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Provided are a catalyst and a method of preparing the same, and the catalyst comprises a ternary Prussian
blue analogue and the structure of the ternary Prussian blue analogue is as defined herein. The present
disclosure prepares the ternary Prussian blue analogue catalyst by a simple and low-energy-consuming co-
precipitation method, and the ternary Prussian blue analogue exhibit excellent electrocatalytic property

through the synergistic effect of multiple elements.
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Provided are a catalyst and a method of preparing the same, and the catalyst
comprises a ternary Prussian blue analogue and the structure of the ternary Prussian
blue analogue 1s as defined herein. The present disclosure prepares the ternary Prussian
blue analogue catalyst by a simple and low-energy-consuming co-precipitation
method, and the ternary Prussian blue analogue exhibit excellent electrocatalytic

property through the synergistic effect of multiple elements.
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[ ]
[FXEBLE]  —E= TSR BRI R

[3i37258H4f%)] TERNARY PRUSSIAN BLUE ANALOGUE AND METHOD

OF PREPARING THE SAME

Ui

[0001] A48 FE GRIHA — B8 & B - =l SO
(EBIRE BT » B — = T2 2 B BRI - 2R L S
PR AR+ 6 IR G B -

[ SR ]

[0002] /b —&AERFEB A R BIEVRE IR E R A2 5T ST - £
% EZERTREREZ FARE RO LR BIAIRAR B kol - 2400
RENERELLREAEBESERNA(CERH S - FFEEEEm L
REN &b ~ e - @EESFRERE - At - BT B HBGEARE
R DLORFE S BR 5 7% 32 B RE RIBRBM LBV A RRBI R B B Uik df > IR
it B & FT USSR DARIRSETAE IR - AT B AR A S
fE ~ BT~ KJ7 ~ i~ A EREIREE PSR R A L A E S E Tkl -
AP SRR REVACREL B KB - I DURRASE - BEGRYEIEBRIA > 2 ~R—
(R ~ T ~ SR EERZFFER -

[0003] ERT - FFILAEMHBER P REAEGREN A K I77%E - HEsER
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R R EANTEAIRERESR RARARES - KEREED K
BRKESEINE MEYITEEHERERKEG TN EHALIAR 445
F= R IR BB K E S BT -

[0004)] JEfEKEEA WMEFKE  —EEGBRELEATANE
(OER) LA K bt g 2= SHIAT RS E(HER) » Eoot > (Y EIRi (2 D ERE L O-
O BRI ELREIRS - BB KEFRISENE -

[0005]) ISRCERKAVE(EFIE E R BFIEHE AR - Koz 84k
BIRNEENZR 1.23V 0 (URFERIN 1.23V o ERERE - ILEENERS
TR EEEL - FHti B2 %8 T & 8 18525 B (multiproton-coupled electron-
transfer steps) » 40 T Y| S EEFR(* R/ 1AL E) -

OH™ + *— HO"

HO™ + OH™ — O"+ H,0

O+ OH — HOO" + ¢

HOO" + OH— *+ O, + H20 -

[0006] BNt - FEEE R] ARHESE LRE TR = S FE R ERAVEA LR - T DA AR
ENEER{LEIZFEAEESBE S L ([r0)s —a/LET(Ru0,) - HHtEHE
RIFRIRELRER - EESBEEL T AARE - BERSSE - 34 ©AER
BEECBEFERELHNREWRRL - fIUEEEESBIEEY - Bty
/69 - Wt R S|/ - A - BEEEBECEISERRES - EE
{FH BAsEs - A - ER0E AREERE B RLEIRY T ERI/KENE R E
$EA)NEEERIZIRE BIHESE - T HEFEEAS RS R TR TR/ NAFEEE
TRHVFEL > BARIAIRENR ~ KEFENEEFEMR - FE - #CREVEEESE
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RE A DERFENCE - DTS HRERIIEK -

LIRS
[0007] &5t bt » AIGEEERAE—TEHRERVEALE) - HERE TR (DATE
MZETLEE iﬁﬁw%
AxM' MM [Fe(CN)gli-y [F(1)]
> A B
He - M~ M E M &I EIEESE - HM - M? k M B SHE
0<x<2;
0<y<1:BlK
a*bckE>0>Ha+b+c=1-

[0008] 7Y -ERSEHREET » A% H Li-Na~K-Rb~ Cs } Fr; j{HE
BT AT - AT Li- Nam( K RE—BEEHBRLET - AR Nam(K;
PN —BReEhsE T » Ay Na -

[0009] H—EREEHEEET Z=rEE8LEEMZ M~ ML & Ms R

EEBITHEE ScTi~V-Cr-Mn~Fe~Co-Ni~Cu~Zn~Y-Zr-Nb~ Mo~

"il

Tc~Ru~Rh~Pd -~ Ag ;2 Cd; REALBRERSEAT =t ESLEEUYIZ
MR MP R BRI S Fer V» Cr Co J2 Ni s jt5—BAGE MR -
ZETTEELEEOZ M M? e MP By Fe~ Co e Ni Z8H5& ; Fe~ Cr ENi Z
H& s Fe~ V e Ni Zgl& -
[0010] R—EBEHEET  Z=TE%s8tERM oM M M2
HHEER 1:02: 1 1:5: 1 REMBBEREET  Z=rEE 8B
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ZMUMEMPZEERERR 1 :1: 0281 :1:5; W—EREmREED
ZEMEELEEMM M M ZEEEE02: 1 1ES5:1: 15 R
X—BREEREET  Z=E LBz M MM 2 BRI R 11
1o

[0011] H—EBSEFHASHET  SE(LBHAERIR » A/ 5 F 150 nm
ZRAE o PHAEREREET - #CEEF 5 E 100 nm ZHE - 5 F 80
nm 2 A 10 Z 80 nm 2 HIAE + BI41 > RAEA 56789+
10+15+20~25-30+35-~40-45-50~55-~60+65~70~75+80~ 85"
90 > 95~ 100~ 110 ~ 120 ~ 130 ~ 140 ~ 150nm ZHIfR - [hEE @ MK A HEE
RS - s B RER A AR

[0012] W—ERERGET  ZELEGR T TSR E8ER -

[0013] W—EBEREETS  ZELEIGIE R RS FERERH] > JREN
AR BEEEE-ENTEREZ A HAaEg=rEEs B8 -

[0014] R—EREREET ZEHRITaERET EEREER 10
mA/em? B - FBEA7 B 250 mV PATF ~ BEEREN A 240mV AT - Bi40 - 4k
BIEERZE R 10 mA/cm? S » MBEERLE 250 ~ 249 ~ 248 ~ 247 ~ 246 ~ 245 ~ 244 ~
243~ 242~ 241240239~ 238 237 - 236+ 235+ 234~ 233 + 232~ 231~ 230mV >
St B A R R FEE - 140 230 £ 250 mV -

[0015] W—ERERSES B CERTERETS  FEREER
100 mA/cm® I » &AL £ 300 mV DLUF ~ SEEBEALR 290 mV LT - fi40 »
S EBEEE RS 100 mA/cm?ES - #EEAE 300 ~ 299 ~ 298 ~ 297 « 296

295 ~ 294 ~ 293 ~ 292 ~ 291 ~ 290 ~ 289 ~ 288 ~ 287 ~ 286 ~ 285 ~ 284 ~ 283 ~ 282 ~
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281 ~ 280 mV - BfirfRAralliBEE AT #elE - B0 280 2 300 mV -

[0016] H—AREEREES ZEEERTELET EEREER 10
mA/em? B » BA 75 /INRFLLEZ A -

[0017) —EEEEEET  ZEEFRTERED > EEREER
100 mA/em?l§ » BB 75 /NRFEAEZII A -

[0018] A —EREHARET  ZELBINT & E T BIEHERIER(Tafel
slope) 55 45 mV/dec LA = B4 - sz HEA BRI 17 & S HE 2 55 IE B #42R(Tafel slope)
5 45~ 45.00 ~ 44.75 ~ 44.50 ~ 44.25 ~ 44.00 ~ 43.77 ~ 43.75 ~ 43.50 ~ 43.25 ~ 43.00
mV/dec » AT FTAUEIER R ZR(Tafel slope)iEpk . difE] - K140 43 &£ 45 mV/dec -

[0019] H—REEEHASET  ZECHIMT S E S - BLEEMRE
TE(ECSA) S 1.18mF/em? P L - BURAISER(LER T E AT EEEER
BT FeCo-PBA 4 » ESCA i FBHEF M n & LEROWE®L
BfHERYZK#E (FeCo-PBA % 1.12 mF/em? » (A ERMETEIFTR)
BRI - REMBREEAET - XEEREEIR R E T ECSA K
1.18 2= 1.25 mF/cm? - 41 » PA & fEd ECSA A 1.18 ~ 1.19+1.20 ~ 1.21 -
1.22~1.23 124~ 1.25 mF/cm? -

[0020] FiGEBERHEERANEGERILEIZITE @ EEGREEZ =
T E TR - ZITEAGEEU TR

(a) KB BECEZ RBEEIEENAK > IBRE—EK
(b) S B < BB ALIB K - LUREREE 28K
(¢) Hfrs BEM O BEISEIKT » DBRE =15

(d) BZE—BRNZEZBARMAZTZE=ZART » LEERE
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(e) BBEIIE 5 IR

() BEIRTURY » DABLE 2 L -

[0021] H—EESEMEsET » 2SS BEEOEE RIS - SL8 - 81k
$5~ SB(LH ~ SBEIR RO LREFT A ARERAT - 1A — BB T » RSB
FL8 - |

[0022) A ECEHAFE DARBIZS KA - B — BBk -
4B B Z I f -

[0023] R—ERSEFMESRET » S — SRR E RS BRI H
NEEZHRT > BIRE— B RS RS E M 7 R
BB =R -

[0024] P—EBSBEHEASEETD » 7T B (o) 2 AT TR » AENRN
BRE SRR E RN E S -

[0025] A —EEEHSED () 2 BB IIRGETED 6 /I
B - /0 8 NER ~ B 10 /MBS ~ B0 12888 ~ B 16 /N ~ B 18
B~ ZE /D 20 /NEF ~ Z/D 24 /B -

[0026] H—RBEHESET  ZSB@OIERE—SRh  BHHRAS
B S UBESE -

[0027] jA—EEEHIEET LS BQGEEEE  EELBEESE
> R > AR -

[0028) Fr—EEBEHESERET - 2 ER(e) 2 B B TR e TH 3L TR -

[0029] R—EHEBBEIEEET 2P B ()EDFFR(e)RE 15 £ 25°CT

\

HELT o
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[0030] H—EREHREET  ZTAEEESE) BRSBTS E
(DM - Bz LUKRUERESEL > DIBREHE -
[0031] F{GTEFRU—TEMALE(OER)Z T @ HEETHNQ) !
F&f% OER(Oxygen Evolution Reaction) :

2H,0->4H*+0,+e B%=1.23V
&t HER(Hydrogen Evolution Reaction) :

AH*+4e>2H, E°~0V
2RTFE  2H,O>2Hy+t0; Elgvermar=1.23V

[=0(2)]

Hrp > B RARZEIGRELL - B RIEERREN » Elovean FARE( » Hf
ZITRNMEHREARBE BRI FE TET B REE=TEs L8R
L -

[0032] AiGEEEERE—ENFEE( LR > EREMEE =T E T8N
D7 % BRI E]{E Rt S B B AR BRI E TR T B KAV R aE - A8 T2 =TT
LETERIGE RS BEREE OERIA ZREE 2 i m by
LK EESIURCRE K - =TS TEEOY h =EEE SRR
& mIERRAEEL - SN AEESEREE M REHER Z B8R -

QEENLERTEED|
[0033] [E 1 HABEN =TS LRI GHEIRIERZALSV)E -
[0034]) [& 2 RAtBEFTA MR EN HARILEE -
[0035] [ 3 HAEEE TR = %8 LB CWATESERRIEE -
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[0036] [E 4A BB TEI=mi S eV E(LEIEEE EIS F
4B REILE| = L EE TR E LSRR EEESCA)E -

[0037] [ SA BABBEZTEETEEUY T EEREE T2
sE ; [E SB HETTE=THE TERUMAEREER 100 mA/cm? T ZHA
MEAEAERRE -

[0038] (& 6 REEILEI=TESEL

[0039] I 7 HETEI=TEEL

i

B RE I T(TGA)E -
SR X SEEE(XRD)E -

[0040] [& 8 RBETE|=roi & LEESDIHIM I EEIRATIMEE(FTIR)
.

o

[0041) Na)Z M RETH =T EE L ERUNFEHEE TR
(SEM)IEK B ; (a)F%(e) Fe-PBA ; (b)E(f) Co-PBA ; (c)F(g) FeCo-PBA ; (d)E(h)
FeCoNi-PBA

[0042] 10(@)2(d) /=Tt &% & LER YN EE B (TEM)
A () R=TtEE BRI E TR X AR (EDS mapping)[& - sE4H3H -
(2)F TEM B/ 5 (b) K(c) B= @t TEM (HRTEM)EER 5 (d)Rs¥f TEM B R i
TTHERIR B FEE M (FFT S EINVEREER (o REEER X EEiAE -

[0043] & 11A BiTERERT =mEE SR SEM [E ; & 11B
Rire g% = e S LR TEM & -

[0044] B 12()Z(C)ARITERER = TEETESEUN TEMES |
(R AN ER Z = TTEBTESUYRIREE R X EalGE - S > (@K
(b)5 HRTEM I8 F 5 (o) REEE LA (SAED)E ; (d) BEEE A XOtakiEE -

[0045] [E 13()ZE()RTERER T =TS8 TEEOYN X BT
116363 8 E - # 19 HETREE)



1856427

HESE(XPS)IE 5 (2) Co2p 5 (b)Fe2p: (c)Ni2p: (d)Ols -

[0046] @B/ =TEELEREUYHN IR situ)fir S KL
(Raman)43#7 ; (a) Fe-PBA ; (b) Co-PBA ; (c) FeCo-PBA ; (d) FeCoNi-PBA -

iG]

[0047] DATHEHRr eV EREHPERIAAEENER T FBEiTE
ig T B i E FERE 1 DA E I AR A S S R A 1R 0B B K T
- AR AR E TR FERVE R TN TEE R - AR E RIS TR
it AR EIREAEER - TN EREARR BT AR E TR TR ERE
FRSEE o [N AP A SiERERE & K& 51T - B A R ATt ey S E
FYEfTBUE SRS - BT BB o] DU E R/ ME B R E AR T EEE -

[0048] ZRMEiE - ASREASFTMTEIZUAég "2 4548 ~ Ebfl - R/NGE - $91&
R ESHENE RIS » DRI RS A L2 IR AR B RRE - WIEF D
[REAREE TERRERGE - BF AR LY BEERSR &SRB B8 b
PR Z BB/ N T3 - A EAIR BT AR A IR AR R 2 B
BT SRS B~ Kt NS s S 2 S -

[0049]) FEASC T BrIEESMEGE - BRIFERE(L | EH(mole) - 24
BE/FETrHE@EMwEL  iBEUEAM)EEA © FRERE 15FE 25°C -

[0050] —fEELEEHYI(PBA)Z @ TA~

AM[M’(CN)el1-y [Z((3)]
B ARIBRESE -MEMEEESE -y BZEAE - 0<x<2:0<y<

1 - PBA EAW{EEE 0 BEfh—E% M- 0 & E5=(E H S EEERE

fir s SS— @AM » 8] B (H =8 H R E B/~ ERELA - TiEMESE T
116363 FEIH £ 19 H(BHRHEE)



1856427

AR/ \ETRG HE B AR I = 4ERA 4SS - A HBEA PBA &+ aVRlE - EAMEE
WAEEHYE PBA RYERFEHIZK - PBA BYSEREERFERT M (CN)s 2217 » /KM BT PA=
R FEER PBA &gt - WH/KKKIE PBA 45183RH) - MR/KGEER PBA
GERERHIRRR) ~ FEofioK(S B2 A BESEEE .0 MECAL) -

[0051] AIGEARESEBT LM E=ERENEESE KmiE=
LS LEROY - # R =R SR IEIRUE vl KA B - S AN
EEE R EREE T e (ARFE R B EE -

[0052] DATH#EHHEREMAEAGEMRT - EAEENHENEE
IRy EAYy ViRl

[0053) BEHEHI1 : =ToiE-L e B

[0054] A4GEE 7 = mE S TERUVHARFEILIUBESHK - B4 - K 5
ZEH AV EE TR FeSOs ~ TRkt CoSO, ~ HilA$R NiSO, ~ FiEL#(II) VSO, ~ Bt
BA2&(ID) CrSO, FiEE S BIERE S HIAMEN 25 EAMIERET7K(DI water)H
RS — R « B - & 5 2R HAYEE8F LN NagFe(CN)s B FETY 25 ZF+1Y
EREFKF » PR K - BIh 0 #F S0 2EEMNELENT 4 T B LGS e
FE(PVP)EAZNS 100 ZFHYERBET/KT » BEE=SK

[0055] Luli5—ZE =& HIEHE 40 98 DS KRBT -
2% BE—ERTEE=E - I B E—ARAS A REREIEREINEE=
R BIEIERE 3 N - B DERSEANE B SR MUIHIE LR IR R G
R FREIUE 18 E/NRF o BRI DAL UEYE - B SR 0ERY) - 7K
ERE SRR DRI RLERREE - IARZEHFEEL 60°CHLEZBTR » ISR 1
FImi=n BB BRI K -
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[0056] %1 F—FKRZERELUNFIEERH=TEHE BRI

B—BK ey = LEELY
Fe Co Ni \'% Cr
° ° FeCoNi-PBA
[ FeCrNi-PBA
° ° FeVNi-PBA

[0057] T{FEEMH(working electrode) Y ELfE LI K B2 2RI HRVEE

[0058] JRIARSREAR @ EHRBFEERPEDELERKRE(ERNERRE - Hik
BEHITR BRI R ERREE(RY) - % BORERSRETIK 2 x 1 om? R~F
S 3M EIRE(HCI)E R 5 9368 - EBNESHEZMENES 15 284X
DIERRRENEILE P ERREART R A EEETK - BRICRERIE - 4
% » FHERFERIERE - HEREZEHRET L 60°CHEITHZE -

[0059] #% 5 BER=TrELELEHCMELEMASE 340 BAE8ET
7K ~ 150 587 Z B 40 {7 Nafion(REZEBNAVAR S - WEZ 1 /NEF > FEfARK
TR AR - B9 AN 150 SR AR B SRS F AN RIEEAN | #iE
By 1x lem?® » SRR SEEN P E SBT3 fRa S - MDA R AF R R i =
TS TEEOME BRI SR 1 x 1 em? 9EESY - S P SRR B R Y
TEREDUERE T (FEMME (LN BEE -

[0060] A& HNERLEIEHEE(EIS)S3TEE1Y Autolab BL2
LAFuE(Muti Autolab / M204)E{ TR LM E /31T - SRAIEEN=HBFHIEE
HEGE > RIRIIEERS =B LRI E( LR R/ EREEEN L - #
¥ ffk(counter electrode) * Bt ~ £E B iGi(reference electrode) @ Ag/AgCl > A/

A IM &b KOMF HERER - SUEREBREELSVEmLiE L 5

116363 F11E > 3£ 19 HEHEREE)
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mV/s BYFHHIRIELT - fRIBAT Erue = Eagagar + 0.1976 + 0.059 x pH ZR{EZE AL
(Eagagcn) 7] 2 45, B AR B B/ 2B o) HYEEHA -

[0061]) BB 2 : EHEE-BEAERBEA

[0062] #HE2RE 1> BEAAEREZ =TEETERLY) FeCoNi-PBA -
FeCrNi-PBA Rl FeVNi-PBA fE Rt 8 SR LR > SLEMNELERB] - BT LB EE
L) Fe-PBA K Co-PBA {E R fELHE| - —iTi& T BE4H(bI4 FeCo-PBA 1 BfE
BB ~ FEAEERIGRRER) - DU IO /F Byt LEING AR MER R R 2 A (LS VYE
Bl EnmE-EAE -

[0063] AEE 2 =T L E LB LY FeCoNi-PBA - FeCrNi-PBA I
FeVNi-PBA E5RIARE FEfE(LRETT  EBUERAIFEINE AL B =] USRI RAVE
AR - T H - RRETT - ZnB =& TEROWIGEREE » FIEHERL
RE MBI T ERE I T A SR -

[0064]) FEZFHSRIT R 2 KE 2 > LGRS TTHRETEI=
TS TR KRS ZE M ARER(EEEIRFA - L E
AIEBE L L ELEEMWE 10mA/m* BERZE T HrEK EBENE 236-
237mV; £ 100 mA/cm? BHREZET T8N EBEEE 282 mV s £ 200 mA/cm?

EREET » MERERSBAE 306 mV - BRE(IEEIEHER -

116363 12 H » 3£ 19 HEHERES)
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[0065] &2 AEEMREE N ZBEEN ZLLE

& )€ OER 2 & i T
gwiilce] ,| 100 200 300 400
10 mA/cm ) ) 5 )
mA/cm mA/cm mA/cm mA/cm
EEE]: Fe-PBA 284mV | 347mV | 387mV
EE#EBI: Co-PBA 319mV | 399mV | 438mV
LEEZB]: FeCo-PBA | 258 mV | 304mV | 326mV | 343mV | 361 mV
FeCoNi-PBA 236mV | 282mV | 306mV | 325mV | 344mV
FeCrNi-PBA 237mV | 282mV | 306mV | 328 mV
FeVNi-PBA 237mV | 282mV | 306mV | 325mV

[0066] EHiB]3 : SEIFEFR

[0067] =E2FE 3 K& 3 - WINESERRIRNETE » ABEL =88
B0 FeCoNi-PBA IR HEA(RHIFIER (AR TR K E(OER)FVER R (£
HEEMZE 10 mA/em® FHEF 236 ZRFF(mV)IVBEL -

[0068) % 3 : HIEMAIE Y LLH:

(T 1F 10 mA/cm? B8 E AL EIERERIR
(mV) mV/dec
LLEG: Fe-PBA 284 51.89
EL#:l: Co-PBA 319 73.15
EE#F]: FeCo-PBA 258 45.47
FeCoNi-PBA 236 43.77

[0069] EHupl 4 : BALERRHHIRL(ELS) R B(EEEERERESCA)

[0070] E5% FERALE T RN B E(LRH I - il easOmnEAL -
BB B LN Z WU INIRENEEE) - 7ER— S RREE N - FEEARNE L -
T EAIFETTE L4 SETERE - Hb > 2RE R ZEHS28AEEREER,)

FHHBEIAR. R AERE T EERSS 6 AR » R b

116363 13 » 3£ 19 H(EBIEREE)
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EREAERR 2 TN S A0TE b - BRI E 4A Frs - R85
ZZNEETEELY) FeCoNi-PBA HEEMETT R _TEELEEIMEEE
{EHYETEEEN -

[0071] HZK - DA LEEMEREBIEAHUSEHUMSE 28 #1E
Bl REWIR - SRR - USRS BRI EE LS RHIRE - HIEE
BRI ELEEERAERE  EANEEEY  YURER R TR R DA
(CV)» FEEHE CV iSRS BEEAE(Ca) M HMUTAEER
f&15 ECSAf 1 ECSA = Co/C, » H G BILER(E @ BRRRFELERE -
AERMEERETE L 0.04 mFlem® BURBELERE - €8 4B 25 - AREZ=JT

LETEHIY) FeCoNi-PBA HHENET K — & BRI ERESRE

e -

[0072] EHEBIS * MY AMERER

[0073] EEfLEMAMREECEAETERAEENISE - SEE RS
$t, 10 mA/cnor! 1 100 mA/em™ FYEETR AR TRATHERTH AN - $55MME 5A KE
5B Fi7n « TRIE(E] SA » RIEE =TT LB LB LW FeCoNi-PBA #£ 10 mA/cm™ 71
100 mA/em™ HYEEFREE THIRER 75 B/ PRELERNEMRLES - 2
ARE 0.7%F0 1.25%89508, » BUSHE S LH#E - B 5B thsr s =i
BTERDYILL R RELEFINET R n S BRI 0, EEREE
100 mA/cm BERYTR AN - AT DABREZRE] IrO, BB bR IR B a i R A BRI E
H IRV E AL ERERITEE LB Fe-PBA » TG LTE
SEBAE 60 /NEFfRIR S D RE DAL HAET A IR AT R M B A s R =i

B EEDYIREN - = oS LS DR B A BE R E A& R 75 /N
116363 %14 H - 3t 19 E(BURREE)
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IF < FIEH iR - BnHERNHNAE -

[0074) BB 6 : SLEITT REESH(TGA)
| [0075] FB2E TR 4 HGUBIEESEH(ICPHHABRE=TEE &
Y FeCoNi-PBA FIfE A LLerflry BTl —on & LB T TR ot
ZEER - R A RLEELEFLYI(PBA)Z M M {ESE . LERKE - 808
B Fe 1 Co (YT E E o bW B T & LW R =t & TR
LLBIZA T KRBT AANEREEBITER - #E > T TR 4 ZERA TR
5Pz C R NWEEH 7L R E 6 FrmiVRES (IR K& 8)EEETE
Bt B o s LERDYIF2AR Fe(CN)s ZZftbAl © Fe-PBA HY
Fe(CN)s ZZfr LB 18% 3 Co-PBA % 25% ; FeCo-PBA 5 31% ; A4B8E > =T
LETEEE LY FeCoNi-PBA £ 28% » HIEZRE - B Co FI Ni GIBEE RIS
iy MEYALE @ E{E45HEAY FeCNs ZZ{U I N - 554b » MRIRELEER » TBIHA

BT E LB LY FeCoNi-PBA 745

Naj 02(Nig.32Fe037C00.31)[Fe(CN)glo.72:2.96H,0 -

[0076] 5 4 : Fe ~ Co ~ Ni fyJHEFH 4 bh(atomic%)

E(ERIES Fe Co Ni Na/(Fe+Co+Ni+Na)
ELE]: Fe-PBA 100% - 0.33
ELEEfl: Co-PBA 47% 53% 0.42
EE#f5: FeCo-PBA 72% 28% - 0.41
FeCoNi-PBA 64% 18% 18% 0.37

116363
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[0077) #5: N - CHHEEFH S H(Wt%)

A LEIES N C
EE#5451: Fe-PBA 19.4% 18.3%
EE#:5: Co-PBA 19.98% 18.9%
ELEBU: FeCo-PBA | 19.41% 18.1%
FeCoNi-PBA 19.56% | 18.5%

[0078] BEHEGI 7 : X G (XRD) SRRSO

[0079]) f{EHFE X t&EaEEISE D8 DISCOVER with GADDS (Brucker AXS
Gmbh, Karlsruhe, Germany))ZKHIE A& =& TEH{UY) FeCoNi-PBA 2/
FAE R bbbl < BTl — e & BRI SRS &SRS - 1 7 Frs - FrAfkm
BRI = (=R AR - 5 BIKTRS AR 18° ~ 24° ~ 36° » 3 A #(E XRD
SRS B L EE(JCPDS 52-1907)1y XRD &z - BIE AT & - LEEAH EEk
LRGSR  BIr )i H R Fm-3m 28 - B SSE TEEE LML -
Co f1 Ni S yHVEBET.O M I B EMEN SR AR » 545
SR -

[0080] EEHEH]S : (I ERRLL SN EREFTIR)HT

[0081]) FIMMITEEFHRAT SEEEER(EYSR : PerkinElmer Frontier) € 7548
BT E LB FeCoNi-PBA DUR{ERELES 2 Bofl —tEE B
RS TF-451E - 408 8 Brom 0 {F 2066 cm! ks B 2e il 5 C=N iRE =2
AIREEN > 1F 593 cm™ FRAVIHEERNF & 8- 5 (Metal-CN)AYZEE) - AL » H FTIR 73
Mriv&E SR vl R S BRI AR -

[0082] BB 9 : MR B FHEMBTEOCEMEF - FENE TFREE
(TEM)JE R DR SER B X HEm{8(EDS mapping) ]

116363 F16E » 19 E(REHREE)
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[0083) fif i Hi= B HEAEIES « TEOL 6710F) Bt 1 B
R(LBIY REHR MM - R ST A AR S BT B RS
T BT RIS R A T AN KBTI R BT -
FRSEH B R TE R SR REV LG - (8 EO
T SEM e F FTBIETEI BT 5 = B LB B/ R 150 9K (am)/
SRk > i /N R T AR AR B AT -

[0084) 53 FALRiE S T BEME(Y: 1 JEOLIEM-2100F /B =7E3%
LEIEOWIE(LE] FeCoNi-PBA 2 JUAERSHH - SARE FRMSIBAS LR
BT R A AR - TR R A (P A R R MBS
T TR I R BT T B B P ORI B B - 11
10 EI@FTRI TEM BE1 R RBE M ST - TR AR =T
e SR ME L] FeCoNi-PBA &2k RERVESNL - HETHIE E A (400)5
TEAI(422) 2T ~ AR (A00) i S HSTEIFE(E (d-spacing) £ 0.253 nm » S8 BE T

L

7 G BS4ERE(JCPDS.52-1907)Y) 4 -

[0085] HHtETEERIIRERIIRE AL TEM/HRTEM 5K
WEEERURTT S HRY XOGERGR » HEMERREE TR Xt » TRERERTE
TS « B 10(e)FI R B ER X LGB AR E = e e S
/B FeCoNi-PBA tr&ETTERZ 7377 » WLAEZE|Fe~Co-Ni~C-N-Na- 0%
BILERE I AAEM K -

[0086) BEHEH] 10 : =& EIEEERIENT R E® 2 SEM &
E ~ TEM &E Bl EDS mapping

[0087] 7EiE 11A Fisrz SEM B85 DK IE 11B Fionz TEM BB A > A DLE
116363 B17H 0 19 E(E&HREE)



1856427

HAEEE =TT B LB {LA] FeCoNi-PBA fEHTE R FER T S ds £ 241k -
SN TEHEER (cauliflower shape) °

[0088) EHEBI 11 : =i & LEBIMELRIER SR ERZ TEM 8
R ~ EEET45(SAED) ) EDS mapping

[0089) LARHARHTRE TEM(HRTEM) - E BRI ABE=TE

TERCIELE FeCoNi-PBA Z (YR AVAR B L ABAEHE - B 12(b)FHIEH
(121)ES&HASEFEME & 0.212 > K1 M-OOH FYHEE(121) BEWIE - HESDEESEEY
HIAERL - S5—07H » B 12()FReVEEE F R BERER(130) &1 ~ (121) &
EA1(231) GRiE > AR — RN RE S LY HIEEAE < 1T 12(d)FT7~HY EDS mapping
AT ML TR - SRS EF - SRS E PO M LB EESE
HRESHETT BN T RS -

[0090] EHEB 12 : =nEETERLMRIER SR ERL X Bt
BT A (XPS)

[0091] XPS A ITEEREZ EFEER  FERL X tBHELE
H > R RR RSO CE T E TR R - B AR R RS
&S > A& EEE ISR Versaprobe PHI 5000 1T - A5 Z XPS JEREF FEER
XPS PEAK41 53 H7 L5 i -

[0092] ¢ 13(a)Z(D)ERERNE(LA BN A% =mia LEEM
(LA FeCoNi-PBA (Y XPS 8L - BBEMESEREHI& > FRETE=(E
AVELBIIS Z R (5140 Fe ~ Co ~ Ni) » T O #9 XPS &Rt HHH M-O iFEIF R
WK REEEAMBEHER - FHIAE > Fe'E 708.4eV B/ MEAE K FE 10 /)N

BF g AR 2Hk  SREEE Sy Fe R FEEHE -
116363 %18 H » 3£ 19 H(EFEHERIAE)
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[0093] EHEBN 13 : [RALALZ 5347 (in-situ Raman)

[0094] fr S el B RIEABRESE - ASRESERHES FEEIEH
PERER > e TE A RE B STHR - B AVSRRR A B Y ATER S » T2 B
A2 (Raman scattering) » TIFHZREVE L2 HITE Rofil S (775 (Raman shift) - H
o AR AVNEIRBIRE AR - L - TR SSRGS

[0095] 40 16(a)ZE(DFRAVEAI AL ZHEF » ANBB=T L& L8R
U734 FeCoNi-PBA fEiH{E I BB Ar st EE MOOH [Yii > sREE s
ISR LY LIFIESSIE - T H - LTSS T EEEOE (L] Fe-PBA fI
Co-PBA T E B LB IR LA FeCo-PBA K5 K7 MOOH &t 3R EH k%
EELYIER, -

[0096] _b#i g e F DAGI R SRR A F R RE R IR M LT3 > TR
RAEIAIEEE - (ERIFTEEITEE T A BEEASE T I ERES AREE
KEMET W BE M AIE T - Hit - RSB E R R B HE
Fi o

(FFomesinl ] 4 -

116363 19 H » 3£ 19 E(SUERIEE)



1856427 113401 HO05H FrfefEiE
55 111144248 SEEF|FAZEE
. 11351 5 5 BEIEEEHRE

[ R E A )
C[HERE] —ERCERANEREY FR > P ELEaER T
() FiFERT e TEENY
AM'M2,M3[Fe(CN)g]1.y [ (D]
Hf o ABNas K
Hep > M' - M2 M3 B B B1r#th 5 Fe » Co bz Ni Z4H& » Fe~ Cr |
NiZ48& > B Fe~ VR Ni Z4HE

0<x<2;

0<y<1;

a~-bkcE>0>Ha+b+c=1">

Ho B CEEEREERS 10 mA/cm® B > BEA S 250 mV LT
FEEREER 100 mA/cm’BF > BB R 300 mV LT -

[FFKIE2) 08 KE 1 itz R - o Z=nE8LEELY
M M2 MAEHEEEL:1:02F 5

|

[HR1E3)] WHFEREIFREZEAR Hb =T%&LEEMY
BFENAR > WEHE 5 % 150 nm 2R R -
[5E°KIE4) WHEKE 1 il Ak Hd > = wE%s8LEELY

{%jjﬁ%/\ DEElﬂ‘;I
[F5°KkTES)Y WEERME I iz Hig - EY > ZEEBEEREE R
10 mA/cm?iF » BEM & 240 mV LT FERZE S 100 mA/cm?B% > 1§

87 1 290 mV LLF -

116363-B1 {£IEHK E1H  HI3E(RHEEEAEE)



I (e
856427 L135E0L1 051 FTiEfE T
'_ 113418 5 B EERE

FERIH6]  WIFEKIE 1 Fritz AR Ho o ZELEEEREER

10 mA/cm? i » BH 75 /NEDL B Z T AME -

[FEXKE7] WHEKE1FRZER > b ZEACHEEREER
100 mA/cm? B » BH 75 /NI DL E 2 it A M

[FEXRIES] WFEKIE | kAR > Eo > e BB EER
(Tafel slope) s 45 mV/dec BLF |

[EXKIHE9) WsEKE 1 iz o ZE LB EL2EE
FEME(ECSA)% 1.18 mF/cm? P | -

[FERHEI0] —EEMEHMFERIE | Rl BRZ Rz %
ZELCEEEETARX(DFFRRZ=ZTEE LEHEUY

A:M':M?*M?[Fe(CN)el1-y [=0(D)]

§

Hp - AR Nag K

Hrp > M~ M?>F M £ 5Bk Fe~ Co fz Ni 2414 » Fe~ Cr
Ni Z4& > g Fe~ V X Ni Z8HE

0<x<2;

0<y<l;

a-bcAE>0>Ha+b+c=1>

ZIT AR TR

(a) R BE B MELESHENK » UERE B

(b) S ie<e B iR FEALB BN AKP » DIBEE AR

(c) S iee BEMREIEER KT UERE=Z5K

(d) BZE—BREZEZABRNMAZIZE=Z5RY > LEERE
116363-B1 {EICHR F2H - HIH(BHPHEEFRE)
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55 111144248 SR FIER S5
11351 A 5 BIEEERE

(e) REILE 5 DAK

(f) BZIRIT0BY) - ARG Z LA -

Hi o BB () RSB 15 F 25°CT#ETT -

[FEREILY MFRE 10 frit 2 774 Hp o E-BRKZE R
REEGTHIMAZZE=ERF -

[FEkIH12] MEFEKIE 10 frat z;m H
i HERIAEZE —BREZE BRNEZBRIES -

[FEK7E13] MEFEKIE 10 fratzJ7% - BERE

(8) Eéﬁ%?ﬁ(e))ﬁz%ﬁ%fﬁ(f)ZFaﬁ » HEZ 0B DK RERE L > DABR 55k
fgo

-

BT T B (e) Z IR
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VEd-INODOST

Vdd-00°4
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O-H CEN O
e 2
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t{( —
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'I)E3/\ i |

e :
4000 3600 3200 2800 2400 2000 1600 1200 800 400
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