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Fig. 4.1.1. Time dependence of Pt dissolution with aqua regia ( @),

IMHCI-0.36MH,0, (1), IMHCI-10.3MH,0, (O), and 11.3MHCI-0.36MH,0,
mixture (A) at RT.

— I Pt S EAKIT Ko TS 25 A B =X NI,

HNO; + 3HCI — NOCI + Cl, + 2H,0 (4.1.1)

Pt + 2NOCI + Cl, + 2CI'— [PtClg]* + 2NO (4.1.2)
TREN, ~FHr7uoupefts U TRKICERT 5L b, BREHE O
BRGNS A& 2 EINT DB R BRI L 72 5 DIX, Pt ARk FFHE
B, K. 412 DX D ICEMECTHDL 7 a F U ZBBRICNE SR TS &)
ZEThHD, BEFEMIZ—REIZHAV STV S Nafion D7 1 kB
IARIERANKR B INT= 27 v BB OR ST CTh D, KERT TR

fb Ao EfZ'E (Nafion)
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Fig. 4.1.2. Scheme of three-phase interface in PEFCs
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DAV IR L CRICHELTRBY, BAA 2O THELIZ W
72, (4.2)D ClA AU BN TE T, RISHEIT LR WE 3 T<
HEBEZBND,

Z 2T, AL TR Tl b IRARIE B 3 s o 72 FAK O ERFERICBWT, £
KIZE B ZIVTEME LT WAL SR D A M XL, ®oFERE
R AL S AV TR LIS S WAREROR. 0 b oo 2 FEOY A M35 &
RE L, WRERE LU O & VT L7z,

R=Riexp(—t/t )t Ryexp(—t/7>) (4.1.3)

ZIZT, R IBEMLIZASDEIE, R, R ITTNENDY A MIAFET Dl
BRI - DFNE, ) OB LW 0y OIWEENENDY A NMIAFAET D bk 1

3% 4.1.2 Result of the analysis based on eq. 3.3.

R, R, 71 () 2(s) R’
0.74 0.26 94 4.2x10* 0.886

DHEMTHY, R & R DT DOBRN B 5,
R+ Ry =1 (4.1.4)
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DFHERE= F RV ABRHER L CLE D 2 Enh, MRETADLE, (L35
MR CH L Z &, BEMET L CLE D SEORMENREZ b, K
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E72, BB L KFIRATIRIC X 5 PYEME O RSS2 R UoR+ >,

Pt + H,0, + 4HCl — [PtCL]* + 2H" + 2H,0 (4.1.6)
Pt + 2H,0, + 6HCl — [PtCls]* + 2H™ + 4H,0 (4.1.7)
H,0, + 2HCl — Cl, + 2H,0 (4.1.8)

[X] 4.1.3. Picture of a 11.3MHCI-0.36 MH,O,mixture solution prepared immediately.
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TR S FoK L RIBRIS, 84 LT3R 0 A OEUY o b 2w s F 23 3 L
EEZ D, 72, IMHCI-10.3MH,0, IR OFEH OBSIZIL, @B L/KFE DSy
fREE & BN D HADRAEBHER SN TEB Y, {LFHTiEEZ AV Pt EIE
OHEOFRE L LT, Pt FINEDH ERMNETH 5 8 L AL Rima 6 A3 A
ThirRPFETOND,

4122 ﬂu?xiﬁ@t:; % Pt I HRER

flix DI D 1.0 M OIEREETK 2 A7z PUEREBR D, PtIEfERE DR
i&ﬂ%ﬂkﬂﬁ%I4 1.4 12”9, 1.0 M IEEEIZI\WN T Pt ARBERSCR 285 2 &
MNEFRTH D Z &N, %%ﬁ(mt’%m<'§"é LT PIRFREEE N =L 2 D
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4.1.4. Time dependence of Pt dissolution with 1.0 M HCI at 25 C(#),
40 “C(W), 55 C(@), and 70 C(A).

BII 2% EEoTe, ZOXIIZ, WEOALTPtEEMHT HZ LN TELD

1, AR LTV D PRI A3 8T OV A X ThHDH T ENFIRE LTE
Ab%,

4123 EXK, R, HR-BBRICKRRESEROBRILETEMOERELRE

27



0.95

0.90

0.85

0.80

0.75

e
N
o

—RT

E/V vs. Ag|AgCl|KClsat.

o
o
]

—60C

o

[=)]

o
T

0.55 : : :
0 5000 10000 15000 20000

t/s
[X] 4.1.5. Time dependence of equilibrium potential in aqua regia using Ta wire at

RT(—), and 60 “C(—).
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4.1.6. Time dependence of equilibrium potential in 1 M HCl (—) and
11.3MHCI-0.36MH,0, mixture (—) using Ta wire at RT.
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MEENLDS LA LT o 7es, REZREBITZ2 2> 72, 11.3MHCI-0.36MH,0, IE5
WY, BB IS BN OMMN A 6, 1 0 CRBIEITRKE
R0, ZFORITBAIZEBAEIPIET LTS ZERH N E -T2, Fiz,
11.3MHCI-0.36MH,0, & A EIRIZIEMEL T IZ I T b 2l el b ) o & i
KEBALRNZER O BN ORD B Sz, BT TIXFEKRL EICik )
DL TN EZ 2 HD,
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& 4.1.2 Volatization rate constant estimated by

non-linear least square method.
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[X| 4.1.7 Time dependence of the amount of evaporated NOCI and Cl,

29



413 BEEMOEIRILFHFECLD VA7)0

4131 CVIZX 5 PtiFHER

Pt/C il 2 FUFF U727 « A 7 EMiZ, 1 M H,S043 OV 1 M HCl KIEHEH TD
ZHIZ Cyclic Voltammetry Z1T\, 155472 CV X Z X 4.1.8 ITR”7, £NEh
D CV OKRFEEBAEE —7 L0 RD DT AMEE Pt ORFEFEIL, HySO4 KIFHK
TIZ 19.6cm?, HCl K TIE 18.8cm® & 720, T DL 4%RETHHD T,
HCI 1T CV fIiEZAT>Th, Pt RE~DHEHRA F L OYEFIC LD RE e —
7 DRI NZ ER oo, TED, RFEBRRIZHWTIE HCL izl
Th, CVHAEERMEZWE T A ZERHLMNERoT-, ZHUE, Pt fiftfi)s
X.4.1.2 2787 X 912 Nafion (2840 THE Y, Nafion KD A /LR EEILDOEE
FEBEESL pKy 7Y 0 1<, ZF DDA A L Fib M3 D TR 72, FLREH]
LB R WREAENE CIIEFRA A O Pt RE~OWEN T B v 7 S
D ThbHEEZLND,

%2UNT, 1 M HCL a1 3EE 100 mVs™, i 8[#iFH%-0.15 V725 1.0 V(vs.
Ag|AgCl sat. KC1)C Cyclic Voltammetry (Z L 5 BN 7RG 21TV, F5172 CV
1K 4.1.9 1T, £2KL 4110 121, f5EEZ 50 mVs', 100 mVs' T CV
BIE %47 > 72BE 0 Pt AR RERE OB ER~T, 2 bOFERFERLY, HCH
TIX CVIZ K DBAESITET TP M RELEMT D2 LB nhole, £, i
SEHEZ/NESL T2 1A 70 HT-0 O Pt OIREENENINT 5 Z &L
Llpolz, 1E-7TC, BN LD PtIsHEBROGRITIT 5 CV HIE D FEERAS
RIELTLES ZERBEZOND, £2°T, CV Ofusld#iHz-0.15 V inbH
04V &L, @EMUOIRSIFHAE < Z & TCVIZXD Pt OWMEZIHI L, K

20.0

— 1M HS0
—1M HCI

15.0

10.0

5.0

0.0

-5.0

i -2
ifmAcm?

-10.0

-15.0

-20.0

-25.0

04 02 00 02 04 06 08 1.0 1.2
E/Vvs. Ag|AgCl

4.1.8. Cyclic Voltammograms of CP-supported Pt/C catalyst at 3rd cycle on GC
in 1M H,SO, (—) and 1M HCI (—) underN,. Scanrate is 50mVs™.
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4.1.9 Cyclic voltammograms of CP-supported Pt/C catalyst at 3rd cycle on GC in
1M HCI under N»at RT. Scan rate is 100mV/s.
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4.1.10 Time dependence of relative surface area during potential cycling by CV.
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[X] 4.1.11 Cyclic voltammograms of CP-supported Pt/C catalyst at 7th cycle on GC
in 1M HCI under N»at RT. Scan rate is 50mV/s.
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4.1.12 Time dependence of current generated by sawtooth wave (cathode

scan : 100 mVs™, anode scan : step).
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[X] 4.1.13 Cyclic voltammograms of CP-supported Pt/C catalyst on GC in 1 M
H,SO4(red line), 1 M HCIOy4(green line) and 1 M HCl(blue line) under N,at RT.
Scan rate is 100mV/s. Solid line is before dissolution test. And dotted line is after

dissolution test with sawtooth wave(cathode scan : 100 mVs', anode scan : step)
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mVs', 7/ — REF| : step)Z FIIN L CHEHERER 217 - 72 B O BB i o 2
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WFEAE—EBTHDLZ N ND, £, 0.1 VD 12V ASOENMD AT v
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B s,
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3 4.1.3. Electrolyte dependence of amount of platinum dissolution.
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4.1.14 Time dependence of Pt dissolution with sawtooth wave (cathode scan : 100
mVs", anode scan : step) at RT in 1 M H,SO,4 (), 1 M HCIO, (M) and 1 M HCI
(®).
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Pt +4CI— [PtICL,]*~ +2e~ E°=+0.758 V (4.1.9)

Pt+6CI— [PtCl]* +4e~ E°=+0.744V (4.1.10)

4.1.3.3 Pt ¥ HEHE DOEEER KM

0.5M, 1.0M, 2.0 M HCl KT THOZ LI Y — Fi#5l - 100 mVs™', 7
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[X] 4.1.15 Time dependence of current generated by sawtooth wave (cathode scan :

100 mVs™, anode scan : step).
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4.1.16. Cyclic voltammograms of CP-supported Pt/C catalyst on GC in 0.5 M(red
line), 1.0 M(green line) and 2.0 M HCI(blue line) under Njat RT. Scan rate is
100mV/s. Solid line is before dissolution test. And dotted line is after dissolution test

with sawtooth wave(cathode scan : 100 mVs™, anode scan : step) 1min.
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4.1.17. Time dependence of Pt dissolution with sawtooth wave (cathode scan: 100
mVs™, anode scan : step) at RT in 0.5 M (), 1.0 M (M) and 2.0 M (@) HCI.
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[X] 4.1.18. Scheme of solid/liquid interface in CP/catalyst assembly.
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Fig. 4.1.19. Time dependence of current generated by sawtooth wave (cathode

scan : 100 mVs", anode scan : step).
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Fig. 4.1.20. Time dependence of Pt dissolution in IMHCI with sawtooth wave at
RT. Scan range is -0.1 V~1.0 V (#), 0.1 V~1.2 V () and 0.3V~14 V (@).
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4.1.20. Time dependence of current generated by various potential wave of

(@)~().
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O, DZEYVRIBWT, EFIHEESBEMMICS T 5L T, Pt OWSE
WEPSEEINS 2 Z LA BN E ol

4.1.35 Pt¥FMHIEE QR IRMARTME

[ 3.1.7 127”7 (a) ~ (WD EMIEIEZ T, Pt OWEERERZAT - T2 FROREH-
UL D 7T 7 %X 4120 1277, K4.1.20 [A] ZW5 &, FIIIL7ZEALA
BT E, RERANL 7BERPBIIS NI, 61T, BAEF@), b)ZFHAN
T2BRICIE, RAICERMEN TR - TWE, BERIEM 2] Lk 5 & Bt
AR 72 B 08, WAL (c) & W TZBRICIE, #Heh) 72 B L E A i TV 5,
CHIEBEREICLDERTHDL EEX LD, SHIT, X.4.1.20([B], [C] %
R &, EBAEIEE), (h)ZHWe PEHRBR CIXEMEIRG, (9Lt s L,
JEIRNZ 2 < OmLE R AMEI S iz,
VT, 1 MIERR T CX 3.1.7 1R L= — BT (0.7V (), 09V (b), 1.2V (c)
vs. AglAgCl), DI &V H(e)d LK (d)Z AW o ERILFH Pt HEERIC
X% PRI REMOMRIEE 2K 4121 73, KLY, —EBMEG T
HE0Y, —ERRECREMEBMEET D LT, Pt ZHBEMTEH L

—-0.7V (a)

-3-0.9V (b)

-@-1.2V ()

—-Sawtooth wave (d)

-[1-Rectangular wave(1.2V 1s-0.1V 15) (e)

120

100

80

60 |

a0 |

Relative surface area / %

20 |

0 50 100 150 200 250

t/s

4.1.21. Time dependence of Pt dissolution with fixed electrical potential(0.7 V
(#),09V (M), 1.2V (®)), sawtooth wave (d) (/\) and rectangular waveform (e)
(' )in 1 M HCI at RT.
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120

--SW(100 mV/s) (d)
100 -3-RW (e)
-@-SW(1100 mV/s) (f)
80 —-A-SW(1100 mV/s)(0.1V-1s, 1.2 V-05s) (g)

~-SW(1100 mV/s)(0.1V-0s, 1.2 V-15) (h)

Relative surface area / %
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0
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4.1.22. Time dependence of Pt dissolution with sawtooth waves (d) (@), (f)
(@), (2) (A), (h) (®) and rectangular waveform (¢) (M) in 1 M HCI at RT.

WS E 72572, ZHE 0.8 V(vs. RHE)LA T Pt IR G & B4 AR
% Pt ORBLYEEPMERENICIR T Z & TRESINDATHIELEEZE 2 BILD,

4.1.22 121, M 3.1.7 12 L (e)~«(h) D EMIEB & £F 5 ALK FIZ L 5 Pt
HRBR O EBRFER 2R, M3 17TIORLEEEOFR T, kb R< Pt E2EMRT 5
LN TEIEBMERD, BEO)D, OZEVEENIFERE o7, B
()% PRIV S &, 1 RO TR 97 %D Pt ZAET %
TENTE, ERUILEEO R T bIEMFRE D <, e TR ), (0, (d),
(QDNET Pt IAfRHEENHE N -T2, EHIT, 20 DO Z &V F(hZEme Li-%
D Pt DA &% ICP-AES HIEIZ L W RDIFER, 97 %D Pt ZEILTE /=2 &
B BNEIRoT,

3 4.1.4 Lifetime analysis of Pt dissolution by eq. 4.1.11 using non-linear least

square method.

Potential waveform t/s R
0.7V (a) 1006 0.9500
0.9V (b) 337 0.9895
1.2V (c) 385 0.9988
Sawtooth wave (d) 86 0.9973
Rectangular wave (¢) 31 0.9884
Sawtooth wave (f) 53 0.9946
Sawtooth wave (g) 263 0.9897
Sawtooth wave (h) 20 0.9495
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Pt OEREEOWBAHENREMICK L TR TH D LIET D L&, Kinifg
DOREFFELIZ@E 11X TREND,
S=Soexp(—t/7) (4.1.11)

22T S(emd)IEEER ()2 I8 D Pt OFEERE, So(em?®)iE A4 0 HIHIFE A,
t(NEAZDOHEMTHL, ZOXEANWT, RPN _REKICIY, KB
WD t flEEFH LTo(R 4.1.4),

ZHICED, 07 V509 VICENME BT D Z LT PEMEE T EH L2,
IHIT 12V ETRT D EAEITEMREENBD Lz, ZNIZHONTH, A4D
FRALRBED AN L 0 BB/ Z E TSN D Z Lick Db bt &
2 bivh, Flo—EENMZ Pt IEHRBRICHWRE L e, B () 2 Hv
52 ETISEU EOBREZGD Z LN TET,

4136 EKIZED PtEHARRK DR Pt EHIE

¥ 4.1.23 12, #IEOFEKIZ 46 REIR L 721 O PYC EE CP o CV HIERE R %
Y, Fio, AT 3.1.7 OFBE(e)E 3 FIEUNL, Pt B HHERAZ1T -
% OFERL HOETORT, 2LV, FIRT 46 FE FAIZ THREE Pt 2 1A fE S
®72 CP I, BRWNEEZFD Pt OIE TR 2GR T 5 Z LN TE L, £05E
R OHINNZ LY, ZOWTHRY OPtERHSEDLZ ENTET,
FEARIZE VB L7z Pt &3 ICP ORIERTR LY 82 % &K b, & HIZHBE
ZEIMULIZZ 12X 0, WY O PtOWN 14 %O Pt A &= 2 E RS

4.0

30

20

10

00 r

-1.0

i -2
ifmAcm?

-20

30 L —After dissolved by aquaregia

40 | —And after added RW(e) 3 min

-5.0

-0.2 -0.1 0 0.1 0.2 0.3 0.4 0.5
E/ Vvs. Ag|AgCl

4.1.23. Cyclic voltammograms of CP-supported Pt/C catalyst on GC in 1M HCl
at RT. The catalyst was dissolved by aqua regia at RT for 46h.
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MWETRoT, DD 4%D PLIZOWTE, LI X 5 ICisH Lz Pt A 4
75 Nafion (2R STV b, BRALFHNENEZ RS T2 TR TE 2o
RIS DHZ ENEZLND,

INHOREREY, EAREHNALFHFEE AW PtENEL Y, BALET]
\Z L DEME 52 DESILFEHTIEO TR E O PUREREEZ H 95 Z E B LM
LAY

4.1.3.7 PtHEHBDOBNFRBINAR 7 FAHEIE

4124 IZEKULFHIFEIC LY, PYC AREEFLEF CP 2> HYAH S 72 Pt A H
D UV JIEDOREFR 72 5N PtIRE 2K 10 ppm (2% L 72 Hy[PtClg] + (H0)s
KRR, Ko[PtCLIKIEHE, HAHEYERR o 3 FEO UV JIE DR B2 r~d, BXb
SEHTFIEIC KD PHIAHE, Ha[PtCle] » (H,0) KIRHE, HAEHER T 260nm 3T
R e — 7 N & v, BRALFI L, Hy[PClg] « (H0)6 KRR, 4R
YEIE DI A7 kL ?D 260nm 3D B — 27 1 E[PICL> Db D TH D EEZ 5
N5,

3.5

——electrochemical method
_Hz[Ptc'sl - (Hzo)e
2.5 —K,[PtCl,]

—— Pt standard solution

3.0

2.0

Abs

15

1.0

0.5

0.0

200 250 300 350 400
Wavelength / nm

4.1.24. UV spectra of Pt leaching solution with electrochemical method(—), 10
ppm Hy[PtCly] « (H,O)s (—), Ky[PtCly] (—) and Pt standard solution (—).
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4.1.25. Time dependence of Pt(@) and Ru(#) dissolution with SW(e)at RT.

4.13.8 BEXILFHFIEIC X 2 PtRu tEHRER

BRALFH PtRu I HHEBR 21T - 72 B D Pt, Ru DR B ORI L4 X 4.1.25
T, ZAVE D, 13IF Pt &5 LVWVIEMEEEE T, PtRu filtfi 2 B 5 b Bk
WRFARE T D Z &M B E 72 o Tz, Bet&HI7e Pt OEFED 83%, Ru DUfE
B 79%&E 720, WHERBR A D T 10 5 UEN b Z N EN OB EITIZIE—E
Lleolz, £, &M Pt 3 X O Ru OFERED 80%Hitk & 720, PYC fillit
(0.3 mg/em®) 1254 5 BEAL A PHAHFRBR OIRMRER & D & 15%RTE KVl
Lo T LE-7=-DI1E, AR L= PRu/C il o E 878 2.9 mg/em® & £\
7Oz, il g nE L 720, AR L7l Nafion NI - T LE-7Z &
MEBEZBND, IHIT, HFFEENZ WD, MEEAHR LT < s T
72D, PtRu AHFRBERIZAEH L 72 PtRu/C fEEFRER CP o 528 8 Hrfil & A3 Jelir )
L, MERRICEEELEZT-2OTIE R hEEZZ BN,

414 LCIAIZ X 3% Pt [N E DRSS

£ 415 1 2mBbKFORE, I L OERILFHFIEL W T Pt 28T HERIC
VBB T X — R LB, Ptlg OEIIZH 2 BREEEE AT O 21 7
7T KRy, BRALFHTETIEGLYXNOKEREICETL, 4o Pt & LT
W4 5 SE L, m-mi KRR G2 Mz PsE T, 311D 4

ffid> Pt ST D OGS R ERISTH D EREL T, dHiziTo72bDTH D,
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3% 4.1.5. Comparison of environmental burden of Pt dissolution method without electrical

energy.

BB A BHEETIL BESLENFE Fk 1S EE- B E KSR
HEKREE IPCC-1004E5%4(2001) / 107° 1.05 161 474
AESHFED HTP_cancer / 107 5.65 7.68 15.3
AHIEHEMER) HTP_chronic disease / 107° 0.842 1.15 2.28
KEERES AETP / 10°° 1.46 1.99 3.96
MEAE RSN TETP / 107° 3.32 452 8.99
g4 DAP / 107° 1.19 1.79 21.2
EXELL EPMC / 107 0974 1.40 8.72
brk (A= g2 B S OECF / 10°® 3.62 496 22.2
RED m®/ 1078 0.000862 0.00117 150
BRHE 1/R(Sb#E#) / 107 0.100 0.155 145
EEIRILT—EREE My / 107 1.35 244 1.75

BT RNX =2 BE LR ORISR TIE, EEE- BRI L KBRAER K bREA
MRREL, HNTERNKE L, BEXULFRIFED —FREAMPDNIWVFER L
ALY

E6IZ, BRALFTFEICL D PLEMIZBWT (3.1.8), B.1.9XDOFIEA 1 % 1
DOFNEG THEITT D LE L, M- mE b KFIREGEKZ Wiz Pt HETIE
(3.1.10), (3.1.11) RDOFUEA 1 % 1 OFNIEG THITT D LUE L7ZEIZ, EARDERE
AR Z 1 & L& S O RBREAREA X 4.1.26 (RT, 2077 7HT
BRACFERTIE, AR KRR G TRR O EXHBR B AR ISR LI IE Mo =
T ==L, TNEN@.1.9), @.1.10)RDJEDIHT Pt NIRRT D LE LIz L &

W REL

Al St (REN B EREENEE

ARIHE(EERE) —

KEERFHE
BEE-ARIEKFRESHER
BEEERS

b2 i

[-4:314
BEEE
RALFEAF T

LRIFNY—ERAEE

0 7 8 9 12

3 4 5
FAREDHBHE
[X] 4.1.26. Relative comparison of environmental burden of Pt dissolution method

without electrical energy.
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Z 4.1.6. Comparison of environmental burden of Pt dissolution method.

BEEE HHEEETIL BEXILEMFE FK 1E fE - BER L KR
HEKREL IPCC-1004E$5%1(2001) / 107 417 161 8.28
NS HEEE) HTP_cancer / 107 32.76 7.68 46.0
UNGEEdCELET:S-)) HTP_chronic disease / 107 4.88 1.15 6.86
KEERESMH AETP / 10°° 8.5 1.99 11.93
e e 1 TETP / 107° 19.27 452 27.06
3k DAP / 10°° 2.95 1.79 23.15
EXEL EPMC / 107 2.8 1.40 10.79
A X TR OECF / 10°® 11.69 4.96 31.38
BREY m®/ 107" 5.0 1.17 150473.00
BEEE 1/R(SbEL#E) / 1078 4.976 155 1453.19
EBIRILT—EEEE MJ / 1072 5.42 244 12.36

DOBRBEARMET, AFHOTT ==X, (4.1.9), 4.1.6)XDOET Pt BNIAfET S
EARE LB D FK & ORI HIREAREZ 7R LT 5b,

F72, R 416 TTEN=AXNLF—2ZBE L LG OREEREZ T, ETx
NX—% PR 0 ATHWSD Z & T, HERIBRR(LIRER, A, EREEHESICK
ERAMEGZ DI ENRHLNE R o7, R 415 OREFERLY, EX=xLF¥
—%5BET 5L T, BRALFHFEOREAMSEKRI Y REL Rol, bR
PR 2 EET 5 &, Tk L OMERE- R LK R IR S TRR O BREATIL
CORERBRLVRELI D EBZ2 NS, o, ERILFHTFEICBNTE, &
NE & o b3 5 72 & S0%REE A ELZHIETECTH L EEX b,

415 E&RBAMBISMARD O EEREER Ao FA

FE L7 filfiio XRD HlER AKX, 4.1.27 1287, 25° OE—271%, h—RrF
) Fa—THKROE—7 Thbd, GTORMPPESTLESTN, BED fec 1
BEOE—IRRONDEEBIZ, ZNENDOE—I RN Tu— RRTHDHTD, 7 /3%

T T T T T
(a) Reproduced PYMWCNT catalyst

(b) Pt (ICDD Card No. 89-7382)

Intensity / a.u.

20 40 60 80
2 Theta / degree

4.1.27 XRD patterns of (a) reproduced PtMWCNT catalyst and (b) Pt (ICDD Card
No. 89-7382).
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A XORIFNHEFEINTZZERHEOMNE o7, 2k, A& —KR
NN L) BEZEMR LTS O BN HATEX A Z ERH LN E o T,
il ORI AT, B — 7 ORI SLLTF O Scherrer KA WTHEIETHZ &N T 5,

094
Bcosb,

(4.1.10)
22T, ¢ (ANTRITAR, L (AT X BOSAD LN F(1.54184A), 0513 Bragg
f, Brad)lI-EETHY, TieoQRNcLvRBEND,

B=1(20-26,)
2 @.1.11)

Z&Y, R 190m LR S, AR AR & [R5 oK 2 b O E
WTEHZ LWL MNERST,

416 BREECL2EE&BMEY V1 7 LV ORESR

4.1.6.1 BREEH R DIERFTIT B EEMERE ST

PRIGE L 72 A% A A 2 AWK E LT 0.05M NaOH TlalIX L7=fE R, 1 425
BOKD pH 1X 1.46 L720, MEEMEZ R LTz, ZEB{LRE R & OFRBIEDO KRR
SFHIFIEBVHENT, ROF ¥ > /23— 0.05M NaOH (T S iz & faafs
BN D, TRERRSYIE Nafion 1g 72V %9 1.6 X10%mol TH ¥V, Z il Nafion |2
TENOAFAET 2 AVIR CEEIED B DK 26 (5 OFRBERK T AL TNWD, ZDZ
&5 Nafion ZREES B D EBREBEAMORKRE WHT AN KEITHEAETDHZ &R
SENniz, £72, K 5.9X10°mol DMLY NRAE LTz, 25 b kiR
MK 5 EBE2TND,

4.1.6.2 BRIBEHT R DRRSYSHT

BET Al A rma~ N7 7 4 —IZXoTH Lz 2 A, BA4r
o DREG N T oAb A A &, WA T ThDHZ e LN LR o7,
Nafion 0> 7 v FFAITABEC L > TREBDD 7 vk A A & LTRIET 5
ZENREINT, 7oA AT EY E LCTHIb, REICHEM LT
BOHIHENICREL, BERTLEVIFEELFF> TS, 72, 7k A
SNE, TR, AEEWVSTEBRIL T A FP, @RIV ZBET 520, Ae
JBDIRBEEZ L2 U A 7 VD86, BREEF ORM OBIICER T 208N H
DT ENIRS I,
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42 BREDFIREIERZBRERIC L bR ) RIECENMER REY)

421 pH OZELIZEE S NiCoFe/C BREVEBMBE DA HEDEL

A L7 NiCoFe/C #AEVE M E MR 2 XRD CTHIZE L, Scherrer 2. X VR &%
HHLZLEZA28.6nm THotz,
Z @ NiCoFe/C M E M FEABANEE D pH Z{LIZ X % Ni, Co DIFHEDE(LE X 4.2.1
W T, ZOFERND pHS.0 TR L72IF, Ni, Co DIEHENRHE <, NilZkH
LTI pH.0 2% pH7.0 XV HIEHENZNE WV I FERICR > TWND Z ERNG D,
pHO.0 D572 pH7.0 LV HLIEHENZWFRIAE L TiE, pHI.0 TIRHHAER L7
NiCoFe/C BREFEMARLE~D Ni OHEFEIX 15%TH Y, pH5.0, 7.0 TIL 1%FRETH
S 72728, pH9.0 1 pH5.0, 7.0 & HLiE 95 Ni OHFFEN LT L HIEH &S pHI.0
DFNREL IrolztEZ b5, L, HEFRERICHTHIHEEHEDOE AT pH &
VIEETDT D E W RERICR o, ZOZEnD, WIHOBEEEICED ST pH
N EFT2 EEETAEEITEDT D LD 2 ENS0D, pH SN 5 &R
DB 5B & L CiE pH 2MEWIE ERFEA A HHITZE < ()RSt
L7, NiX Co DIRHENHM LT LB 6D, EEICE (L= > 7 L NIO)DH)
PRI RIETH Y, WRERIL K10 M) TH D, LavL, Bb=y 7Lz
R AT, fHEE « BRER CIXIR® 5 L2 [T 5, F£72, Bk =231 N (CoO)D W)
PEIZIERERS |2 12 AR I AR Td 5 29, Ni, Co OREMIE pH AMEWEA CIL w72
D, FHERE T CTCERNETHLZ Db, 202 L LD, EERIZ NS Co

0.40 T T T T T
° o Ni
—~ Lo
£ 030} ° o Co
Q
C
e
0.20 | 4
H
K
0.10 | .
(0]
o) (o]
00 1 1 1 1 1
40 50 60 70 80 90 10
pH

X 421 BRBFEMO BRSO pH 22 X 5 Ni, Co DIEHEDZEAL
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OEALIITEH LW s, IHERBR L 50 A OEHEZ THl4 23R8 ik & Wb
D REOHIK &P S 2 L TN, CoMhalciEiiLizEzb5 5,

MO +2H"— M*" + H,0 (4.2.1)
[MENi, Co, MO IENiO, CoO %17, ]

72, KIFERTICLRE L TEFTE D Ni, Co DEIREARY =— o Uil 7
N MINEQL+(ENVIRONMENTAL RESEARCH SOFTWARE) % H W\ CHHE L 72,
MINEQL+CER L7258, pH 23 EF-32 L KEIKHPIZZLE L TEFT 2 Ni, Co
DEEWNDT 5 Z LD hotz, ZDOZEnE pH BN EFRT S E%E L TRET

HEEDHADTHOT, WHT D NI, Co DEIEGNHA LIZEEZLND,

Mz CEEEEZ v~ 87T 7 4 = CTHEHKTDOA T IV EFRLVLAT LT E R
ERELEAMER, A7I00360£04 ppm, HR/LVAT /LT B RiX3.8£0.1 ppm i S
Nize A7 I UBHBIIERE-OmIEE, e & ORRICT <, pH MEWEE A 7 I U BIHE
INHATIURRNLT VT RBEHT 5 EE2605 ", 25300 pH %
RIC L DA 7 % 7 — VKRG EARE OB Z Wit R = 7% 4 b SPARC(SPARC
Performs Automated Reasoning in Chemistry, http://sparc.chem.uga.edu/sparc/)% H > C&f
BLlEZAh, ATIVEpH D ERATHIHENA T & 7 — VKBRS EFA
HZ b, pH W ERTHEHEML SO 705 2 LRS-, SPARC DR
KV pH BT D E AT I NIRRT T D Z BRI, ANVLAT LT
N3t 2 KEHEDRKRE WD T pH BNEDTDIEEAT I VBIIENS AT I &RL
AT NT e RBREERT B2 N, ZRICHESTA T I UBIBICHE S
TWHHEESBLEML TV LB bND, EEORKN S CIIaHEE D2
REICED pH B 40 REETETT 2208 H50T Y, EEBSLAMY O
ERPMESMT IV L ZL D2 LbB 2 bN5,
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422 WOKMEREEZ AW NI, Co BEEAEEMER O NiCoFe/C BB EM EMRALE D¥E
HIR DBHERBROFER

pH Z1LIZfED Ni, Co DEIHA~DAERMEROELZK 422, X423 (277,
422 DFEE LD 1.0X107 705 1.0X10° M)D pfEZEH L7= & = A pH6.2 & pHT.9
D p=0.0088 Z R\ NT p>0.05 ThH D7D, HAEENRNEWND Z ENghD, pH6.2
E 79 TIHFABENR LD M, Logistic [BUFH#R 2 W TCEIR L= & 2 A, pH6.2,
7.0, 7.9 TIZHBIZEN R SN &35, Ni 13 pH Z1kic L 0 FHEICE LR R
SNARNWIEREZ NG, E£72, K423 OFEFELD 1.0X107 705 1.0X10° (M)
D pH6.2 £ pHT.0 DA E X pfE & pH7.0 & pHT.9 DA EF pEZEH L= & Z A pHT.0
& pH7.9 TiE 1.0X10° 75 1.0X107 M) THERENL NI ->T-, pH62 &
pH7.9 TiE 1.0X10° & 1.0X10™* (M)DI p<0.05 & B ShizT- b HE 2508 D 5 &
W2 D, pEOFEHFER LY pH Z(IZHED Co DESHE~DENEIX pH6.2 TIXHEMED
BN L B AL, pHT7.0 & 7.9 TIEBMEDOEWDR R ONARWEER E o7,

wBEN AT 2 BRI AAP FEHF ORI KD ENRE X O 5705, AAP BiHl

120

100
80

60
40

A REEE®%)

20

0

-20
10 107 10°® 10° 10™ 10°° 1072

=EM)

X 4.2.2 Ni HKOEFH~D pH6.2, 7.0, 7.9 (28 DIEELILITHE S ERAER
DAL,

: *pH6.2-7.0, pH7.0-7.9, pH6.2-7.9 p=0.79, 0.053, 0.94

**pH6.2-7.0, pH7.0-7.9, pH6.2-7.9 p=0.27, 0.95, 0.27

#%% pH6.2-7.0, pH7.0-7.9, pH6.2-7.9 p=0.054, 0.1, 0.0088

#*k% pH6.2-7.0, pH7.0-7.9, pH6.2-7.9 p=0.079, 0.42, 0.42

#xkxkpH6.2-7.0, pH7.0-7.9, pH6.2-7.9 p=0.36, 0.42, 0.42
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120

—6—-pH6.2
-<-pH7.0
~“pH7.9

—h
(=]
o

(0]
o

(223
o

& REZ M%)

N
o

o

_20 1 1 1
10°® 107 10° 10° 10™* 102 102

i=EM)

423 Co HARDBWIE~D pH6.2, 7.0, 9.0 (BT HIEELIICFE S ERILE
Y
. *pH6.2-7.0, pH7.0-7.9 p=0.29, 0.39
*#pH6.2-7.0, pH7.0-7.9 p=0.021, 0.42
*#¥pH6.2-7.0, pH7.0-7.9 p=0.86, 0.012

*#4%p16.2-7.9 p=0.21
*ak55p16.2-7.0 p=0.51

8.06 X 107(M) & FMEFRBR 1T - 72 I L Helle % LRI S TH 5 72 EDTA D54
T7enb o LTELLND,

DX ITEIA~DOFNED pH ZAIZ L > T Ni & Co TEMEDIHN R HJFA &

L Tl%, FIAM & BLM O kY pH ZKIC K 2 EES RO EH A 4 iREDOE{L &

OWA 4> ThHKFEA AL H)E OBEFHIRIU L 2B HEOEMNEZ DD,
pH Z1tiZ X 5 Ni, Co D AAP s CORMA AU RELFHBET H IO AR

— a UENTY 7 F WHAMVI(NATURAL ENVIRONMENT RESEARCH COUNCIL)
Z T AAP 5 HFT TD Ni, Co DH A AU REDEAFHE Lz, BHA A

BEZFH L-BH & LTI FIAM X0 AMIcEE2 %80T 28R RITHBA 4
VTHDHEISNTNDTEDTHS D, WHAMVIOZERER LY 1.0X10° (M)DKED

pH6.2, 7.0, 7.9 ® Ni O HHA A AL 9.88X 107, 9.82X10™, 874X 107 (M) &

B &AL, Co DEHA A AL 9.87X107, 9.82X10%, 9.12x10* (M) & EHIHEN
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77o WHAMVIOHFEFER LY pH B L D2 EEBOH M A AV BEOEILITRE
7pn=, pH ZBALIC k2 BHA A2 OREEIC L B0 TIEARL, H
& DOBFHIRIUC L D BEDOENRE 2 Hivd,

H & OFFIRILC X DBt Bb 2B 25 &, ColcB LTIk pH6.2 TIEH & D
BEAFRRIIC X0 U Ty R EOREERIAE S, BENE LT &5 2 54, pHT.0
& pH7.9 Tix H O EE DMK < BEEHIWIN ORI/ NS W2, pHT.0 & pHT.9 D7
PICEDRR O T- b EZBND, EEIZ pH6.2, 7.0, 7.9 D 1.0 X107 (M)DH;
D Co DY H FEFRIE, 2.64X107, 527X107", 646x10" () &HEH SN, V
Ay REFROFEHFERIY, pH62 ® U F 2 FEFHRIL pHT.0, 7.9 & H#k L CIK
W ER D, VY REERMENZ LS Co NHICHESNY B KLk
ATET, MR EER LTS, £, pH7.0 & 7.9 TIHU T FEARIX

BN NN AN hoTzE 265, Ni I L TiE pH
ZACIZHE D HEHA A OREORD PR ST, H & OBFHIRINE Z 57
» pH6.2, 7.0, 7.9 THMEIZENALNRNWEEZBND, FEBRZ pH6.2, 7.0, 7.9
D 1.0X10°M)D Ni DU H FEFRIT, 645X107%, 1.07X10", 1.09x10" (-) &5
Sz, pH6.2 TiX U Yy FEARITFEAD LT D BEMEICER AR5
EWRD, NilTHEY) Ch D A4 L (H. vulgare)lZ%F LT pH 21K L D EMED
FAERRSNZRNE VI BB RH D Y, Z oM S Ni IZSAKMEEEICH L TH
pH ZbIZ X 2B O (LR R onnetBE x5,

PLEDZ & XD Co D pH ZAIC & 2 BEH~DOFEDOECIT H & OB &
U%ﬁﬁ%k?é:kﬁ%i%héoMﬁmH%k’iéEE%iV%W@ﬁkﬁ
ALY, H & OB G EZ 5720 7= OBk MEREIC K LT pH 21ki

FHEOZEEDR AR NN ERB L2 N5,

RIZ NiCoFe/C BREHEM EEMAIE DES HIFF D pH 73 5.0, 7.0, 9.0 ZHEHLDEH
WO BMRERZAT > TofE R A K 4.2.1 1T7-T, pH5.0 THH S W72 K ClrIksie
DR DO EAHFDN 10 %L ECEMEOFELNGEIZA L2, pHT.0, 9.0 DIKFD
R CIEE A FEE 100 %I L CHARERERITR O otz

pH5.0, 7.0, 9.0 DIRHEDOE/VREIIIRE TR SRV, pHT.0, 9.0 T

& 421 BHEHEBMEDE pH THONBFHEDEFRELICH S KK
BEDARBEERNOEL

BHEBRODEEE  1.0% (%) 10 % (%) 100% (%)
pH 5.0 0 14.5 100

pH 7.0 0 0 0

pH 9.0 0 0 0
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0 —A—%@/XKI? s |2 RILLTILTER
_20 1 1 1 1 [ 1
10* 10 102 107" 10° 10" 10® 10°

TU (-)

42.4Ni, Co DIRENBLRDZ TUIZ T vy b LIzHOARMEROLL (%
#FEIF D pH=7.0)

FMEN AN > EJRIK & LT pHS.0 TIXEEBLSMNC I —HR > F / Ki1-IZ Ni,
Co ZHEFEZH L7720, EALIEATIVEIRNOHRILVLAT LT E RROAT I UNREK
HLEEPDThHDHEBEZXD, AT I D ECsIE940ppm THY, AV AT LT E R
D ECs 1% 4.25 ppm THHNH AR/ LT ILT b RIFHEEIC 50 %DERELS 525
BENMRHLTWD Z b,

423 TU %V 7z NiCoFe/C BRVEHE M B MR ki D ¥S K DB MR K DHEE
PRBEE L EE AR AR 0D Vs R D SR 2 O T2 dERRIBR R S0 & TU(Toxicity Unit)fif
%Rk, SRl TU, e AERLERZ 72y b L2 b OEK 424 12777, X 4.2.4
DOFEFR LY Ni, Co DE KR O F MR R & BUR O m@MRBEE R4 TU CTRAT S
ZEIiZEY, Ni, Co, A/VATNT b REMAKROFEM LR U Logistic R HIAR L2~
2y NTHZENTELIENTND,
PLE XV Rk 72 TU OFER D & NiCoFe/C A EML BRI D Ni & Co, £ 7 I v,
VAT VT B RBRBIEICE 2 5% 528 Lok R Co BWEMEIch 2 2850
20%TH Y, Nilk22%, A7 0075%, FAVLTALTE R 1% ERHSH
oo FHRORBHERID Co DFMN NI L0 b FEARKEWERE LTIX 4.2.1
DFERPHDLND L DI Co DFHFHNi LD bIEHENRZ N2 b L s Co D
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FN=v VNI I0 bEEICEZ D 5DBRELS oWz b, £/, Ni, Co,
HRIVLAT VT Rid ECsy ERIFEDOERENKEHL TWRIZHE Db L THGERENE
G LT 50%IZ BTl 2 WRER N DR AT K DV IE L7ZIRE TS, EBRIZAMIC
IRE LR HIEEELZ ELSFHIT2 2 L3R TH L Z LAV R D,
FHRBOMSRE L 0 BHEE BT 2 WEMOM EERZ2RETT 5 72 OIS FARE
EHOTEC/G HRDIFER, 159 QEFEHEIN, EHERLY ZC/GN 1 (-)
UETHDZ EnbHEEEZRET2WEMOMEEMRIIEITHL Z LBV D,
BLM O#Gs L 0 W E IR 173 Biotic Ligand & #5E 72 & OBFHIMHBEAEH N
BRL T2 ENEZLNDE Y, E12, FLLTATE FRATIVEHWET
VR~ —TEEBEWRETHHRENDH D ), ZOBRELVFLLAT LT E R
AT IVDNERHIERTOESBREWAETHZEICE0, BESEH T EE2 DN,
LU EOFER D B IR B O AR 2> 5 15 5 - IR O M BE O F 5% LM
AAERZ R LRGSR, Wasotnic L0 E L RE CRMEE ELLSFHMET2 2 &
IXEMEMEM OB AERR EICL VRN TH L0, EWITEET 5 BB %
BETHDLHI ENNZD,
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