L1.6. [ER&EDFRREEMIEA & Y — NI 2 BEE O

PEFC 7 ¥ — Ffilfif & U T ERD b H1ENE, TAED & —7 >y MIT 7 ) r— =
NCE o TR DS, BEHEAOEA . Figure 1-9 (23T X 572 % —% » h2 DOE 75k
EENTWDS °, Zhuck s L, FEAEH YV — Rl ORR iHMED 2 —4 v M @2020 4E)
12300 A em™ @800 mV (vs. RHE)& 72> TV | Z Z TIHBLHAR & 7= » OIFME(BFE) T
HESN TS, Eq. 1-6 TEDLIND L HIC, EAMICITAEEZESCTIEE F—2 10
TEMEIX BN D (EMALIREIEN TR 5) D, HHICE 2 X, MiiE 470 oa X fn+
P EZTAVUTAEE R 2 0T 2 & T2 B 2 N TE S, Lol Ml E 2 8o
fil 8 DIE LA L, FONEENO 7 a b AR EECEEREEN EF L TCLE
Vo TDW, MBAEHT-V OIFER X —F v FELTHESNTWS, ok b,
K72 ER AR OWTIEM B a 2 hofE 2 X e 88 50 TRABIZ AT 2 LEER
HHZLITE O ETHARV, Fo, FHICIE, AEESEH 72 D OIEMECE BEIE M) CAliR
AFE & 72 O OIETEGLIEME) DS i S D 2 & D320, BUIRO Ao 8 BE 1 & s



240 Ag", 2 Am” @900 mV (vs. RHEMEE TH Y °, I L L THIHEZBRO TR
ODREOEEIFENY —7 v NOBRIZRD EBEZTIV, MAED X —7y MZONT
X, BAfEE L FIER, 0.6 V- 1.0 V OFENLH A 7 /L 30000 [0] TE EIGTEOK T2 40%LAN &
ENTW3,

ZIVE T < DIEES ORR O BHFE A 72 ST X 7203 TR, AR i C PEFC
71— Rt LT%ﬁH WZHEZ 9 B L DITRIEHFE LR, BLTIZ, ERBEEOMITIC D
W THPBHERINC IR~ 5,

O {5 filiit

< U U EI(MnO,)IE, 1973 41T Zoltowski & 12 ko TT LA Y TEBREFE RSO £1-
725 FE M O BRI & U C oIS NS S, ORR Al & L TE < OWEFNH 5
'3 Chatenet & * X, MnO, |Z Ni £7-13 Mg 2% % Z & T ORR {HMEA ] | L7- & it
LTW%, P, #HHIck5E. Ni F—7 MnO, D 600 mV (Z351F % HiEHEIEF) 02 A m™?
ToH 72, ORR A H =R AIZB L TlE, BEO5EE 1713202 k5T, Mnll) & Mn(IV)
DL Ry 27 A% L TORR BEITTH EEXHNTND, 7272 L, & TREMKERT T
OERZHELIZBDTHY, PEFC O X 9 RBEHFHK TIIAESIER L TLE O -
HTERu,

Ota, Mitsushima & X, #o 2V, =F7, Dra=7 L4k, 5HEOSBBIYE
NR—2Z L L7 ORR LA B L T\ D, BT VT &g L FFTh, R AEEL E
T 2T DEERBER TICBW T ENICZE TH D L WIHIRFERS H, 7272l %L

WAL S AUVTZ IR EE CIREEME AV 2 8 ORR IEMEITFEEL L Z2vy, 1% 51 \;n%AE®ﬁ
—ARFTA N TA REHLbT 252 & TORRIEMENFELT S Z & & A L=, BEsEAaF0 0.1
M HCIO, KIEHRIZH51T D5 A v MEMITHRK T 950 mV vs. RHE & #His ST %, F7z,
o DHEIZL D L. ORR IEMERIIEER KIA T, o LB R EmICHTH L7e o —A
U B = VIREFE R Ao TS EHEHIEN TN D

ALY D ORR IEIZ SOWTIRAS, N7 2h A ML ABO; DA T
KOINLEEEEH T, LaCoO; M IEMAKEEIE T T ORR {EMEZRT 2 &% 1970 4RI
Meadow & * |2 &> THIO THG Sz, LI, EICAY A FaxLalTH 07 AhA b
TEE4 D ORRIFIEIZ DWW T < DFFFEN 2 ST X 722 HIEIC L » TR D28,
B %A ~7% Co, Mn, Ni @& O EEAIRE VY ORR IEMEZ 7RI Z & 3o TV D, ‘EE
Shao-Horn & ¥ (2L > Tu 7 A0+ NUEE{LH OE BIENE & HIEVEDSTR S DAL 7228,
AUZ & D & LaNiO; DHIENEIZEED 1/10 FRE THh 572, ORR A =X AIZHOW T, [A
U< Shao-Horn & "2k B & B A MU F AL D c*BFHIED HAHEN ORR iHMED K
Bl 7 L7 TN D Z EMERSHAN O RINTZESN TS, bobtb, ZThbT
B A4 RRDOXa T AHA NI EYITHE TR T TR LE Th 508, BRMES
PR T CIHMEFPRINCARLE ChH D, DI, HWEMKERZ EMRE & T 58 B- 225 Eil



T =4 R HIEIR R B CIX T & 203, MMEOBEBMEE VD T e kA RO
PEFC O 77 YV — Rt & UTITfEH TE 220y,

DO AE L% ORR filtlit & LC, A a7 a7 MEgkyngifongd, ~farzary
HRREIL ABO7s D— A TRDOINLEEMEHTHY | MBI L > THEERBEEZA
4%, 1978 4E, Horowitz & ®® 12k > T, A A F% Pb £7-1EBi. B+ A F& Ru,Ir &
B3A 1 v T BRI ) 3 B FE KBS IR T ORR TEPE A9 2 & 390D TS S vz,
Fio, Bk 72 g4 NUER Y L B0 | PbRu07s DIEEEMEAKER 7210 T <
FR MK ES RS> Nafion 72 & D7 v b ARE S FERE TRV T HLE THRR &
ORR &M% 779 Z & % Goodenough & 12 Lo THE & 7-, & HIT. PbRu0.5 D Pb
P4 M Bi.In,Sb7R EDEJR I T AL T—EERT S Z & TORRIGEMEN M\ L35 2 &A%,
Shimizu 5 7 IC Lo THE STV S,

@ & @ Rfilit

& B ARRTRR TR & U Cid, Ag RIS H < OIS TW D YT T, Meng B
ickoT, AGC ITH Y T AT U H—A R R—TF 25 2 L0 & o CHIEE KRR ©
Pt LA DIEMZ R LI Z L3 Shviz, 72720, Ag i PEFC @ X 9 ZBatE R < Tl
A CIImO CRBIERT D720, Tuh U IBREFEMSCA R -2 R Eih s & AN
KCOEHIZRLN S,

BUER AN STV D &R RIE i, Pd Rl TdH 5 ™" Hoshi 5 '
OWFFIZ XL D & Pd 1X(100)H 235 & ORR IEMEAE <. Pd (100)f @ ORR #EMEIX, Pt The
% ORR {EIED E Pt (110) [ DFI 3 15T o - 7= (BRI AEEF), 7272 L, Pd BAARL 10D h—
2L ORR {EMEE L CTIE, BBHEIRSIZ B W TIIEE— A TPt OO — I £ 5,
UT4E, Savadogo & *'IZ X o T, Pd-Co A4 Pd HfA L ¥ & E\V ORR i &R~ 2 L 23
HEINTHE, 64kl X > T Pd il ORR {EMEZ M E SR AN LI TET
W 5 79-81, 83, 85-90, 92, 94, 99, 103, 105, 106, 108-110, 1140 Shao % 114 fi\ Pd-CO /Eu\{jéc:j;sﬁ' éﬁ%@fﬁff‘ﬂﬁktt@
BE 21T - 7255, Pdy,Co/C 23 b a0 ORR EMEZ R L2 & iy L7z, £ D%, Wang 5 '
%, Shao © &IFEZ D MEGRHEGIE CRBEOERPH LN TZ LA HE LT 5, Pd-Fe
BAEIZDONT, WL DD 7 ) —TNZ K o TR O E 23 T4, PdsFe/C 23 PYC & [F
S EOMH TEV ORR JEMZ R L2 2 L3 g S = 510 =50 1co0n T,
Raghuveer & |21 - T, Pd-Co-Mo &4 (et 80:20:10)2% PYC LV &\ ORR 7
PrERrLTee@wESNT, (7272 L, 22 CTHERICHW S PYC @ ORR {EMEIX—xi) 72
PO LY IRV, )b o & b P ITEENE, SEM LRSSV CUIEG BT 5729,
PEFC 77 vV — Rt & U 2T AME D TR E 28N H 5, ZHETIT, Au
2 Mo 72 E DI & OAEAIT L - THAMERE L35 2 & Al ST %1918
ERITHEZ 5 LUV TRV, 26 Pd REEZ SV TIE Shao 5D L B = —'" TREMIC
FLOLNTEY, EbbbERINTZ,
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@ H—RrT v A

=R 7 aA il X, SRRERICEDE R L T2 ORI TH D, 1964 4,
Jasinski & "l ko T, a L 7 F YT = U N EEMEKEIE T ORR KA ~T 2 &
MO THRELINT-, Lk, 2 OFRFEIZL > TH—R T oA O 7R 31T
nTx7= ") Jahnke 5 BT RO I L b7 F 1w LT = MK IR T T H ORR IE
PEzRd 2 L. 2. 800°COELBLE MR Z 9 2 & TMiAME LG M LT 5 2 & &
HH L7, Meier & 7, Baker & 13§k 7 # n L7 =0 RO A —R T v A fEEIC O X | g
PEKIEIHCO ORR IEEZ S LT D, oM, A7 4V v RmOEBRERRILEY %
TR 5 =R 7 oA SN T H %< OBENR S TG 1910121800~ n
512DV TIE Dicks bO L E o —"* CEMIcE L H LTS,

=R T v A fREEOTEMESICONTH ZHETICE L DFERMPRINTETWVDHA,
H—A72 AT, KRELHIT T, BRENGFEA THLETHHD 26 5 L g—
RUMEHED S DI ORRIEMERH D &5 5D B 8 7 Lefevre & 3 Fe & F—
T LT T — R T v A filifliE > TOF-SIMS T 217V, Fe B A EMN LV H DI &£ ORR TEHEDN
ENo T2 LI E | Fe U A b ORR JEMEATH 5 L2 L=, —J5. Nallathambi & "' 13,
Co-Fe-N & L — NERAB R L CIERL Lo —R > 7 a A il 2 fieis L Cai 7 U —
IR A ERL L7 & 2 A ORRIEMEN M E L7 Z EnD ., RV A F Tl EHEFE 2P
ENTZH—AR D ORR IEHEATHY . BRBIZERD IR AT T 7= )TV IAENS
DuET YA RLTWAIZIME RN G T 7, 72720, WTIZLTH Fe X° Co 728D
BT PEFC IZBWTIHEMRIIAR TR TH 5, £lo. 2o DA F U BWEMEMEIO 7 1 |k
MR ANEICER L 5252 b, ZOXIREBREESERVNIENEEL
W, I HIZ, I—R UL PEFC I Y — REIRIZB W TEIFIICIE CO, L7 b7, I —
R T v A I ANE DB SIRIF2FREN H D L E 25,

@ &RHNas=F

Baresel 5 '*°1ZJ - T Co-S 7 ORR IEMEA RS Z L 30O THG Sh, T0%, EBERED
FL A= R ORR filifft & LCHFZE ST & 72 BT, Feng & P¥ 13, CosSy & CoSe, DT
JREA% J1— R ARGR RIS HRr L7l 2 (R L | 0.5 M H,SO, 1T 700 mV vs. RHE DA >
Yo NEMEBZEBE LTS, Lee b VIEF VI ATUANAR=L, UL R IR
=, Bl =0 DR ALY 5 2 LT W-Co-Se Z/ER L. 0.5 M H,SO, 1°C 755 mV vs.
RHE OA >t v NEA &S &8s LT\ 5, £7-. Alonso-Vante 5 **(Z X - T, Mo-Ru-Se
ROWEFIRTMBE G HRE SN TWD, ZROEBEI /LA s = FIIFMIRMR Tl ZE
L INDM, AEVEOHE TITAMOAEER & g LT, BURKIRIZHIL TH 5,
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1.2. AHZEOBEH

INETITRARTEZ L ST, PEFC IFRMRO =R F—F 1 2 & U TIHEFITHET
HLHHLDD, KIEHE R DT DITITHEAN M2 A MEBRKETH L, TOFTEH, &
V= ROBPSMEENARERa X NERE RS TEY ., D Y — RO B3 58 < &
EFNb, LML, INETICHEARIEAED Y — RO NRAA LN TETWDHHOD
DO, &M, WAMERE T PEFC & Y — Rl & U CERMIZHEZ 9 5 b DIXRIEAFE LR,

Z 2T, BER AT C o7 S —FRnE bbb, —olk, FoRmtAEE s
TOMER T, EEEZA ST EWS FH, b5 —2ik, +oRIEEEHE T 288
AT, MAEZR ESE TN ENW) HHThD, RFFFETIE, ZOBZZXFICESIE, £
NENOT Fa—F |2 LT OO BR ARt LT,

B2 ', 93 ETIE, BIWRMEIZET 23 77 v T HEEY(Pb,RwO;5) 2 LY E
(F72. PbRwO75 1. PEFC 7 Y — FEREE TR EM AR L, o, AL LT
[T ORR TEMEZ R 7 Las L7225, Pb,Ruy075 O ORR JHEIE 4R it &
g U CEIEE MRS, PEFC H o Y — RfidfiE & U CEMET 2 72 O3RN 2215 M E
NRDOEND, TOEDITIE, PbRu,0.5 1I281F 25 ORR EMEDTEMES, St A 1 =X A
AHFR 2 B DN 2N H D03, WERIEA 72 <. ORR IEMERRS® ORR A 71 = A A
AR (Z B U TR 7250 3 20, I RORIEIL, Pb,Ruy075 D ORR JEMEDTRE K+
&7 DRSPS R BE N RIBATH D Z L Th D, T I TAMZE T, ikt &
LU CIEFRZEILEIC, RONHEREE U CEME pH L AKIEEICEH Lz, fix ORI EL
AT 2 PooRu07s ZAFIL L | 72 2 ROSHEREIZR W TEMZ I+ 2 2 & T, R fL=
ERSHEEREE & ORR IEPEDBIMRZ MEHT L. ORR {H1ES<X° ORR A 4 = X A ALEEFEOfiF
BHZzBiE L7,

AT HESETIX, SBRMEE N—2 L U2y U hEERME A Y e, b
ST AER EE2 B LEZ DO THD, ZNE TOIASMBEOMANERN FRGHET, B
JLHED R—=T R ENFERFEL RS> TNDN, 2O XD 2FETIIARZRBERITEE L,
(U HWE ) Hii, BRI 2% amo > ) U E THRET 5 b O T, LGSk
M AMER (2o 2 U o ZHENC RN B 5 Z L R S TWA Y 7= | Takenaka & '**
W2 X > TPEFCH A Y — Nfibfit & U TR Sz s U WlBPdifs h—R v F ) Fa—7
X, MEAIZBWTEWIAMEZ R Z EnWE Sz, LrLEns, I—Rhr T/ Fa
— 7 DHFEREREA /NS W2 OPAHFFEE MK | A CX 2 BB EIMRWVEICE £ -7,
ZDH, FRHLVVOERE AN LIERED, v U WHEIC K 2B HRBER OWEB T~
DEERFRATH T, AFRETIEIND ARIET D720, mEREHEON—R T T v
T\ S PARL MR ST il o U B A U, oV R DS ANE & 8 EE
REICH-Z D23l LTz, F7o. 2V WHFEIC L DR OAREERIT OV T HIKIEIR R
N=T BN W THREEZ T o7, RIB, FERNR L LTAT V0 LR LI-# T,

12



F4123E 5 B WORRIGEMEZ R 6 O DM AMEIC RERFE NS D720 TH DR, U Ik
BEMOBRTE AT, XTIV TLAIEIT TR B D H 5 DD BRI TIAME
DOfEZ 7 V7 L, PEFCHIER& D Y — FiEOM BRI Z kT2 2 & ThH 5,
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Figure 1-1. Roadmap for hydrogen society in Japan.
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Figure 1-2. Basic structure of PEFC.
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Figure 1-3. Cross-section image of MEA.
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Figure 1-4. Chemical structure of proton exchange polymer for PEFC.

Figure 1-5. TEM image of Pt particles on carbon black
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Figure 1-8. Cost breakdown of PEFC stack for FCV."
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. . Targets

Characteristic Units 2011 Status 017 2020
PGM total content gkW 0.19 0.125 0.125
PGM total loading mg/cm’ 0.15 0.125 0.125
Loss in initial catalytic activity % mass activity loss 48 <40 <40
Electro catalyst support activity % mass activity loss <10 <10 <10
Mass activity A/mg-Pt @900mV 0.24 0.44 0.44
Non-Pt catalyst activity per volume Ao’ @800mV 60 300 300

of supported catalyst

Figure 1-9

. Targets of catalyst and MEA for FCV.
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H2E
BeRZEfL & L EfEY pH 2 Pb,Ru,0,5 D
ORR {55 2 B4
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21. HEELEHH

Pb,Ru,075 1XEARZE LA T 5 /31 1 7 v 7 (LY (Figure 2-1)D—-> T, @B s
PR d 2 AL TV S T KR T o dkE & BULEL(300-750°C)IC & o TIERLE
AL7= PbyRu,O75 23 B KV 1 Ty ORR 1EMEZ 7742 & 2% Horowitz & ° 12 & » THID
THESINT, ZOtk, REER, ZXEMR, BRI —REOBRILFET A A~D
Pb,Rw,07s DI % His Lo x RN T E TICHE S hTngd > 122 fil 2%,
Goodenough & "2 X, Pb,Ru,O7.5 23 FEME K T 721 T2 < . FRMKIAHE o150 Nafion 73
o7 n M AREE S FEMRETICBNTHLE THEAEWV ORRIEM A2 RT 2 & 2 R
L7, &51Z, PbRu0.5D Pb A % Bi, In, Sb7R EDOEBHF A4 THiEHRTD 2
& TORRIEMMNM BT Z &3, HABICE > THESHTND

L2 L7273 5, PbRuyO75 D ORR JEMEIT 4 R il & bl U CTE 72 £ 721K < . PEFC D%
Vo— Nt & U CHERET 2 72 DITITIRARR 2 IEER ERRO BN D, ZDOOHITiX,
Pb,Ru,075 123517 5 ORR {EMEDIEVER, BUG A 71 = A L AEIEFE A B 5223 2 B
bb, TNHICE LT, ROSHEER. PbRu0.; DELALFMIL Ny 7 2K FmEALS
DB SRS ] > P2 130 o0 d 5 b O D, RIEZFRBMKAISNE D, KO
RIEIX. PbyRu,O7.5 D ORR {EMEDRIER T & 72 2 il DB R CH L Z L Th D, &
ST, B2 5% AT 5 PbRu,0.5 D ORR IEHEZ HHHE L, ORR IGHHIZHEEAL 5.2 5 HHR
T A ENEEEEZOND,

ARFIEITBN T, EH 5L, KyRuO, & Pb(NO3), D HFFIC X D ILBIE K & BBLEE)N D 72 %
{872 PboRu,O7s TERLE & B %S L 7= (Figure 2-2)*" %7, Z DT T, PbyRu,O7s DFEEZEFLEN
SRR Z Ko TEIL L, Z4008 PbyRu,07s DEXALFZAIFFEIC R X B2 5.2 52 &
ZRH LT, &2 TARIFFETIE, PbRu,0.s 12815 ORR DOIEM &S K O BT DR %
Hfg & LT, fllx OBVLERE B CERL L 72 Pb,Ru,075 (2D . ORR 1ML, M OY, LR HIRE,
fegzefliE, BEXRILFEIL Ry 7 ZRpR E Ot 2 55Hm L7-, ORR &M & EXLFR L
K> 7 ZHPEIT, [Bl#ET ¢ A 7 EE i (Rotating Disk Electrode, RDE)Z FU T, FRMEKEEIRH K&
UM M KB Hh CR L 7=,
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2.2, EB
2.2.1. Pb,Ru,05s D ERY

Pb,Ru,05 13 KoRuO, & Pb(NO3), DHFINC L 2 PRI AL & BVLERIC S » THERL L 7=, £97,
KoRuOy 3 Te/KEEHE(I) & Pb(NOs), Z 3 Te/KESHR (D) 2 IR D 15 THE L7z, K,RuO4/KOH
JKVANHE 218mg (7 VY4 )EH, K,RuO,: 120 mmol, KOH: 320 mmol)iZ HNO; % 6.74 g (107
mmol) M L, AKiEHEI) & L7z, Pb(NO3), 39.7 g (120 mmol) & HNOj; 13.4g (213 mmol) % 7k
150 mL (Z¥SHI L, AKEHRAD & Lz, &I, KEHRA) % S CHREE L B KR ) % i
TLl7c, ZHICXKY | HEHETH D KRuO, & | 2T 5 Pb(NO;),, HNO; 23R TH I I 41,
TR RR STz, TR WK CIEE, PEi Lo, UEidd, JRIKOEEZEA 100 uS cm™ LA
TERDETITo T F o sk 2| 120°C T—BRELE L 7=, & D%, 350°C, 450°C, 600°C,
F721% 700°C DZEXH T 6 FEEEULEE 21T\, PbyRu,075 #1572, 15 54172 PbyRu,O75 13,
Ltk PbRu,075(X)EHKFET D, T 2T, X FELBEECOEZRDT LD LT 5, 1k,
BV 21T 72 0> 12 b DI OV TE, EHE _E PbRu,07.5(120) & £ T 5,

2.2.2. WtEfEMT

2.2.1. T 547z PbyRu,075 123517 % Pb & Ru DX, inductively coupled plasma atomic
emission spectrometry (ICP-AES, SPS-1500V, SEIKO #)I2 LV [ 1.0:1.0 TH D Z L 2R LTz,
W22 L0 ZRD D72, Pb, RO (21T 2H O OEFHEELY, IRIZHI2 temperature
programmed reduction (TPR}EIZ LV FAE S o 7=, ik 2 EFR U AHET 120°C T 3 R[5
U TR K& BRE L7tk B A & KSR 8]0 R 2 30°C min™ o FEHE T 700°C % TH-
B LT, ZOROERRD (Table 2-1)2 704 D O GAELE LT, MEZEILEO)ZRDZ, =
721, BULEL L TR0 PhRuw,O0.5(120)ICOWTIE S RO K EZ G B HNDH 20,
Z ZTUIEBRAE L7z, Xeray diffraction (XRD, RINT2500, RIGAKU #)(Z 1 ¥ | PbRu,O7.5 DAl
R 2T Lo, EHRWAERBR S, BET I LY PbRu,0.; DILERFEZ KD 7=, X-ray
photoelectron spectroscopy (XPS, Quantera, ULVAC-PHI #)(Z & ¥ | Ru DFRA{LIRFE 2 b L 7=,

2.23. ERALFHIE

BELRALFMEILRDE RT3 g AX » MHZ-5000, JEFETHEN)Z X 0IT-72, L
H&T A v—., ZMIE Ag/AgCl VX U EZ LTkiE) & Lz, EAFKIE 0.1M HCIO, £
720X 0.1M KOH KIEHk & L7z, ZMIX [k EEM RHENZ L VW IRIE Lz, LLTF., &AL
DFFUTATRHE AL T2, ERABIIRO FETER L=, 45 mg @ Pb,Ru,0.5 & 5 mg
DJ1—R 7 Z v 7 (CB) (Ketjenblack EC-600JD, Akzo Nobel )% #fi7k 20 mL & =% / —/L
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30 mL OIRATABEF IS IR o U, il o > 7 Z2ERL U 7=, WRIZ, 9 uL Ofits > 7 L 2
uL @ 0.5 wt.% Nafion/= & /) — otz 75 v 3 —H—R2(0.196 e’y AL} T8I 5
T L.120°C T 1 FERAMME: U AERME L L7-, PbyRu,0ps & CB ORI Z N1 41 pg em™,
45ug em® TH D, LBEDOT-® . CB (4.5ng cm™) D H & M L= EAME S ER L7,
Pb2Ru207-8 @ ORR {EMEZ Gl T~ 5 72, BAFREFN T, BMEIERHEE 3600 rpm T, 100-1000
mV(l mVs)OHEPFATY =7 ZAA —FRLFZ A MY —(LSV)%1T 5 7=, PbRu,0,5 DEZAL
FHIL Ry 7 2B A G 5720, o~ U 7 AR, 100-1000 mV (10 mV s )D& T
A7V IZHRNE AN —(CV)EIToTo, RTCORFEDHIZ, =—IY TAEE LT,
AU AT, 0mV T 1R T5 2 & 21To 70, 2 TORIEIF 25°C TiTo 72,
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23. RERLER
2.3.1. Pb,Ru,0,s DA, MpEfEtT

Figure 2-3 |2, AHFZE T 5472 Pb,RuyO75 D XRD /XF — %77, PbyRu075(120)1%1F
ETENT 7 AThHoT2M3, 350°C uiﬁé‘ﬂ&&fi%ﬁﬁ Lzt olizonTidetnfrnrsay
I IE A ORI e — 2 &2 2P 358 S 7z, Table 2-2 12, (22 2)HICIFE S5 [T
v — 7 (20), PEWEEWHM), ¥ EH (). &Uﬁaa%@(d)%:i Wiz, a, dIFENENK
® Bq.2-1,Eq.2-2(> = 7 —D) L VRDT-,

a’ =22 (W + K+ ) (4sin’)" (Eq. 2-1)
d=K 2 (B cost)” (Eq. 2-2)
2T A0 X BRI R(0.15418 nm)., (A, k, DIE X T —F58. K IZTERIAT-(0.9 LIRKE)TH 5,

B EHUZ DOV TIE 1.024 - 1.030 nm & 72 0 | BVLAEEFEIC X 2 FE 22T | SCHkE
21,0253 nm) & IEIF B L7-, — 7. M TRIIBVLBIE S AN E T CHFICHE R TS 2 b
DR ST,

Table 2-3 (2, BiEE THULPE L 7= Pb,Ru,Oqs D, EHEWAERERIC X 5 e F ERE(Sy) W NS
TPR LV A o706 % & DT, Sy 1FBVLERE N & < 72 21X E/NE <72 0 FFIZ 350°C
EHZDEZOMANLVHETH -T2, TIUTRIRD > = 7 — DR B RO TG 718
OB EAET D, —F., S IFRVUEIRENE R HIEEMKT D, TRbE, BVULEIEE
DEWVIEE LD L OERFBZEILNERT D Z & 23bhy-o 7=, Figure 2-4(a) (b)IZ, FIEE THL
RLER L 72 PbRuyO7.5 D Ru 33, B F D HAE T 1L — |27 5 XPS HIER R 2 R~7, M T
BVLFL L 72 Pb,RuyO75 1E & Ru 35 EEF DO HFET L F =BV, 7005, Ru OAiEME
WZ Wbl

LIFIZ, 6 & RufliFRDBIRIZHOW TR T %, Pb,Ruy075 123517 %5 Pb & Ru OAfifi%
%/zpbz*&(Ru‘”, RUCYDIRE LD, 22T, BBRIFA L EMBET =42 Tﬂﬁ)@?ﬂ“—
UNRFGUANE D LI ICBBZEANTEREND O, Tabb, &BHF AL OffikkE vk
L= E L TR, P2 HRuMsRU T 15),075 & KD EH, Ru B F A DA, Ru"OEE M
ZuMEE£L @ﬁ@‘%f?mﬁﬁéﬁiénéo AR D XPS JHIE 5 F(Figure 2-4)IZB W T, IR T
EHLEL L 72 PbyRu,075 1E E Ru DMK > 72 2 L i, @i CTEVLEE L 72 Pb,Ru,0751F &
RIS LT RUT DY v F ThomZ L 2EKR L TEY | @i TEYLEE L 7= PbRu,075 1 E
SMRENE V) TPR DFRERZEMNTHEDOTH D,

AWFFEIT I 1T D PoRuyO75 DAFRE LTI, HFEWE (K,RuO4) H D Ru DAEIL 6+ T 5,
Ru* 13D TRLE TH H 12 0R ST RUEITE TG S, hBIERE ISR Pb* R0,
TEDLEND A u 7 a T BREENER SN EEZ LD, ZORETIE Ru', #B#

31



72 IEIE & A CHEEE T, EO%OBULIIC L > TEEENBHE L. BEILAER SN
LEZOND, ZOF, FETHHIEEMBESBEE LT RS0, K0 &R T
L72 Pb,Ru,0751F &, KV ZL DERZIDERINTZEBZ HILD,

7%, Hrovat & ¥ O T, RuO, & PbO 7> 6 EAHIE®50°C 121 % IRA BV T
1 X 7172 PbyRu,075 D 613 0.5 T » 7=, 7= Horowitz 5 ® D4 TiE Pb(NO;), & Ru(NOs),
W2 L DK CoILLTE & BVLELCERL X472 PbRuyO75 D 6 13 0.5 + 0.1 Th - 7= (L
HUR B IZOW IR HIE L), 25 OBERICB W CIIHIEWE T D Ru Ol 4+
FL3HTHY | AFROZNLY /S, ZOREE, PoRW,0.s TO Ru I T4 34K
SR & el U CHERTIIIC Rud+ ) v F L7200 § DENRRELS RoT2 B2 b5,

2.3.2. Pb,Ru,075 DEESALFRIL K v 7 ZAFFME

Figure 2-5 12, AHFZETH: HAL72 PbRu,075 & CB O, ~U 7 AFEFIF, Bl & O JEiE:
KIEE BT D, =— > ZAE0 mV T 1 FFRERT% 0 AK) 72 CV 2R3, 725,
KIRNENTHESL - T, VERBOMEHREF R L CV O L Ry 7 REREI B L, fliofi] 22751
SN L 2R LTWS P, Figure 2-5 1R T XL 912, ==Y FSABICE > TL Ry 2
A= PNHR LTz, ZiuE, =— 2 ZABRIZ X 5 T Pb,Ru,075 DERMIRENZEL L, 1§
Pl SN2 Z & AR LTS, EORKRIZA L TIZRNA, —DOOrReEtEE LT, LB
TR M QBB FR IS BN THW Sy o R_R— g VENER S, 2o —2 0 7
Lo TSN ENEXLND, 7k, =— T ZAER%ZIZ 100-1000 mV DALY
A7 NVEBERE Y IRLTH CVITEET, D7 L b ARIERICBW I — Y 7L
BORBRENLETHD Z L E2WR LT, ZHURKEHT 22 ToOBRIT=—Y 7L
HEDOHLDTHD,

TV TG RYT 4 T ARy BN TUINATI0OmV LT ) —TF 4 v 7 E— R
(FRPE KV TIEBAREICIZ R S8, 9 700 mV DAL CHAZE 2 b B s Bl S v, £ 72,
AT 4 T AF X ATBWTIL, K 280 mV(ERMEKIAIR) £ 721389 360mV (2 h Y —F 4 v 7
E— 2735, K200 mV LUF CEE B CERASBI S, BEE S PP sk v T, B
CV 0 OFFFRIZE T OEWILH D B DD, Figure 2-5 (23 BAFPHIZIS W CIL Ru &
FALHA DDV Ry 7 AN D Z LR HAE S TWS, Goodenough b DHE > % 5:%
2. &L Ry 7 2% Ru''oRu* & R oRu™ & IR B L 7= (Figure 2-5 H1IC[XR),

IHIZ, AMFEETIEHL Ry 7 ZEMEICER LT, Tx¥—YN"T7 U A0BLENL, &
HF A v DMBEANIIERE T =4 OB THESh A LERH S ), LoT. EkoE
ALV Ry 7 23 KT 7203 OHIC KT 2B RFE OB LI LFHIWRMIAE & A7ed 2
LN T&E B (Eq. 2-3, 2-4: BERMEKEAHL. Eq. 2-5, 2-6: HEEEMKIER. MIZ&R O F4 %4 b
wFbT),
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2M™- + H,0  2M™ V0, + 2H + 2¢° (Eq. 2-3)

M™-+ H,0 & M™ V" .OH, + H + ¢ (Eq. 2-4)
2M™ -+ 20H « 2M™V"-0,4 + H,0 + 2¢” (Eq. 2-5)
M™-+ OH — M™ V" .OH, + ¢ (Eq. 2-6)

DFEY CVIZBIT DL Ry 7 B RITIEFEREOW LG BT 5hE L, O OW 5 W ifi F(0.062
nm?, Pauling DA 7> 4% 0.14 nm & ¥ B H)72> 5 PbRu,045 DEEEFEN A £ HifE 4 RS 5
ZENTE D,

100-1000 mVIZIT 57/ —7 1 v 7 @i a2 fE5r L. 100-1000 mVIZI1T 5 Fefb B & %
B L7, 22T, CBOES - HEEAEFigure 2-5)1372 LW\ 7223, Pb,Ru,0.sDEX . HE
B BT OV T, FHEAE(CB: 600 m* g, Pb,RuyO75:< 34 m’ g )& 9% L CBX Vi T
INEWEEZ NS, B L 72, Figure 2-6(/CHil)IZ, AR Mg CHMEIL LT-, FEE
TEVLEE L 72 PbyRu,075D . 100-1000 mVIZIS 1T HEELEM E(Q) & /R, FEM/KEER T, 1
FMEAREHE I, BVLBLRE RS WVIE EQDMENE R Lz, DF D, LV &R TELE X
ITZPbRwO51F E, ZORMTL Y Z < OBFBHOBSALFHIWRMAERNEZ 5722 &2
RSN, F£7-. Figure 2-6(4HN)IZ, &PbyRuyO7.50D % 32 W5 R HIFE(S,) & Fe R R i 45 =2
T (S0aa) D Eo(Soad/Sh2) & 75T, BRI Z L1, 450°C LA b TEVILEE X 1172 PboRu,075 D
WL Soud/Sna DD 2 KIELZ ElAl o 72, Z4ud, BBRFE O BLALFEIR LS 1, Pb,Rw07s
HKi§ Dtop-surface721F T7e < sub-surface b G L TWH Z L ZREBTHHDOTH S, LovL,
e 2 Fl A3 sub-surface | Z [ELERNZNE T 25 LI13E 212V, 2 2T, BEFOESLFAIWML
BT, BBREAPEEREHEZH > TNDHEEXbNDH, 7205, top-surfacelZW & L7
O3B FE22FL 2 I L Csub-surfacel 2B E L. & OfEF 25\ /- top-surfacelZ & 5 (TR FE K
HELeboEExoN5, ZThud, LV OBEEALEZET S, L0 EIRCELE I
72PbRU,O-5IE ERWVODEE /R LTIZZ L AT D,

2.3.3. szRU207_5 @ ORR /Ell\i

Figure 2-71Z, Pb,Ru,075& CBD, FERAIFN T, BEAMEL O V1 U MoKEEIRHIZ 3817 5 i
BRI 7RLSV &, M XBLEEL(i;) 2 Eq. 2-7(Levich equation) X ¥ R 7=,
=i (Eq. 2-7)
2T, il IIEE R E R A K0T, MK ISR T CIIEE KSR T L0 IR R S E R
ERRE N7, ZIUIRISEFEDOEWVCERT 5 LE2 BN D,
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fil it B B CHIASAL U7 2 &I (y) & B3 L. 800 mVIZ IS 1T %), % F L?L_o Figure 2-7
T L D12, CBOATELNDENIL, BB /KB, MK IEIZ800 mVIZE
WTIEIER T E 1T E/h S W, 800 mVIZI 1T 5 BEitlL4 TPbyRu0O7 s DORRENE & 472
L7z, F72. Figure 2-712R T K 91T, BAMEKVESHE Mo QR FEME /K ER IR P 461 W e 7 IR BR
REMIA SN > T2, 2 2 THE200 mVIZE I 5 Bl 2 B BR S ETE & 72 LT,
200 mVIZFT D BN EOPLBIR S EFRMIZ K U THRR20 %DiRZENH 5 EE L5
Ay Bq 2-7I2EEDWTHE I L7800 mVIZ I 5y, Dl KidZEIE, BRI T THI1%,
TR TRI10% & RS b,

Figure 2-81Z, 800 mVIZI1T %)y, & BALENR OB Z "7, jyDE X EGLEEIR B2

THERY | BRI | YR KB 36 _wmctﬁk@wmnwmwﬁ%ﬂk@oto

22T, RORUTESWTHIEM () ZEH LT,

Ju=Js Sne (Eq. 2-8)

Figure 2-912, js& BULBNRE & OFHB 2~ d, BRI, HEEMEKEIE P ILT, jlTEh
ALERYEE DOHERIZ K- THIFIZHE R L. Pb,Ru,07.5(700)1XPbyRu,0-.5(120) DHI 1015 D beik 4
EETLHZENDhoTle, DFD, BULEERICKE VT, REEOK T & iEHEOH R

W) P RAT7REID . ZO/RE, HEEEED600°CTRAMEINT- EMRT 2 Z &
MTE D, KEHEPHDOZFIZE L Tid, HEEMIKEIRIZ I8 1T 5 ORRIG M LERME KK DY)
405 & 72 577, BT, PbyRuy07.5(700) DS BN AKVEIRIZ 35T sl Am? & 720 . Zh
IARHFZE THIE L 7= iiIPYCORE(15 A mTITVE R & 720 72,

2.3.4. Pb,Ru,07s D ORRIENE AT & /KR pH D B8 4 5 & 5%

Figure 2-101Z, FRME/KIEHE H & OME B KA 236 1T 2 AR CEULPE L 72PbRu,075
Djs% Tafel plot TFH L1= b D &R, Tafel slopeld, BEMKIAHH T-69 + 2 mV decade™
HE MK YR T C-54 £ 2 mV decade™ & 72 o 72, BVILHE I X % Tafel slopeDiE W ITIE & A
EHE o2 L n | BULPREEIZ X 5jDiE VOB KIL, ORRA I =X AN XK H3ENTIE
IR AEMER DO DENEZ 2 HND, — T, BEMKERT & KR OjsDET-DOWN
TlX. Tafel slopeN /2D Z LD, ORRA I = A LDEWIZIRETHZ LN TE S,

PbyRu, 075136 1T 2 ORRIEMERITE L Tl FEBRITEE S Wi 22 F X 2k THEL
2, LinL, & v Z_— 2O RORRAE B 2 et OAFZE724 L il i o
FERZEALN LR T 25 %, ORRIGMESA L7025 2 L AVRE S LT 5, Figure 2-111%,
BARE CTEVLEL L 72PbRu,075Djs E SO 2 F DO L TN D Y, BARZEFLEN LU
PbRuyO75lE ERWEIEMEZ H 32 2 & 2VR S 472, ZHUE, PhRuyO7 5l 38\ T H R O
F2EILMORRIFEM R THDH Z L2 RBE LTS, 72721, jsEoDHEIX) =7 Tid/e <,
F o, BRI & EEOKEIR T & CHRABE TR o7, jsEoOMBENY =7 Tk
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Mo lZHBH L LCiE, RAOBEFEZEILO RS T < BRRZEFLIE O Ml 2 ORRIE M (2 B2
LTWAHAREMENR B Z BN D, HDWVIE TV ODEZELEEZRDTHOTH L0,
BOGYHTI1T DRI DOWEFRZEILENELER SN T RNWATRELZE X b, £ Th
AU, BEMEAKIRIR T L KRR & OFTOEmOENY, K, T4, hF4r
FEDWAE 72 & DR HNRAED N 2« DK TR Y | TR ORR2EIL BB L
Gzl AT LR TED,

Z 2T, PbRpO, s DORRIEMERIZ DN T E HIZELT H7 0, ORRIENE & BEXLFE L
R 7 ZAREOFBICE B Lz, Figure 2-1212, js& QOB 2R3, BRI Z L2, B
PEARVEHR P BRI R 3T, s & QDRINC Y =7 7B L B 472, 24U, Pb,Ruy075
DESKILFHILV Ky 7 2125 504 EAFERHIZORRIEMER L 2> TWnWDH Z &, S 61T,
ORR DAt top-surface 72 1 T72 < sub-surface DL ZE AL NI FF 5 LTV D Z & ZoRig
LTWD, js&0D U =T Mz ATROT LRDLIITRD,

Js=Qk (Eq. 2-9)

TIT MIE = AN E A LR E R AT D BIER T H D, kDI, BRI
10014 5™, HEEEMEAKIEIE T T0.79 s L 2o T2,

— ARSI PIC R IT 20RRIL, FF, R FAEMRICEEFEREE LTRAEL, fit
W T E RS RS (MR IR) & 72 1 ZOH (MR MK IARIR) & L CESILFERICHET 5.
EVHRF—NEROH FIZIFRO LS ICRDENS,

2M- + 0y — 2M-O, (Eq. 2-10)

M-O,q +2H" + 2¢" — M- + H,0 (Eq. 2-11)

£ o T. ORRD ¥ — A — " —F58 T FFEW A& (Eq. 2-10) F 72 137 (Eq. 2-11) D3 EE TR E
ENb, PoRu,0.,:DERCFEH L Ky 7 2T 594 R ARFEFHIZORRIGEMH R TH S &
DOHEFRIZES < & ORRIZBIT HEAFEDOELLFHIMAE (Eq. 2-1)IX, CVIZHBITH Y —
T 4 v 7 KN(Eq. 2-3, 24, 2-5, 2-6 DM ) E TS e Y —ThbH EEZ LD, Figure 2-13
(2, AR CTEULEE L 72PbyRu,075D  FEMPEKIEIR - K OME BN OCVIZIs T 5 71
—7 4 v 7 B — 7 BALRHERENE) 2 /7T, [Fl—/KIEIR T CORE T, #EREIZL DD
V—T 4 v 7 =7 EBICHERR EITELS B Y —T 4 v 7 B — 7 EAL L ORRIGEMED T
eI R b e oto, —J7, BRMKEIR L EEMKERP O Y —T 1 v 7 ¥
— 7 BT 2 & MM KYRIR  O JF DSERIME K YA K 0 80-100 mVEREE o 72,
AT, EIEEMEAREEIR R O G DMK KV | RO BRL RIS OB D E
ZEEBWRLTRY., BMKEIET &K T OORRIGIEDZEDER & 72 0 155,
boblb, TITHY—T 4 v 7 E—VENMEORRIEFHEZ EEMNIFHENOITHZ LIXTE
. E72. ORROEHIMFENEFEFEOBEXULFHIMNA Th D 2 & BB CTITFE & 22
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W, Atk in-situ COWEFRROBLE/R Y, L 03720012 X > T, Ph,Ru0-512 817 20ORR
DOEZBRINE AT L T BLBENH 5,

36



2-4. FES
F2EOMESELTFICE LD D,

FRPE ARSI MR KIS, BB ZE LN L\ PbRU,O751E & VWO ORRELTEME
R LTz, ZDZ ENE, Pb,Ru,0.5128 1T HORRIEM N FHFAFRZZL TH D Z &M
IRIEE NI,

ORRIEMECVIZBITA LV Ry 7 AEBWMEICY =7 RMHENRR O, Z0OZ Lk,
Pb,Ru,O7 s DESRALFHI L Ky 7 A G- 2% A b EIFFIZORRIEME S & 72> TV
DI EMRBEINT,

CVIZBITH2EXUILFHI L Ry 7 ZEMEND IS 5 V72 Pb,Ru0, DEEFE W A& R

FEIZ, ERUERBRD S RS O e R mig 2 Kiglc ERlo>7-, 202 &0k,

Pb,Ru,O7.5H7 123UV T ., top-surface 72 1) T 72 < sub-surface $ Pb,Ru,0-s D EXILFH) L
Ry 27 ZRL0RRICEHE- LTV D Z &R STz,

HEFEME KV 12 331 2 Pb,Ruy075 DORRIEMEIZEEM KA F 0405 TH 0 . bR
F 22 LB DIZ P Ru07.5(700) DI EEM KSR 2 35 1T 2 ORRELIE ML T IPYCIZ TV
fB& o7z, CVE D | HIEMEKIFIRT O BB KER T L 0 bR EREROESL
LRI EE DN S L DURB S FL, 2B KRR T & KR T OORRIE
PEDZEDER L 72> TV B ATREM NS 2 LTz,
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Table 2-1. Initial weight () and weight reduction (4 W) during TPR

Heat-treatment temperature (°C)

350 450 600 700
W, (mg) 30.978 31.956 31.518 30.679
AW (mg) 4.820 4.927 4.748 4.531

Table 2-2. Diffraction peak (260) of (2 2 2) plane by XRD measurement, full width at hall
maximum (FWHM), lattice constant (a), and crystallite diameter (d)

Heat-treatment temperature (°C)

120 350 450 600 700
26 (degree) 30.1 30.06 30.06 30.12 30.24
FWHM (degree) - 0.48 0.35 0.30 0.22
a (nm) 1.028 1.030 1.030 1.028 1.024

d (nm) - 17 24 27 37

Note: The values of FWHM and d of Pb,Ru,07.5 (120) could not be estimated because the peak was

too broad.

Table 2-3. Specific surface area (Sy;) and oxygen non-stoichiometry ()

Heat-treatment temperature (°C)

120 350 450 600 700
Sy, (m°/g) 34 23 9.6 7.8 4.7
50 - 0.02 0.10 0.28 0.44

Note: The values of 6 contain error of ca. £0.02. The value of J of Pb,Ru,07.5 (120) was omitted
because it was assumed to contain a lot of hydroxide and it was inappropriate to estimate J from

oxygen composition.

38



Figure 2-1. Structure of pyrochlore-type oxide (Pb,Ru,07.).*

Pb(NO,), K,RuO,
| |

Dissolution Dissolution
I

“(Pb/Ru=1/1)

Stirring (room temperature, 1 h)

(Precipitation)

Filtration, Washing

|
Drying (120°C, 1 night)

l

Heat-treatment

Figure 2-2. Preparation scheme of Pb,Ru,07..
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Figure 2-3. XRD patterns of Pb,Ru,07s heat-treated at respective temperature (°C). The marked

peaks correspond to the following Miller indexes in increasing order of angle; (2,2,2), (4,0,0), (3,3,1),
(5,1,1), (4,4,0), (6,2,2), (4,4,4), (8,0,0), (6,6,2), and (8,4,0).

40



Intensity

455 460 465 470 475
Binding energy (eV)

(b)

Intensity

462 463 464 465 466
Binding energy (eV)

Figure 2-4. XPS spectra of Ru 3ps, of Pb,Ru,075 heat-treated at respective temperature (°C) in

wide range (a) and narrow range (b).
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Figure 2-5. CVs of Pb,Ru,07.5 (450) with carbon black in He saturated (a) acid and (b) alkaline

solution. The current values are normalized by geometric area of electrode. Scan rate: 10 mV s™.
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Figure 2-6. Variation of the oxidation charge amount in CV normalized by the catalyst surface area
(Q) and the ratio of the adsorption area of oxygen species (So.) to the catalyst surface area (Sy,) as a
function of the heat-treatment temperature in acid and alkaline solution. The value of Sp,s was

calculated on the assumption that the adsorbed oxygen species was O,q.
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— Pb,Ru, 0, 5 with CB (acid)
---- Pb,Ru,0, 5 with CB (alkaline)
............ CB (acid)

----- CB (alkaline)
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200 300 400 500 600 700 800 9001000

E vs. RHE (mV)

Figure 2-7. LSVs of ORR of Pb,Ru,07_5 (450) with carbon back measured in O, saturated acid and
alkaline solution. The current values are normalized by geometric area of electrode. Scan rate: 1 mV

s, rotation rate: 2500 rpm.
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Figure 2-8. Variation of the mass activity (j,) at 800 mV vs. RHE as a function of the heat-treatment

temperature in acid and alkaline solution.
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Figure 2-9. Variation of the specific activity (js) at 800 mV vs. RHE as a function of the

heat-treatment temperature in acid and alkaline solution.
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Figure 2-10. Tafel plots of the specific activity of Pb,Ru,O75 heat-treated at respective temperature
(°C) in (a) acid and (b) alkaline solution.
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Figure 2-11. Variation of the specific activity (js) at 800 mV vs. RHE as a function of the oxygen

0 (-)

non-stoichiometry () in acid and alkaline solution.
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Figure 2-12. Correlation between the oxidation charge amount in CV normalized by the catalyst

surface area (Q) and the specific activity (js) at 800 mV vs. RHE in acid and alkaline solution.
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Figure 2-13. Cathodic peak potentials vs. RHE in CV of Pb,Ru,07_; heat-treated at respective

temperature in acid and alkaline solution.
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BIE
Pb,Ru,0-.; ® MEA (23T A MHERE &
Ik Z&7K2S ORR {EHICE 2 5 2
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3. R LEMW

%2 BCIE, AKEETIZE T D PbRuy075 D ORR ZFEFT L7=, AFETIE, PbRu075 %
MEA (ZJH L, BBV RERIC X - CTHRERHME 21T - 7=,

—fREIT KI5 ORR IEM: & i VERBRIC BT AMEREIIL T L —E L7V,
REO—>OHIIX, & 2 BTH LI KEKFIZIIT 5 ORR IEHEDFHIN, MEA 1T
LR TH D . KIFIEFIZE T D PbRu075 D ORR FEME A7 SICBIT Diam 2 MEA 125
WTCHHEHTEZ DD ERTHZ T D,

KEDH 9 —>0 HNE, Pb,Ru,0.s R FDEMWHE /KA ORR (25 2 5 W BEZ KT 5
ZEThDH, T, BRI, BRICKS T E2LIEHT2WEEZ > T 5 Y,
L BIBLWIRLTAZ BT DAKEAE A ME, BRI L BEFRZEILTHD 23>0, Kz
WK, KT EARER/EERRT D Z & TREKNLELL L, BREELICONTIE, @
RIEFLIIKR G FOBEIR TR E L TR OMBRAENHE D Z & TWAEKEZLE
b &H 5, 21T Goodenough & "2 K » T, FEWAS /KA PbRu,075 123517 % ORR % [
T ATHEMEAMRE SN2, EBRIC K A EMIT TR SN TV, & 2 TARFZE TR, K
AR RIRIZ Lo T Pb,RuyO75 KL FRIFOWEKZ ER L, HE/LRBRIZIH W T, flix D
FHXHIEEE T, ORR EMED SZALIK F & 72 5 BRI EEE(OCV) & RS M B I BT 5 -V F¢
PEZ R L, WS /KA ORR JEMEIC 5 % 5 IS O TRRNT L T2,

52



3.2. EBR
3.2.1. KRS AR

Pb,Ru,075 DKM AERHEZFHIT 5729, 5 2 B TIER L7 Pb,Ruy07.5(600)12D %
100°C 12T 3 BRI ELIREE 21T > 72 1% . 30°C IC TR WA R BR(BELSORP, H A /L)%
1T 5 T2 FHRHEEE I3ARIR A 5 15% h-1 O#E T R S, BEEJEIC L0 BAAEKEL HIE
L7z, F7-. BETIEIC L 0 KWS LR mfEZ B L,

3.2.2. MEA D{ERLL UG

B ETIERLL 72 Pb,Ru07.5(120). Pb,Ru,07.5(350). PbRu,07.5(600)% 4 > — Rt & 3~
% MEA %, RO JFIETIERL L 72, Pb,Ru,07.5 450 mg, CB 50 mg, Nafion 71 4/ ~—{&iK
(20 wt.%) 7.45 g. #iK 38 g, 1-7 1,8 —b 16 g ZHEREAR—/L 2 L THRA L(400 rpm.,
30 min), fifffA > 7 AR Lz, A7 LT/ — Y UihZ T, filiif v s &
NR212 (DuPont ) Bl L=, T DWF, PbyRu,0O75 D FAFEA 0.5 mgem™” 725 L 9L
Tz, EO#%. ZhZE PYC (TECIOES0E, 48 T3E)T / — F(Pt BT 0.5 mgem?) &
1200C T3 Ay 7L AL TH#A L, MEA 2/ER L7, D70, MWk PYC %
VW72 MEA & 1ESY U 7= (k42 Pt B A& 0.5 mg ecm™),

By LRBRIT, 7/ — RICKFBREE), 7Y — RICBBREE) 2 MG L T2, &
JVIRFEIT 80°C & L., B A ADIBEII AT T —IZ k- THIF L 7=,
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33. BRLER
3.3.1. PbyRu,075 D K ZR W 45 i

Figure 3-1 12, PbyRu07.(600) DK AT FilM A R FRHRIED F5& & IR
AEITHR L, 70% RH.LLECRICEEE & 7o > 7o, KA O BET ERHIZ 43 m’ ¢! & 72
ofz, ZauE, EHRWAED BET LEREBEOK 55% Th 5.,

3.3.2. Pb,Ru,075 & FV 7= MEA DO ERFE

Figure 3-2(Z, Pb,Ru,07.5(120), PbRu,07.5(350), Pb,Ru,07.5(600)% 77 >/ — Rt & 5~ 5 MEA
D, HEFEH AFHFHEE100%IZ 51 BI-V A —7 & iR IE# FBJE DTafel plotsZ 59, 728, iR
IEIE, 28HiA v v — & A HI7E(AUTOLAB PGSTAT302N, Metrohm Autolab B.V.)IZ T 1k Hz
(2B BIRPUE 2 BHERHT(~100 mQ cm®) & 272 L THT - 72, &\HEERICB VT, ©LE
JE D F-511EPbyRu,07.5(600) > PbyRu,07.5(120) > Pb,Ru,07.5(350) & 72> 7=, MBIk ICE
(T % Tafel plots D ELHE D DTEHEINT NS FRETH Y . WTILOMEA b WEBENRHEIC
FIEITEEN 2 L 3o 72, Tafel plots S ELRR 1 3 5 TEMEAL KECHEIR(~ 50 mA cm™) T, [F7E
JEIZ BT B EIRBE & i+ 5 & . PbyRu07.5(600)1XPb,RU,075(120)DFI2[E T > 7, T
%, KB PICBIT 2 EEIEEORER L AT 5(52%,23.3.), £ T, MEAIZEBWTH,
K & FERIC, RIMEEFZZALNORRIGEM S & L CTIERT 2 LHEES S,

3.3.3. W35 /K DS PbyRu,O75 D ORR 1EMEIC B2 % B8

Figure 3-31C, Mt OHEAS T A OFEXHEEE 22 2 7R OOCV DAL Z7~¥, 72%. OCVit
HEFICHW =R T v g A%y FNERIEFUXIM QTH > 7=, Pb,Ru07.5(600)% L 7=MEA
DOCVIZ, AAXHBE DK T & & HITHFIZ LR/ L. 10% RHLL FIZE W TIFPYCE kAl 72,
(=72 L. PUCE W T=MEADOCV.310% RH.%Z T[E 25 SE T LR FIFBRAHTH 5, )
F 72, Figure 3-4I2/RF X 912, ORRIEMEDMERER: KB 2 &35 2 b D IKE i kD
PEBE(Tafel plots) &, FHRHEE MR VIE EM B35 2 En3bhoTe,

ZIBOFEFIE. PbyRuyO7 sl IAS KNI IR D TEIVVORRIEMEZ AT 203, EIBERE T
B W TITXORRIFMENE LS Ml Sz 2 2 /R L TWD, HH2FE TR LIZKIEKP TO
PbRuy07 5 DORRIEPEIZ DN T H B Z L AR TH -7z EZBND, £ L TEDORERKAIT
WORBWAEKTHD EHNESND, ZHEDOKRY IV OKGTFEOT 7T 48T
4 —MEV, TRDLLERLTND, FRHCEBZA LA S LTRE LoD FiE, &
BhF A & OMEMEMICE VRIICHE L TH5Y Lo T, ORRIZK T HEEHE YT DI
PR ZE L)~ DY TR T DA LIl D L BEADND, Thbb, ZO@ERET
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RKERIEEA L= RN X =0 NBE L 72 ) | SR ERE TR 20RROAHIEFE D —D|272
STWEEEZLND,
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3-4. W=
FIEDOMESELTICE LD D,

B LERER)N S | BVLERIE BE )N L 72 5 Pb,Ru,07 s OMEAIZ 31 5 ORRIEM: DO FF4I1I%. /K
WP ORFHNE —FTHZ LR LT, Lo T, MEAIZBW T, KiFiKT & [FEE
\C R AR EZZALNORRIEMES & L TIEAT 2 B2 615,

HE LERBRIZ BV T AHXHEEE100%5 4 CIXOCVA30.90 VIZST=DIZXf L, RTAGMET
X114 VEHTIRPYCZ ERIZIEFIZENOCVE R LT, 7o, G ADIBE MR NEE, fit
BEDORRIE M3 3 B F 7 IR FE V8 FE FRIk I B 1T DBV EEb minoTo, 372 h,
PbyRu,O7 5l ER T A G CIEIER I m VW ORRIE AR T 23, MR BREE T2V TIXORR
TEERE LB SN A EDRENT,

IR A RROFE S Ph,RuO7 ML TR AL, FiREIZE L OKRGFRRET DHZ
ERbinoTz, Ko T, ORRICKIT DRIy F OIEMER(FER 22 L) ~DRAE T, K3+
DWW L DB D EEZOND, ZOBBRTRE REM LT R ALF—RNHBEL 7
V. EIRERE FIZBIT H5ORROFHIBED —DIZ7k > T\ b EX HiLD,
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Figure 3-1. Water adsorption isotherm at 30 °C of Pb,Ru,07_5 (600) measured by increasing relative
humidity at a rate of 15 % h™'. The volume of adsorbed water is normalized by the weight of

szRlle7_5 (600)
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Figure 3-2. (a) I-V curves and (b) Tafel plots of iR-corrected cell voltages of MEAs with
Pb,Ru,07.5(600), Pb,Ru,07.5(350), and Pb,Ru,075(120). The current values are normalized by

geometric area of electrode.
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Figure 3-3. Variation of OCV of the MEAs with Pb,Ru,07_; (600) and Pt/C as a function of relative

humidity.
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Figure 3-4. Tafel plots of cell voltages of the MEA with Pb,Ru,0_5 (600) at low current density with

various relative humidity. The current values are normalized by geometric area of electrode.
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41. HRLEB

PEFC FIFEF 4D ¥ — RREDOBIR & REEHZ L T\ Db K& 22 [T, K pH, mENL,
R &V 9 RS2 PEFC 4 Y — RERIECTH D, 1TE A EOEEMIL, D PEFC 71 Y — NE§
BETICBW TN R EICFEET 5 Z N TEPFRET 5, W LeB/IL, o
B EA~FRATH L CRIERE DORIR & 720 . F72, P A~IEB L THEOSEL 7 1 h AfmE
EOEFE25IEEIT P, ZhooMBEICX > THASD Y — MBI IZ VT, itA
PEOBLED HAMESR ORI N E L Hf ST b, Lo T, k72 PEFC 5 Y — REEEE
TIZBW T RHEZZE S HINOBEENLEENS,

BT, Takenaka 512712 &k - T, FAREAESEREME L LT, U DEPAHEF I — R
Y ) F 2 —T(SiOyPA/CNT) B BHFE S, mWIAMEZ R 2 LG Sz, 2F 0,
ASKPAIZPEFCH Y — REREE FIZBW IR G ITHEH T 512 62200 57 (Eq. 4-1), PARL T
T D) AEIZ L o TPADEHB IR Sz LD 2 & TH D,

Pd* +2¢ < Pd (E,=0.92V vs. SHE) (Eq. 4-1)

Z OV IEBHANE, TAMEOBLE D BIERKPEFCH VY — RIZIIEHA TE 2o &R
FENAEHTEL L9175 2 & T AR O RREMEAZ RVITIERT 2D Th 5,
UL, #iEIZ Xk D L PA/CNTRSIOPA/CNT % IV /-MEADHREIX, EA ERO LS
PERE L 0 RIBIZIR) o7, D78, REREREZAM LIRS, VU BB L - T,
ORRIZMEERE 8, 7'v b ARG, BFRILBHE S, AR TLTLES DT
X220 LWV O RREDIE D, MEAMEREDMED > 72D, PA/CNTIZ 1T 5 PAFHERE DMK
Mo T-(KI5 wt%) T E RN ERFR EEZBND, CNTIZY » FAREETH L0, 2V
HEED 2 7 MREECILE LA TH 503, LEREREAN/NSUV(<100m’ gh) 720, &
BRI A E CHET S 2 LI LV, ko T, R OHKICPORI T A D
HEF Sz o) DB L. MEAICB W TEM UL OB &2 A L EoMERe
EMAMEZ T D LR B D,

ARFIETIE, BHEREEO I —R T T v 7 (CBI R B ZPARLT- M HEF X 7= fil gt
(PA/CB)Z D& U B % i L. RDEM "MEADHE/LRERIZ L - T, U B #7EPJI/CB
DIERE & WA 2 RGE LT,
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4.2. EBR
42.1. >V I HFEPA/CBOIERL

Pd/CBIF & 48 T MRS L VA L2, CBHARD L EHEEITHIS50 m”> g, PdjE
FEIE29 wt.%., PARL - O EEPRIRITAIS nm T 5, KR FIZBNT, 3-7 I/ e Lk
Uz h&% T (APTES) &7 b7 h¥3 2T (TEOS)Z MK SRR ONGES S8 5
Z LT, PACBDOYV Y I AEAT 727, £ FAPTESDT 2/ A PA/CB~WHE SE T
OB ER S, ZD%, FBRINTEEKAIZTEOSIZ L > TL s 0> Y U@ #Eak
SHLZEVBHNTH D, FEMAELLTICEHET 5,

550 mgDPd/CB%, 220 mLOFKIKHIZEE F WA L7z, T OB IREIZ60°CE L, £/,
R ZFLT 2 2MERIN L COKRIROpHZ 10.5IZFF L=, Z 212, 290 mgDAPTES
CRFALEE S D 2R L, 300 L=, D%, 1150 mgDTEOS (B HRAL kXS
H)ZEI U, SRR Lz, BB Ko TRBLZ [ L, 60°C Tz L=, =D
#%. Hy/N, (Hy: Svol.%) Z5PHS F350°C C2REHEVLER 21TV, o U I #FEPJ/CB (SiO,/Pd/CB,
Figure 4-\)Z/ER L7=, > U WEDIHEIL, transmission electron microscopy (TEM, HD-2700,
Hitachi High-Technologies Corp.)IZ & » T#IZ L 7=,

422, ERALFHE

EEALFHEIZRDE & ART > g A% » NHZ-5000, dE=FETHE)C L 0 iT-o72, xii
H&Y A Y —., SHRBITAg/AgCl VX B2 LTKRIE) E Lo, BAFIKIT0.1M HCIO /K
WE Uiz, M3 kEEM (RHENZ X W KIE L7z, LT, BALOFEFIL4A CRHEM
L35,

VEFMR IR O 715 TIERL U 72, —E B O Al (Pd/CB % 72 13Si0,/Pd/CB ) & Nafion® 7 1 74/
~ —¥RI(DE2020CS, DuPontf)% | #li/k20 mL& =% / —/L30 mLOIBATREE IS 14y
L., fillit s o7 Z2/ERL7-, 2 2 C., Nafionb CBOEEIN1.01725 X 912 L7z, 10uL
DA > 7 % 7T v — T —R2(0.196 e’ b2 THL) I F L, 120°C TR RIRE: L
TEffR & L7z, Z 2T, PA/CB, SiOy/Pd/CB& & IZPAD AT EAS5.0 pgem?E 725 k912 L
7=

~U T AMEfI T CCVE, BRI FCLSVE T 7o, MiARERE LT, 50-1200 mV =4
W DB A 7 (500 mV s &~ T AR T o 72, & TOREIF25°CTIT> 72,

4.2.3. MEAD/ERLK OVELE L3R
Pd/CB %721 SiO,/Pd/CB % 71 ¥V — Rfili & 35 MEA %, YR D FIETHERL U 7=, & O fik
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fit & Nafion™ 7 A A/ =~ —¥RHE & #iK/1-7 1 28 ) — VIRATEHIET SO ES &, EERR—L
L TIRA L(400 rpm, 30 min), filflif 1 > 7 Z/ER L 7=, Z Z T, Nafion & CB OEH &N
1.01872 5 K512 LT, Fiz, iAo > 7 oK /N-Tasx ) — /OB 1/3, B (it
B Nafion) DIRFEN 3 wt.% & 72D KO LTc, AT L—8BTH(/ — Y &2 H\WT, fi
A > 7 % NR212 (DuPont ) (¥ AF L7=, Z ZC, Pd/CB, SiOy/Pd/CB & H1Z Pd H &
RN 035mgem” &b XLz, FO%, ZHE PYC (TECIOESOE, [HH &4 R T34 7
J— R(Pt AfF£0.5 mg em®) & 150°C T1045fEA v b7 LA LTHA L MEA Z{ERL L /-,
D 7=, W PYC & JHV 72 MEA b /ESLL 72 (it & (2 Pt AT 0.5 mg cm™),

7 —RIZKFE, BV —RICEZREZHE L TCV 21T7o7, 7/ — RITKFE, #V— R
A HE L C IV RBRETT o 72, MARBRE LT, 7/ — RITKkFE, hV— RIcEE& it
HLT, BAEEE 50-1200 mV A T A 7 L SE7(500 mV's™!), £ TORIEITREE
TITV, B/VEEEX 70°C, A0 ADBIEITNT T —I2L 5T 100% RH. &2 5 L 92l
77
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43. R LER
43.1. U I #FEPd/CB D

SiO,/Pd/CBIZF31T 5 U W EH 4313, inductively coupled plasma atomic emission
spectroscopyZ* B, 40 wt.% & RS B 417z, Figure 4-212, (a) SiOo/Pd/CBOTEMAA, (b) energy
dispersive X-ray spectroscopy (EDX)IZ & 5Si, C, PdDLFE~ v B> 7 Z/Rxd, CBHE ED
PAKIF1E, IRIEEEICHKIS nmD T ) BB L > THEB SN Tz, —J7, CBKEm DN,
PARL 7 DIE NI DONWTIE, LB REEOEE Lo T, T7obb, v U IEN
PAki T FITIBIRICTER STV 5 2 &Aoo 7=, Figure 4-312, BEH* 2123 1F HPA/CNT
& Si0y/PA/ICNTOTEME 27k 323, & U B ENCNTREIZIZITE IR SN TR Y | A46F
FEDSI0/PA/CBIE 2 & FRAY e tiE & e o> Tz,

Pd/CB. Pd/CNT & $ 12, APTES & TEOSD B R BINAK I K> T U I FE D i S 7z,
ZIZTC, VI ABOEAT a2 PET HERE LT, APTESE, PARL -, 1 —R
R L OMEAEFAOMRIINE 2 Hid, PACNTOH AL, CNTEE D 7 7 = > & APTES
DT X HEDOHEMERIZE Y, APTESA FEICCNTHKR EIZWaE L, MAKSRIZ I » T
U B EORPER S, % 2 & SIS TEOS KR S T3 o> Y B EBNER S
EEZLND, ZORE, PAiT-L & HICIZET X TOCNTHIELFE A Y B g TH—
B INTLEZE 2 b D, —J. PACBOYA . APTES & PARi - & DM AIEM A, APTES
ECBHUA L OFMAEM LV H9R< . CBIIKR L Y HPARI T~ HIZEIZAPTES WS L, £ O
B PARI - EICERIIC T ) D@ ST B 2 b5, ZO@IRML T Y I gimts
X, PARLF-~DEFRE /SR (R OCBHAR M) DA fER S 5729, PEFCH Y —
RIZEBITHORRIZE > T TH 5 L WIS D,

4.3.2. RDEIZ} T 5 ORRIEM: & it /AME

Figure 4-4{Z, Pd/CB & SiO,/Pd/CBD, ~ Y 7 Al F0.1M HCIOKEEHRIZ I 1T HCV & 7R~
To WTIUTONTEH H-RAE & AKRFEFA, KFERE(< 400 mV), K OPAE2{LIETT(> 600
mV)IZKIET DU Ry 7 A8 —7 BNl S vz, PAR - OESLFHIREREECSA)Z . H-
W A5 BB 77 §(80-400 mV, Figure 4-42:1R) & H-W A T A5 (210 pC em )™ 20 & B H L 7= fd 5
Pd/CBT78 m* g, SiOy/Pd/CBT84 m’ g & 72 5 7~(Table 4-1), 7235, CVIZIWTEM S H
JE &8 2 T2, H-WE 5 FEIE(80-400 mV) 2R\ T, BALFR S [ I EIE LR B3 2 it A3 B
=Y 4N Mﬁ%«@*f%@@gﬂﬂﬂiﬁw’k%ﬁmbtwgm4ﬂo;®ﬁ%
Si0y/Pd/CBIZH51F HPARL - N EXULFEHNCHTEETH D Z L 2 ER L T 5, #&b%
7a k. KR EDOKISWENLIE DV ) J g% i@ -> CPdbi - FK i E T L, E X
RYEOCBE > CPAR - TIrEINT-EEZBND, 727, BX _HER
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DUWTIE, SiOy/PA/CBIFPA/CBLE Y & T/NE < 72 ofe, ThiL, MEERTHL Y BITK
ST, A—RREDEH D TIIDH 2 BB SN TNl L EZ BLD, Si0/PI/CBD T
MPA/CBL W ECSAN K& L 72 o 72 BRHIZ DWW TIE, ST THEET 5,

Figure 4-6/Z, Pd/CB & SiO,/Pd/CBD, FEFE A 10.1M HCIOWKIEHKRIZ 31T % . ORRIEMED
KRN T & P70 D IRFEE (B B AL Mk TOLSV A /87, Si0,/Pd/CB/SORRIEM: % 7 L
W) T e, e by, KA THBES TV AR LGNS ZETH
Do S HIZHLBRENZ L2, SiOy/Pd/CBAOLSVIEPA/CB & Y 20-30 mVARE & 72 ENLIZ 72 - T
B, VU AEOEEICH DD BT, Si0y/Pd/CBD J5H3Pd/CB L W ORRIEMEN VN Z & 73
bnotz, ZOEEIZOWTIIFHESE CHEMICERT 5,

Figure 4-7(Z, Pd/CB & SiO,/Pd/CBD, FENLYA 7 V% )T 7= REOECSAWIHIE THIMEAL)
DEA A 7T, PA/CBOECSAIXEN YA 7 WIC L » TAMIZIET L=, ZHiE. PACBIZH
WNTCPAFENRARE, JERL L7 2 E 2B L TR Y | PADEREN(Eq. 4-1)D 5B 2 TRY 72k
RTHD, —F. SiO/PACBDOECSAITEN YA 7 /L& NFTHIZTE ALK T LD o7z,
U AL o CTPAREDTRME, JLELS g S, T ORER, ASKPANE S IR 5 5%
WZH b bT, PARLTRLEN LT EEZEZILND,

4.3.3. MEADRE & M AME

Figure 4-81Z, Pd/CBZ 7213Si0,/Pd/CB% IV /et MEA T HLZCVE/RT, &KL Ry 7 2
v — 7 DIREIT4.3.2. THERH Y 7273, RDEDEE L Ry | KEBRILE— 27 DNA 5N
Mole, THUX, BY— RIZEZBTAZWE LD OCVRIEZITo 7272, BAELTKFE
NEBIZAA—=VENTTmH EEZ BN D, RDEDEE L [FEED )75 TPARi+DECSA% FiH
L7 fE 5%, PA/ICBT67 m> g SiO,/PA/ICBTT71 m’ g' & 72 > 7=(Table 4-1), Z 45 ZRDEIZH
THMED, FNEN86 %, 85% TH Y, MEAD A Y — RlllfE Iz B\ T, Pd*ﬁ%i%ﬁrﬁﬁﬁ
IR TE TWAD Z &SRR S 7=, RDEDHA & FAIREIZ, Si0,/PA/CBOESR —HER
IZPA/CB X W ETF /NS o Tz,

Figure 4-91Z, Pd/CB ¥ 721%Si0o/Pd/CB% W/ MEAD . WDV Z~d, BEHRO
Pd/CNT, SiO,/Pd/CNTDHER & ff Ttk L7=, Pd/CBE 7213Si0,/Pd/CB% H\  /=MEA[Z
Pd/CNT & 721%Si0o/Pd/CNTZ HHV /-MEA L W 3 L < @VWMEREZ R L, FIcERH L~ Lo
BIEAARMT 2 2 ENTE T, iU, MEREMOCBIZEIREICPR T2 TX 72
THEEZLND, &5, Si0y/Pd/CB% AV 7-MEAIZ, Pd/CB% AV /=MEA X v & & EME
fENm otz BRALEA v E—Z U APE L Y BEEH 72, % % OMEAD B HHLHIT
Pd/CBT100 mQ cm’, SiOy/P/CBT106 mQ cm’72 7=, U BT L » CHEHIGEHNE T
FHUZHEBE LT, g 0E B8l NS THER L7290 k%z bivd, 7B,
%% OMEAIZI (T 2 il g O FEFAREHHTIC DUV TITA3 4 TREMIZR N D,

Figure 4-10(Z, Pd/CB % 721XSi0»/Pd/CB% H\V\/=-MEA®, iRHfIEM% & /L& DTafel plotz
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RY, SiOy/Pd/CBPDTafel plotidPd/CB & ¥ %930 mViE < . RDE & [RIERIZMEAIZFHB W T
SiOy/Pd/CBASPA/CB & ¥ MV ORRIEM: 2 /R~ 2 &b odz, S HIT, @R EEkIZR
VT DR 1% & /L E D Tafel slopen» & O Tl X, SiO,/Pd/CB & Pd/CB TlRI%:T&H - 7=, Tafel
slope?> & O TEMEIL, LI 27 1 b AR BRI & OMBEBEN R T 2 ik
BEAERT 5, 772bb, ORI > U D EBNOWEBENCKKT 5 EEEMN. 1Acm”
FRE O BRBEEERICBOTHIZEA BN L 2RTHLDOTH D,

Figure 4-111Z, 71 Y — RIZEAL YA 7 V% DT 72 K§ 0D [ Pd/CB, SiO,/Pd/CB, P/CBDECSA(#]
I CHIRIL) DAL A2 7R T, 7235, PYCBOAIHDOECSAIL, Pd/CBX°Si0,/Pd/CB & [REED J5
ECHEH LR, 89m’ g & 2577, PA/CBDOECSAIZEBLY A 71 & L HITELLIETFL

\Zxt L, SiOy/Pd/CBIIPYCB% % k0] 2 fisd T AMEZ R Lz, 2F W, PEFCA /
— RIZBWT, HEMRZEMEICT 52 L7, PAFEOBEM, IHN VY WEIZ XL - TF

LI CE D2 EpmRani,

F@mLUK\HMBEKi&@MMB%%PkWM@ W, EALY A 7 1200008114
@wm@%@me%ﬁﬁ-PMB%%mKMM@% BEIXFEALY A 7 T k- TKRIE
IR T L7, Zhux, Bdko @u%40waioTM@mmmmk% KT L=729
LEZBND, —J. Si0PICBOMEAIZOW T, BALY A 7 /L2000[E1#412 13 Te L A%
EMEREDY A L. [FIS000[E#Z 12V THATHI L U @I EMERE A fERF L 72, Si0,/Pd/CNTIZ
BT 2B IC BN T b BALY A 7 M K > TREBMREN LH LI Z A MRE SN TVD
Figure 4-1312, TBALY A 7 V& T 72D PA/CB & U'Si0,/Pd/CBD ik DAL % 7”7,

ZZC, HIEME ST, IRMIEZ B VEES00 mVIZE T D, ECSAH 7= OIR AL Bl E L%
LR U IS S BB B I K R i EE R Z 38 1T 2 Tafel plot% EASMET 5 Z & C
B L7z, BTRT X912, PACB, SiO/PA/CBE ©IZ, BALY A 7 /W & » THIHRMED E
A LT\, ZOBEBITHIRA S TRV, — 2O FEMEEZ LI TIZR <%, % . PYCB
7 EOHE LR AT O BE . ERBHOAMMERET D720, LVERBRE1T 9 AilcEkE
INDEAB OB YA I N EINT DR EDT =L Z0IEFH > UL, SEIOFER
IZBWTIE, FFIZPA/CBIZIB W TPADECSAIKR 2T 5728, 2D XK 9o — 0 JiLEi
3T Do T, DFEV . BT A 7ML o CPARIFREN 7 U —=v 7 &, £ Ok
B HIEMED BER U7 ATREMENE 2 6D,

43.4. 2V W FBPA/CBIC BT 2 WERENCRE9 5 & 52

BIRD X 912, MEADFEEMEREICIB T, vuw%%’ HEARERER ) HE

m@%T%@Uuh/ FEENTER T DR EE TR D72 o7, LLTFTiX, SiOy/Pd/CB
BT OWEBIICOWTELET L,
Figure 4-1412, SiO,/Pd/CBIZHT DB A, 7'm b ARG, BRIHDOA A — VK %R

T, AR D X 91, vV AEIFPARLF IR SN TV A 72, BT RIEEDOCB
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K& -> TP T E TEETELH B2 bND, 7a b ERBIZHONTIEL, LMY
U BT —EDT v b AREE L BRI A RS M B R TEY . Si0,/Pd/CB
WZBWTH, v BERNOMILZ LR L TP RISz B 16N 5,
BFARBIZOWTIX, e A dBRA1T 5 RN, B R~ Lol v — Rl o B <K
L% Figure 4-1512 R 1A TRIE Uz, fitlt)E o eikdi(p) « mEERIIR)Z R ORIZ L - T
B L. k55 % Table 4-22 70k L 7=,

p=RdWL" (Eq. 4-2)

R.=pd (Eq. 4-3)

Z 2T, RITHEIE U723 HT, di3fkitE = X (PA/CB: 35 pm, SiO,/Pd/CB: 38 um), Wi fillit/E i
(2.2 cm), LIZAEGOHE H EMO BB EEE1.0cm) TH D, >V AHEIC X 2 iliE o
OIS mQ em’ Th > 72, ZHiE, MEADEHEFL OB (6 mQ em?) & HE4a
—ET o3, BEMRICERREELEZDHOTIERVWEF 2D,

7 R AR OW T, il % 1ENogami 5 P12 & B & TEOSZ MKy R L T400°C TEUL
B4 5 2 L TIERLES =L ALMES U A28, 70°CI2B W THIS.0x 107S cm‘10>7°:z h AR
ERLEEMESNTWS, YU BENOT T b AREICERT 5 \EE@ )L, ROX)
ODBBENCAMELLZ ENTE D,

= id(oms)”! (Eq. 4-4)

T 2T 7 E b UAREE(6)125.0 x 107 S em PADECSA(s)I271 m® g Pd F {4 £:(m)i20.35 mg
em?, U W EE S ()5 nm%:ﬁ/\a“é L. 300 mA cm AT Dyl 2x 10° mV & RAEES
BT, ZAUTB/VOREMEREICBWTERTX 51T LI,
M%mﬁ_omfm\ﬁ/~b@ﬁﬁx%%$ﬂ&§” CEM LB DBEIE T (0,7 A
NERE LI & Z A, PACB%E VWV 7=MEA T45 mV, SiO,/Pd/CB% IV 72MEAT37 mV C&
S TARERIF300mA cm™®), DO Ehb, YU BEBRNEZBENFIITIHERL TS L
FALNTHD, L, BERICET 5250 U B NOBREILBAREIC SOV TR0 5
10" em? s 101920 L b TR A < . SiOy/PA/CBIZ 1T 5 > U BB OEAE IR R T 5 18
BEAZREL D LIXTER)olz, bobkb, AT Y BIZBIT L7 1 ARG
FILEUE, MRHALRESMILIARE, v T /= VDO ER Bl - TEDD EEZ LD,
P /am b, BUR, SiO/PA/ICBIZEBIT 2 U HEDO T v N ARE SRR LR 5 A B
ET DT LT LV, A% DENOMAESECYERBENZ OV T X 0 FEEMI o
HTENREE LW,
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4.4. FEE

FARDHES ZLUFICE LD D,

SiO,/Pd/CBI%. RDEK OMEAIZEIT D ENY A 7 VikBROFE R, HikPt/CB% E[r] 2 fi
D TEWIHAMEEZ R LT, Lo T, l\Es72PEFCH VY — REBREE T2\ T, PAFEDOIAM .
TR EBICL > TELIIH SN D Z LR ENT,

Si0,/Pd/CBIFPd/CB X ¥ & @V ORRIEMEZ /R Lz, £7-. FEH LR LD @O ERE
EFERICRBW TS, YU IWBICE2E A EE, 7'e b ARE, BRI OMREICE
KT 2HEHEROIE T IXIZE A ER N> T, ZDfER. Si0,/Pd/CB% IV 7-MEA
1%, FIHIZB W T HPA/CB%E VYV /ZMEA X 0 @)WV REMEREZ R LTz,

69



Table 4-1. Electrochemical surface area of the Pd particles (m* g)

in RDE in MEA
Pd/CB 78 67
SiO,/Pd/CB 84 71

Table 4-2. Resistivity (p) and area resistance (R,) of the catalyst layer

p (Qcm) R, (mQ cm®)
Pd/CB 0.93 33
Si0,/Pd/CB 2.9 11
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Figure 4-1. Image of SiO,/Pd/CB.

HD-2700 200kV x1000k TE

Figure 4-2. (a) TEM image of SiO,/Pd/CB and (b) elemental mapping of Si, C, and Pd by EDX.
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Figure 4-3. TEM image of (a)(b) Pd/CNT and (c)(d) SiO,/Pd/CNT.*
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Figure 4-4. CVs for Pd/CB and SiO,/Pd/CB in He saturated 0.1M HCIO,4 aqueous solution with
Nafion. The current values are normalized by Pd weight loaded on the working electrode. Scan rate:

10mVs™.
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Figure 4-5. CVs for SiO,/Pd/CB in He saturated 0.1M HClO,4 aqueous solution with Nafion
measured by different scan rates; solid line: 10 mV s™ and dashed line: 20 mV s . The current values

are normalized by Pd weight loaded on the working electrode.
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Figure 4-6. LSVs for Pd/CB and SiO,/Pd/CB in O, saturated 0.1M HCIO,4 aqueous solution
condition with Nafion in the potential region where the currents could be considered almost
dominated by ORR kinetics. The current values are normalized by Pd weight loaded on the working

electrode. Scan rate: 1 mV s™ (positive scan), rotation rate: 2500 rpm.
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Figure 4-7. Change of ECSAs for Pd/CB and SiO,/Pd/CB during potential cycles in He saturated
0.1M HClO4 aqueous solution with Nafion. The values of ECSAs are normalized by the initial
values (ECSA i)
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Figure 4-8. CVs for MEAs with Pd/CB or SiO,/Pd/CB measured under supply of H, to anode and N,

to cathode. The current values are normalized by geometric area of electrode. Scan rate: 50 mV s™.
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Figure 4-9. I-V curves in initial state for MEAs with Pd/CB, SiO,/Pd/CB, Pd/CNT or SiO,/Pd/CNT*
measured under supply of H, to the anode and O, to the cathode. The current values are normalized

by geometric area of electrode.
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Figure 4-10. Tafel plots of iR-corrected cell voltages of MEAs with Pd/CB or SiO,/Pd/CB. The

current values are normalized by geometric area of electrode.
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Figure 4-11. Change of ECSAs for Pd/CB, SiO,/Pd/CB, and Pt/CB during potential cycles in MEAs
under supply of H, to the anode and N, to the cathode. The values of ECSAs are normalized by the
initial values (ECSA ia)).
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Figure 4-12. I-V curves for MEAs with Pd/CB or SiO,/Pd/CB measured under supply of H, to the

anode and O, to the cathode. The cell voltage was measured from higher current density to lower

current density by keeping a constant current density for 2 minutes. The current values are

normalized by geometric area of electrode.
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Figure 4-13. Change of specific activity of Pd at 800 mV of iR-corrected cell voltage during

potential cycles in MEAs. The current values are normalized by ECSAs.
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Carbon

Figure 4-14. Image of electron conduction, proton conduction, and oxygen diffusion in SiO,/Pd/CB.

Carbon electrode for
resistance measurement

Catalyst layer

Membrane

Figure 4-15. Method for measurement of electric resistance of catalyst layer.
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51. ¥R L EHB

% 4 TE T, SiOy/Pd/CB 73, PEFC % YV — RIZEBWTHilk P/CB % L[R5 BN A 7 VIA
PE£& PA/CB % kA% ORR IEMHEZ /RT 2 EAVRES T, AETIX, v U W#FEIZ X 2% PA/CB
D Al & EIEMEAL O BRI DWW TRRGEE AR 1T > 72,

Pd/CB O LA I = AL E LTIE, EIC - ODOBRNFET S, T74bb, Pdh7(FiE
IZ PA(OH), (272 W15 5) B PA A A & LT 1R 5@ e, Pd™ 2 HElk 458
FET®H % (Figure 5-1), > T, U BHEIZ LD PA/ICB OEMAALD A =X Lt K&
T T @m0 EZLND, —oiF THEHENHET V] (Figure 5-2 (2)) T, &g L7 Pd* D
JEERS U T ORISR L > Tl S e e 35 b0, b 9 ik RMRIEIET L
a@mwawwcIﬂﬁ%@%%%@%@ﬁvuw®M?%@%’;ofmﬂéntkﬁé
LbDOTHD, 22T, H4EIBITSH MEA OFBIEREHROR B0 b, ) Aghz 7o
Koy R, KIF I TE D Z EARBR I N TW A2, HEBIHIET L) NEE
PR AALEE R £ 1358 212\, Ko TEE HIX, MG T V) S EE 72 @i A L
RThsdeBEx, VU DTLHIFHNRICER L, RO % 37 T 7z (Figure 5-3),

R 1(R AL AT

VK TTAF ) ~—OBEOFEPFEM S 1L, Pd T 235E ) pH TR IZIVTE, |
R 2( TP L 2R

(VB E S TTA A ~—(T =4 )R W E DI S iz,

VLFIZEE 2R~ 5
U B OVRMRIE. AL & B pH 5. RO BT IESWTIRE D,

Pd > Pd*" +2¢ (E;=0.92V vs. SHE) (Eq. 5-1)
Pd + 2H,0 < Pd(OH), + 2H" +2¢°  (E;=0.90 V vs. SHE) (Eq. 5-2)
Pd(OH), + 2H™ < Pd*" + 2H,0 (Eq. 5-3)

2T PEOIEREE 10% £ 95 L (RDE DFEBRICEWTAHEIZ Pd AL LIz L S ICES
LA 1E). Figure 5-4 (2R EA-pH KNG 05, ZOMMNG, K pH Tl Pd IL&EEAIZ T
WIR9 525, pH=3-4 FRELLETHIUE Pd OFMRIT(AT B HanZ Ei3bins,
PEFC Y — RICHWOLNDE T A F ) ~—I3 ALK VBRI EZH L TEB Y, pH=0-1 I/
STNDEBZ LI PRI & T A A )~ =038 L COIUZPAIIR S (SRS %, L L,
SiOy/Pd/CB 1B\ T, PAd K F-E T A4/ ~—DORNZT U BIEMNIIET D, Yamaguchi &
JE T LALLM Y 1 OHIFLN pH 1IN EME D pH & #7225 & OFFR B HE ST
b, I THEHLIL, SiOPA/CB IZBW\T, MEEMOINBEME(T A A4/ ~—)ITxF LT,
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U T JEPIR LA RO pH S PRz AL, 2SI A L DR & e o 7o & HERI L 72,

—fRIZ, SRR EMAMEIZOWT, BREICFET DT =4 DR RN FF B ET
L2 ENMBNTWS ™, PEFC # Y — FOBE, TA A/~ —IZE&END ANVK BT
=4 ORFRIEFFIZE Y ORRIGEMEAME T35 Z &3, PtRBEMAREIZB N CTL<mbnT
W5 OB PAIZONT B RIBEICATEY =4 > M RWE T 5 2 LM b TR Y ¥ PEFC
Y —=RIZBWC, TA A = —ICEEND AR T =42 ) Pd R~ L. Pd/CB
@ ORR {EHEDL N EK & 72> TWERIREMER B 2 HivDd, —J7. Si0y/PA/CB D4, 00
DPARITFETAA ) ~—DORIZIZT Y WEBPNET D, T TEEDLIX, ANVKUET =
T OWENRT Y DKo THHl S, B ETEHLOZER & 7p o7 EHERI L 72,

AMFFETIE, RDE ZHWT, #H pH SfF, KT =F o HAEFITBWT PACB LY
Si0,/Pd/CB DESALFHIREZ TG L, >V WHEIZ L 5 pH REFIR, 7 =4 a5 il
R AERGEL T,
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5.2. EB

5.2.1. SiOy/Pd/CB D

FTATETHWZH O & R—DOPA/CB%Z HWT, 4% & [AEED 51k TSiO,/Pd/CBAEERL L 7=,

5.2.2. XA FHIE

BRALFREIFRDEE BT v a ZAZ v MLV To7m, HIEROEMERRITF4E L FH
R, E7o. LT OEMOERTLITETRHESEMEL 32, 545 & REED 1L TPA/CBE 721
SiO,Pd/CBAfHE: L7 ERM 2 ERL U7z, 7272 L, 43 CIIEFAMIC T A 4/ ~—(Nafion)
WA, ZZ2TETA A/~ —DEVERMBIER L7, b, 744/ ~—2Hn
72 THERBRITMEBLOE TNIZEA BN T b~ /0 A a—7 TR LT,

2 IR X D pHIRFF R OMGED 728D | B & L T, HCIO4 M U'NaClO % FV YT,
pH=1-4DKFEEMKZREL L7z, T2 T, CIORENRETHIMERD LI Lz, 74
F ) =l XD B YERT D720, fFHMIZIZT A 4 ~— D\ d D& H iz,

DV AR L DT = A L WAEMHRIENROREO 720, BFHR L LT, 0.1 M HCIOZ/KE
2. [FIZKIETRIZ0.9 M NaClO,, F72130.1 MNaHSO,Z I L= D, & 512, IM H;PO,/K
iR A2 L7z, 0.1 M HCIOWKIEE T COFMI CIIMERAMIZT A A4/ ~—DFELHH D L
WD, FOMOKERTORME CIIERBICT A A4/ ~—D 0 & W,

K RERDOSGAE A Table 5-112F L DD, TNEINDSEMET, a4 L RO LT, CV, LSV,
B A 7 M K DIHARBRETT > 72, & TORIEIF25°CTIT - 7=,
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53. FERLEEBE

53.1. {pHIZE T ACV & BN A 7 VA

Figure 5-5/Z, Pd/CB & SiO,/Pd/CBD, ~V 7 LAfF1 F & pHD KA IZ BT HCVE T,
KL Ry 7 A —7 OREITHEIEG.3.2) Tk 7@ Y Thsb, PACBIZOWTIL, pH=1IZ
AT, pH=2-4TIFPAIR LB L — 7 /S << Ipo T, THUE, 7'r h &RV & Pd
PN Z V2 WD EZR LTS, —H, SiOy/Pd/CBIZ DWW TIE, pHAEWME E/KFE
it —27 B /hE <, £z, pH=ATKRFEWNIA L OPARILIETCO V' — 7 T/ <o
7o Z &3, PA/CB & i L CTHAPHIC L HCVIRIBIC KR & 72 2 RIFA b o 7o, 2
U TN Ko THMBEME OpHEAL DRI SN Z LA RBETHHDTH D,

Figure 5-6(Z, Pd/CB®, ~U v Afafil FpHD KIEHRIZ I W TEAL YA 7 V& T TR0
ECSAWIHIHLCTHUE(L) D2 b 27”73, pH E < 72 5 1F EECSADIR Fixpniil S, pH=4T
TUF L A LFECSADIK FMR R B2 inoTz, ©F Y, Figure 5-4DEN-pHXI 6 THI S 7z
WY, pH=3-4FELL ECHIIPdOBILITMEI S D Z L AVRE T,

5.3.2. {pHIZE 1T HORRIEME

Figure 5-71Z, Pd/CB & SiOy/Pd/CB®D, FESEHIFN N &pHDKIEHKIZI51T 5, ORRIE A 3L
K- & A 7pth KB i B (5 AL fE COLSV &7~k d, F7-. Figure 5-81Z, Pd/CB &
SiOy/Pd/CB®D ., 850 mVIZE T 5 EiEMOpHIKFME 2 /Rrd, 2 C, EEEM & 13, EiR
fEZPdE & CRIM(L L7-fE & & n‘éo Pd/CBIZ DWW T, pHAE < 72 51F EORRIE A
FIFHMIIET Lz, BIEFRAKICREIT 20RRIIK O TEDLEND,

0, +4H +4e — 2H,0  (Eq.5-4)

FEMZ2ORR A 7 = X BTEMN TV, 7 N BRISE ThH 572, BRIERFARIC
BWTpHAE K 72 DI CORRIEMENME T T 5 Z LIXR S THH L E 25D, —FH., BHBRGEND
Z LT, SiOy/PA/CBIZOWTIE, & Z TR L7ZpH&PHIZ BT, ORRIEMEA pHIZHE & §71F
EF—EThHoTme THHRNRDOCV E R, 2V BT X > THEREMRE OpHZ L M B S
2 HTRmBTHHDTHDH, DF Y, MEAIZEIT 5 Si0,/PA/CBD &t AL DER & LT,
VU R KSTT A A ) ~—DROZEDEIN I i, PAOEEEH @O pHIZR T2 AL72 & DGR
T XFFTOMR L o T,

el 2T TRICEARD ZoDEMB KD, —2lk, MEADSFHITEWEE X Hhvd
pH=11Z3  CTPd/CB®D /5 /13Si0,/Pd/CB X U W ORRIEEZ /R L CE Y . MEART A 4/~
—(Nafion)Z HHW-RDEDFER & 7 JET 5, & 9 —2l&, Figure 5-80 2 7 7751, Pd/CB
& Si0,/PA/CBOORRIEM NS L 72 HpHM23RRE LA D Z L3 TE D, LoT, vV
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HTENOpHIT2-3FLE & — R SN d 0, ZHTIEPADO L L2 H3Iciifil4+ 2% Z L N TX
RWNETTh D, INOIET =AU WEHEFEORBECLA LD EEZ LI, ARk
%,

53.3. 7 A A4/~ —(Nafion)D %

Figure 5-9{Z, Pd/CB & SiO,/Pd/CBZ N ZFHIUTHOE . ~ U 7 AHF1 0.1 M HCIO4 /KA IZ
1 D Nafion5 V £ 7=1INafionfE L DA DCVERT, £7-. FF-MHICBWTEB L
ECSADfi % Table 5212 F & %, (ECSADEH F{EILH47(4.3.2.) L [FEE, ) Nafionf L »
Y& DSi0,/PA/ICBMOECSAL, Nafionf L D355 DPI/CBOECSA X D A H/NEiroTz, T
IE. SiOy/PA/CBIZIU N T KERSr DPARL T I EXULFHINTIEMTZ DS, —HDOPARL T3 BT
FINCHINZ L TWDH Z L ZERLTEY, BE 6 HMEREDO Y BT K> TE RGN
FlESNZZ ERFEREREEZ BN D, LovL, Nafionff OE4 CTHEET 5 & PA/CBIZOW
TliINafionlZ &> TECSAZME T L, H4E THIB7 Y | SiOy/PA/CBD 5 H3te L AECSA
DRELIpoTz, £z, PACBIZ DWW TIL, NafionlZ L TPAIbDOA > ¥ > NEMNPE R
i~y 7 b Uiz, PAICBTHR LI 26 O, BEHR> 7212 X 5 & Nafiond Z/L7R v
BT =AU NEBRENIRE LT ENRKNEBZZ HD, —J7. SiOy/PA/CBIZOWTIEL,
Nafion D EIZAK & TURIEE — DCVIETEA G B LTz, Z OFERIE, NafiondD A /LR BT =
FUWHENR Y AL > THHIENTZZ L Z2RETHHOTH D,

Figure 5-10{Z, Pd/CB & SiOy/Pd/CBIZ -2 & | 3R AaF01 T0.1 M HCIOZK¥HKIZ 51T % | Nafion
AV F7-1EINafiondE L D5 D ORRYIEMED KELE 1 & A 7ot 2 KT B (5 B AL ik ¢
DLSVZ 773, PA/CBOORRE I INafiont/F TIZIH W TRIBITIK T L7z, CVOFEREBE
AL, 2, Nafion®D ALK VR T =4 SPARIFREICWTE LT~ 2 L2 X AR
EEZLND, —J, Si0y/Pd/CBIZ DV TliENafiondfF FIZHB W T HORRETITIFIEE D S
otz FOREE, Nafionfi ¥ DA D850 mV vs. RHEIZ BT & EIE1E1ESi0,/Pd/CBD
JinvE < . PA/ICBA32 A g' 72 > 7= D125t LSIOL/PA/CBIFS2 Ag! & 72 o 7-, (RIBEDFEBRTH
% %43 Figure 4-5T/% L72H O & SiOy/PA/CBOTEMENLCRLFE R 578, Zhidfiin v F#IC
X5b0THD, ) ZOMFEIX, CVOREFE LIFAIEE, Nafiond ALK VERT =4 L WAENR
VAL > THHIENTZZ L Z2RBTHEDTH D,

534, FFET =4 HIFTICBITAHCV

Figure 5-111Z, Pd/CB & SiOy/Pd/ICBEANZEIIUCDE, AU U LI F AT =4 45
ToKIBIRICBIT ACVERT, PACBIZOWTIE, WTFHDOHEA 0.1 M HCIOKIAER DA
LR LT, KBRS B — 7 (BCSA)BN/NEL 720 F7-, PdBRbOA & v MBS E

e~ 7 N L2, ZAUB L, NafionDIGE &Rk, 7 =4 2 03PAbi 1Rl ~Fr R A L
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TlehbBZEZ NS, 612, WTNOLAE BPARILE — 7 12xf L CPAZE L E— 27 23 6
MZINE o Tz, Z 2 CTOPARRILIL, Eq.5-1F7213Eq. S-2DNEGEDOWT AT, PdETT
FNFE AV ENEQ 520G THDL EEZEZ BbND, DFED, ZORRIL, PAUCBIZEITHPd
P LITEq. 5-13 K0, 372 LPARMNEHE CTH A Z 2R LTW5D, Ziud, HEFET
%.’)7%2%/6;4:oTsz*ﬁxﬁﬁftﬁ“%ﬁ:&bk%z BB, B> NC LB L, Pde T =4
O EAEA O E 1L, ClO, <HSO, <H,PO, & SN TWVW5D, LML, AfERTIE, 7=4>
WE DRI, FFIZHSO, THHE TH Y . BE & 1T 3 %722 - 72, PA/CB Tl Bk od
K ONTT = R G OB IR < Bl ST DITKE L, SiO/PA/CBIZ DWW TIE, T
=F EFETOCVIZWTNBIREFRERDOEIE L ooz, Lo T, UMk TT =4
R BNE DS RIBICENR S D 2 L AR S LTz,

53.5. ZFT =4 o HAFTFIZB T HDORRIEM:

Figure 5-121Z, Pd/CB & SiO,/PA/CBZ N EHIC D&, BB FAMET =4 L fia & ek
WRIRIZ 3T LSV ZE 7”7, & 7=, Figure 5-1312, 850 mVIZ 1 B K&t TOE EIEEZ R~ T,
PA/CBIZEBWTIE, WFNOT =4 U FEIZHOWT S WEHTREIC L 2 LUVEEER TR S
7o BERMITB T BIEDOFF1%0.1 M HCIO, >>0.1 M HCIO, + 0.9 M NaClO, ~ 1 M H;PO, >
0.1 MHCIO4 + 0.1 M H,SO, & 721 | ZAUICVIZEIT 57 =4 U R BUERBEOM N & —K
T 5, —JH. SiOy/Pd/CBIZEWVTIE, 0.1 MHCIO4+ 0.1 M H,SO4 & 1 M H;POLZ DWW TIERR
RT = VRAEH TS L DIEHEIR TR AL DD, PACBOYGE L k4 5 & 2 D%
I BT/ NS Do 72, 0.1 M HCIOZKEEHRIZ VT, Si0,/Pd/CBIZP/CB & ¥ & ORR{E 4
MEWIZ B0 b 5T, LSO KIEFIZIB W TIEPA/CBO G DIEEZ /R Lz, LLED
FERIEL, TV DBTBIC Lo T = A U RERWGE DS RIBIZINH S0 & DG A T2 b
DTHY ., ZHHAMEAIZEBIT oEiEMHLOER Th -7 L B2 b D,

L AT, Clog X, HySO R°HPO, & Sl 9~ 5 & RIS D22 T35\ 6 DD PA/CBIC
KL TORNOTWEDERND D Z LD o7, B OORRIEM: D pHEFMRFEIZ B
TCIO T2 T0.1 MToH - 7223, PA/ICBIZ O W T —EDHHELZ T TWHIT T TH D,
SF V., PICBOKpHIZEITS [ED] ORRIEMIZ., LvEWWbDEEZLND, —T.
Si0,/Pd/CBIZ 2 TIIpHIKFMERAED EERIZHB W TIRIZIE TED ] ORRIEHEZ /R L TV =
LEZLND, Lo T, Figure 5-80 7 7 7 /x5 1%, PA/CB & SiOy/Pd/CBDOORRIEH:H3% L <
72 HpHN— R2-3FREE L AR O 505, %4 D [ED | ORRIEMHEN % L 72 HpHIE, £V
BOPpHTH 2 EHERI SN D, ZHUTOWTIE, A4tk LV IKREDCIO N % & T /KR TRl
RO FEER 2TV, PA/CBIZH 1T D ClOy DWW AEHK 77 DR B Z IRRET DN D 5,
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54. &S
FSEOMEELUTICE LD D,

A-pH(1-4)IZ33V  TPA/CB & Si0,/Pd/CBDOORRIEM: % i~ 7= & F, PA/CBIZpHA E W ME &
T HFHIZORRIEEIME T L72DiZxt L, SiOo/Pd/CBIEpHIZIK 5T 1FIE—E DORRIE
WaER LT, ZOZ LD, MBpHOZELIZx LTy U A g TldpHZE L2 KIEIZ 5%
S5 Z ENRBRITz, MEAIZBWTIEL, BB 7T A 4/ ~—IZxf LTy Ul
J& N OpHS IR < HERF S, ZHUSEMALOER TH o= &2 b b,
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Table 5-1. Experimental conditions

Electrolyte pH Nafion
1 0.1 M HCIO4 1.00 not used
2 0.01 M HC1O4 + 0.09 M NaClO4 2.00 not used
3 0.001 M HC1O4 + 0.09 M NaClO, 3.00 not used
4 0.0001 M HCIO4 +0.09 M NaClO, 4.00 not used
5 0.1 M HCIO, 1.00 used
6 0.1 M HCIO4 + 0.9 M NaClO4 1.00 not used
7 0.1 M HCIO4 + 0.1 M NaHSO4 0.95 not used
8 1 M H;PO, 0.81 not used

Note: Each value of the concentration of electrolyte includes ca. 10 % of error.

Table 5-2. Electrochemical surface area of the Pd particles (m’ g'l)

without Nafion with Nafion
Pd/CB 92 78
SiO,/Pd/CB 84 84
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Figure 5-1. Image of degradation of Pd/CB in the cathode of PEFCs.
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Figure 5-2. Models of the suppression of the degradation of Pd/CB by the silica layers.
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Figure 5-3. Image of the hypothesis of the chemical effects by the silica layers.
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Figure 5-4. Potential-pH diagram of Pd species.
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Figure 5-5. CVs for (a) Pd/CB and (b) SiO,/Pd/CB in aqueous solution of various pH. The current

values are normalized by Pd weight loaded on the working electrode. Scan rate: 10 mV's™.

600

800

1000 1200

200

400
E vs. RHE (mV)

600

800

1000 1200



ECSA/ECSA. ...

0.1 '

0 200 400 600 800 1000
Cycle number

Figure 5-6. Change of ECSAs for Pd/CB during potential cycles in He saturated aqueous solution of
various pH. The values of ECSAs are normalized by the initial values (ECSAjyitial)-
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Figure 5-7. LSVs for (a)Pd/CB and (b)SiO,/Pd/CB in O, saturated aqueous solution of various pH in
the potential region where the currents could be considered almost dominated by ORR kinetics. The
current values are normalized by Pd weight loaded on the working electrode. Scan rate: 1 mV s™

(positive scan), rotation rate: 2500 rpm.
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Figure 5-8. Correlations between pH and mass activity for Pd/CB and SiO,/Pd/CB.
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Figure 5-9. CVs for (a) Pd/CB and (b) SiO,/Pd/CB in He saturated 0.1M HCIO,4 aqueous solution
with and without Nafion. The current values are normalized by Pd weight loaded on the working

electrode. Scan rate: 10 mV s,
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Figure 5-10. LSVs for (a) Pd/CB and (b) SiO,/Pd/CB in O, saturated 0.1M HCIO,4 aqueous solution
condition with and without Nafion in the potential region where the currents could be considered
almost dominated by ORR kinetics. The current values are normalized by Pd weight loaded on the

working electrode. Scan rate: 1 mV s™ (positive scan , rotation rate: 2500 rpm.
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Figure 5-11. CVs for (a) Pd/CB and (b) SiO,/Pd/CB in aqueous solution containing various anion
species. The current values are normalized by Pd weight loaded on the working electrode. Scan rate:

10 mVs™.
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Figure 5-12. LSVs for (a) Pd/CB and (b) SiO,/Pd/CB in O, saturated aqueous solution containing
various anion species. in the potential region where the currents could be considered almost
dominated by ORR kinetics. The current values are normalized by Pd weight loaded on the working

electrode. Scan rate: 1 mV s™ (positive scan), rotation rate: 2500 rpm.
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