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(b)). T3, Cls AFEH|A, 283.8 eV L 284.8 eVillM e A olyA= Z+2ZF CuCx B35 F9| Cu-C 2%
3 C-C Aoz Q& vebtar, -0 A4S Culx 32 59 C-0H 2 =022 &) JeERGtH(E 39 (¢)).

719k fAREE A ao] NiCx-Niel Ni 2pys % Cls AFEFA AZHATE Ni 2pys SFEF A2 853.6 eV
A% oA 2 Cls ~AEZo 9] 283.8 eV A AUXoX #ZE 43 ¥AE Nitkk T EA4F Y58
Aoz YEIHTHE 39 (e) ¥ = 39 (f)). ol& B3, CuCxCu % NiCx-Ni A=FFvl= Cu 2 Ni EHo
CuCx 2 NiCx B3}E Zo] PP F2E zte=rhE 28 318 4 9ort.

Add 2. A28LTS H LTI i CuCx-Cu R NiCx-Nig| Zvf &4 H7}

olo
W

4 AFEFu(AZ4 19 Cu E Ni), 55 aslE-a&% AFFu (A x4 29 CuCx-Cu E NiCx-Ni) 2 Hud 1
2 2(Pt/C % Ru0,) 9l v &44& vlasigltt.

Add 2.1. A7138+d =4

CuCx—Cu B! NiCx-Ni H=Fvle] 4ha %%E‘l% R ALEARES s 1l

o
= = =2 =1 ‘14 =

9 Fu) &8 FAHSAL. A FH taa AF(ALS Co., Ltd) FAHE 0,-%3F Aald &4(0.1 M KOH) il A]
2= ek CuCx-Cu E NiCx-Ni H=ZFw(RRDEC] f2ld g& A AAg) dEo=2 Fdsigirt. o,
W ofolo] H Hg/Hg0E 27t Adid= 9 VIEdso® AREElth. dEFvle] dv|Eshy A4S
blpotentiostat(IviumStat)% ARgslel BA Y. I W g3 AS5S /é%oﬂjﬂ 10 mV/se] =g &%
(sweep rate)® 1600 rpmollA Gt o, AFASEANESof ois] 1.13 V Wi#] 0.26 V(RHE tju]) 2 Abaay
Hk-goll thal 1.23 V 1] 1.82 V(RHE thwv]) W= 33}t

AP ghARkS A7) S 0235t dald 2 Ar-23} dajdol A AbolEE EEER E3(CVs) AFE Hst
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2Ir/N

H20 (%) - 100!d+!?‘/N

Id
Id+Ir /N

(2)
A 2.2, A2 5 CuCx-Cu D NiCx-Ni¢ =v] &4 HJ}
AFZufe] ALsYmS FAS B3 432 T 49 (a) WA & 49 (o)l YERAAT. CuCx—Cu 2 NiCx-Ni

FU%(limiting current density)$®} w2 ®=(polarization)= YEHY

: g & &b o SEeE A2 FAF £ QAT ok, dBYY £
AN ATEIL LB Ba % e S S4E Jehln @AARIES s Rave
Ae 1S W, $5 EWel FYHE GEHE o= 8 AFFvhe BYA A JFL WA AL
F9E 5 AATHE 4a)

T3, 0.85 V(RHE thuDeld =A% Pt/C, NiCx-Ni @ CuCx-Cu A=FEwY L% dFD=(kinetic current
density)E &It A3}, CuCx—Cu? +5HAFEEE Pt/Co wl§- fAF8E Aoz Yelsteh, vbd, 34 A3
= 0.85 VoA =] Aol YeER] Ut 49 (b)). T3, RRDE HAH o ZHE ALkE NiCx-Ni, CuCx-Cu
2 S22 Cu AFSFmolA o] At & 3.9 WA 4.00.2 Pt/Ce} 22 2 YT, oE T3, ita
7F A BEIF ofd AHA ARE T3 AaEuE RS g = AATHE 49 (0)).

1"O.|.41

~

Al 2.3, A22Age] g CuCx-Cu R NiCx-Nie] Fu) &4 H7}

A=Fu) o] AadAgnks @48 BAS 235 = 49 (d) WA = 49 (Dol Yeblidoh. NiCx-Ni 3 CuCx—Cu
= Cu 2N 35 AS5Fueng 92 AAAe 3 5 Aanguks 2448 yehdllah. 53], NiCx-Ni= Ru0yl

H3) @A e AaubANES B4(1.7 Vol A NiCx-NiZ= 15.87 mA/cn’, 2 RuOyE 12.62 mA/em & LbEpY) o

GAEE A A (1.54 V o] AFe] 217F Ast WY oA NiCx-NiE 1.47 V, 2 Rud,+= 1.41 VE e E gl

o

(%= 49 (d)). T3, NiCx-Ni. CuCx-Cu 2 Ru0,®] AAMPAMES @Bl 7bzk 0.00757s . 0.00359s

0.01118s ' ©.2 vehgts, ®wl 24

e

AP wEE A4 A S RS S48

o

S A8, 9, 30,000

T3, A Y-S gstr] 98, Ao F(chronoamperometric) HHS

sollA ZAS NiCx-Ni 2 CuCx—Cu9 AtAaPATE AFdEs 27 74% 2 79%=2, {9 (halfwave
potential)(Hg/Hg0 i) oA <] Pt/CY AFUE B} dA3] & Aoz eyt & 8). T3k, T 49 ()9
vebd vkel 2ol 20,000 sol A NiCx-Ni 2 CuCx—Cu®] ArAwrAwre AFUE=E 7247 95% 2 98%%, Pt/CH.T}
2 S A HoE YERTE dhdHel, UgE A7F ALl 0.7 V(Hg/Hg0 thuD) oA Ru0.2] <H4A
& HAxpH oz 7as) ﬂr:}(zo 000 sell A 61%, 30,000 sollA 37%). tl=o], NiCx-Nix &7] Xﬂloﬂﬁ NiCx-Ni 9]
st ARAEARES @45 YERE 30,000 s o] Fox 81%2] bAgE ARAIANES AFE UERE o=
Yebgth, o]2 Z3)], CuCx—Cu @ NiCx-Nix AbASkgurs 2 Abadbaguk-So] A pNi, Cu, Pt/c 2 RuO.ol H]3|
3k YA S Bolgs AL #old 4= ).

AA o2 Culx—Cu % Nilx-Niv= ©&gh= To] A &gv 55 i vluste], A3 9 Ak
Atgof tie Zu) ddo] AT MAE AL FAT F Udsden, Pt/C E Rud.ob= AR o) A4S
Holx= Ao YeYTh. o] E8), CuCx-Cu & NiCx-Ni7} 2FA3guke 2 A adbgute dks 5 oA &4
A=Fvje] S S48 FIAA, o5 FEA & FdT = dve ez YT

Agd 3. 2424 In-

OH
)
)
>
o
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CuCx—Cu B NiCx-Ni¢] Fwf &4& Hrietzl S8, 71 w7t 489 T4 Zn-37] A AdS
FEATE. 0.5 g o} ZHO|ES ¥Fow Al&sta, 0.2 M Zn07F ¥ 6 M KOH 2 L3 A d 2 A3
o Ao FAE 9k 950 pmgith. o] AS, F7] AFomA i gale UA ES ARgskh. A 314

m-37) AN PA 2 4 AF UE 10 mA/en A A%

Agd 3.1, Alo]E A Bt

n-¥7] AA9] Ale]FH A
%P FAL(n)L F-4A A AE Ao ZolZ YeEhpdTh. Pt/C 2 Ir0,
66 VoA AgiA oz e 3Heke 5elon) 200
. WbHo] | CuCx—Cu ¥ NiCx-Ni A= =wj

o}
4 mn-37] 949 FUH A4 Al Al A AR Ao vEh}, NN E 2 F
7 2

A4 n-87] AAZE 5@ WY B S5 A% GRS REv

=]
=
~

o

8
Lo
rN
= :m]
i}
1
2
>
~
>
o
iy
oft
—
(e
A
N
N
il
P
s
of
ol
1>
N

Ea, = 9l Lhehd kel o], P/C AFEuE Wy GEs e wh,

G5 gl JuHow miehA grol ARMEE ALAADIFO)RET o old-37] AAE AT &
FAolm TS 2 ALE FUE AFY 5 b Ao FAFUG., P/CA HEl S5 AFH 914
R ok YAS 2 NiCxpi @ CuCx-Cuel B4 AAA Su) AL AT 74 BEE F9 £
Aol 71wk 4 ol ol E Lo ekl vhsk gol, @B o £A FTo weh, SEATANA B
gho] Niel At 2.00 % Ni-Col At 1,972 @AF o] vpehils 2 Fa) A AThE 1)

A 4. NiCx-Niel v &4 97}

NiCx-Ni2o] -3} o] A v a5 U AASHA 4351301},

Ade 4.1. =S50 Z(DFT) ALt

Ux 3= o] Z(DFT) AMS F338t7] 93] Vienna Ab initio Simulation Package(VASP) FE=Z AR&3laL,
PAW(Project Augmented Wave)ollA X% A4 9 (pseudopotential ) S AF&3ch, ws-A3 st

Tl ZAPH(GGA) &2 71 E Pewdew-Burke-Ernzerhof (RPBE)ol 2la A=t 3 ¥zl BdRd 99 HH3
(Brillouin zone integration)ol th3l k-FSAEZE Monkhorst-Packs 7]¥ksle] Ni =9 A9 9 X 9 X 97,
Ni ZeH(slab) 69 29 3 X 3 X 1= WZYagny. Seins A4 4471 7.55 X 7.55 X 22.27 AR 6
Aol F0 3 X 3 Fv-az mystelenh, Sdn W) g8 AEe 12 Aolgew A
Astaltt. Be 2= 219 s o= wAAA BA 54
o]

= ARG, Fds 7|25 9% olvA] Ak 50

l

% AR S

=
0 < 2 A
A-37] WAL NitxNi d==ve] a&4<l ol#sd &

A8 4.2. A% AIAY W 7K Bg 9
e AElEe] AauANE S e 2e v A & we vz TAHE, ALSANS L o)
Y warow A

2H,0 © H,0 + HO* + (e” + H™) W

H,O0 +HO*+ (e +H) © H,0+0*+2(e” +HY) (2)

H,0 +0° + 2(e"+ HY) & HOO* + 3(e” + H*Y) (3)

HOO*+3(e”+HY) © 0, +4(e"+HY) @)

W b WS WA E 5w WS wAle] sigeke Ak AF oluAE sh7] 48 Abgstel Aastaon, o
A e AT AEE dehay,
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Epinaing (0%) = {E(Ni — 0%) + E(H,)}— {E(Ni) + E(H,0)}

Zh wkgo) 23t A olUxe] W3k AG = AE + AZPE-TASE BHETH o7|A Ex A o9 o=
A ARA, ZPEE A dlvA, T 2k, ST dE=I ot}

Ao 4.3, AHF A9 W3 SA
RuO%} vl aske] NiCx-Nigl o]#s/4d v

442
U e #ee] dE NioEW 2 NiCx EH AFa

2 ye
2
B
ot
e
=
olo
Lo
f
=)
e
o,
o

2

09 A olvx= H0 3 H0ol AFH olyA|ek wElety] witel 7bedt F3 H9E B AL
Ao Azl At olUAIE AAsadtE. HO 2 HOO 29 olvAe= 4 Ajf dvAZ el = glon,
Ul 7HA Wb Aol ik A ol|i A As skl

A
2L
N
b
Kepyas)

AG, = Gyp — G

watsr

= Eyp — 033 eV — el
=0.50E, — 0.28eV — el

AG, = Gp — Gyo = Ep — Eyp +0.33 eV —eU
= 0.50E, + 0.28eV — el

AG; = Gypo — Go = Eypo — 0.22eV — E, — eU

= —047E, + 2.96eV — el

AGy = Go — Gyoo = 4.92eV — Eyyp + 0.22eV — eU

=—0.53E, + 1.96eV — eU

SEARGA AGS AR 2 YERIITE. HOx R HOOx:= wl AFQ) whao] Oxi= o]% Agre]7] wiEol, Eyy .

o= BT F 0.59] 71871(B. WD E 7= Aom 4 gtk wkg F3F AAFEQ HOox B HOO+= A
et F3F AAE 9 Su) 29 Atole] s Agolnt #do] k. B EAbE H00+ R HO+EFE O«

2 FaAs) Aetd A97F TR 1S W 02 AAST. AN Ane] w2w, 09 7 kgd F3 C

QALY EA o BA GOl fee- FaFA L3I (E 10)

A¥d 4.4. Ni E NiCx9] k& AF A &4

Ni 8L NiCxell Aol Atz A ouAE w53t 2ol S48kl

G; = 047E, —2.96eV = —2.0182eV
E, of Ni= 2.004 eV

G; = 047E, —296eV = —1.8983eV
E, of Ni—C = 226 eV

E, AGL B OAGE Atele] HEHE Y] AS ARESte] Attt

AG, = AG, = 0.50E, —0.28eV = —0.53E, + 1.96eV
E,= 217 eV
AG, = AG; = 0.50E, + 0.28eV = —0.47E, + 2.96eV

E,= 276 eV
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AR 4.5. A5 A 54 23

=59 (a)& Ni FH(F4] A)3 NiCx FHENI-C, W7k A)o] ZE vkg gl 3k A4 AU A (O E
Ebdl Zolth. A oYX HOZF Oxoll &0 H00+E AT w 714 ®o] S7Hglem (U = 0 VillA] G3-G2, & 1
Fz), olE B3l A7) wrEo] HFEAAAARD) LS T 4= AT, o] WA= A AnkeS AA7]7]
Ae 714 L A dUAE Fa g g}

B3 AU A-2sh= Ni-Cx Z2e] RDSIA ] AGE Ni =dle] 2.09 Vel Hlawale] o] & 42l 1.97 eVE
7= Ao R Yehdth. A A9 WEHE 19 (3-6G2)= 1.23Vel A pNiol| thall 0.86 eV(0.440 - (-
0.416) = 0.856 eV) ¢} Ni-C Fwol] 3] 0.74 eV(0.575 - (-0.161) = 0.736 eV) = A3 IS Jehfdct.

b, Ni 2 Ni-C W Z5o] tfal] 1.23VellA o] At uts FA4L gl Aoz Yeiston, o]z RIS/}
v A eln] e FE Whgo R QE d9gH oz s8R 7] Wil AR AT BE dhgo] uE
AL Hole FH4 AYE Ni-C 2o 44 U= 197012, Ni 22 35 U = 2.092 vebgch, wabA, Ni-
C W9 #}AHSHOER = 2.09 V- 1.23V=0.8 V)< Ni ZFHe A(0ER = 1.97 V- 1.23 V=0.74 V) Bt}
AR e Aoz Yehgon o|F Ea) Ni FWelA ®u}l Ni-C FHoA AbaubgutSo]l HS 239 s AL
& 5 YAt

ek, & 59 (b) B X 1o YERA mEe} o], A AF oAU FrRA ZF vbg dAdA A oUAE
el = 59 (b)9] 3 =X (volcano plot) AollA el 4719 Ad ZEo=2RE, Ni E Ni-C F S0
S

¢

Soll g HAH ] A AF AUAE AP AR gukg g ANt sk 93 Apole] Agt oA
FAol Fop= Ak A ouA e Fe= oldedS A ¢ e AR dEEy. A3 F3H(Eo > 2.76 e
Vol Hu EWS Apeebs v, Zv) Ewide] H AHES o F2H(Eo < 2.17 eV Hehlo] =7 wke
& zHste o vehgth. Abrel A7 oluxE Niel disiAE 2.00 eV(EA ) 2 Ni-Col disiAE= 2.26
V(A )= FASIT(E 591 (b)).
AH o, T4 BEAE FL 2,17 o L 2.76 VOAHEBAWS L AW B3 2zt sk 92) A}
ole] Ata WAl W@ Az AT oAl o]FS obsul, ol Bl NiCx-Nizh ol#sa Hv) 4AL z
S Fd = Aok Fv) 240 P4 F0E A% ol% matel @ Ev) el Ask Auel 7|
Ad F Ao, o Ak HAY FA L F& WES AN F A Ao ARk o FEol I
BEe g 55 "@stE o] ALgddws ¥ ALWANSlA A dE APEY] FHe FIAMNVE 28
ARl S B-E Ao Nilk-Niol d718ksts S4& FIAve A& 9. Nilx 82 Akag
QAuke W AN oA F A 0, HOx D HOOxo] HAHS AT AF oIUAE aRHow %
Askel 471309 AbolZ gy R EEHQ olwed vl BHL 2E NiGeNi Zule 54 AT
¥ 1
Gibbs free energy changes of the elemental steps for OER at the potential " 0f0,1.231.97 and 2.09
Reaction coordinates 0-1 1-2 2-3 3-4¢ 4-5¢
=0+ 0 1.302 2.044 4.130 4916
Ni U=123¢ 0 0.072 -0416 0.440 -0.004
U=2.09¢ 0 -0.784 -2218 -2.128 -3.428
=0« 0 1429 2.299 4265 4916
Ni-C =123+ 0 0.199 -0.161 0575 -0.004
=197 0 0537 1633 1633 -2.948
AsAow, ArdAurg R ALWANEE ol@TH HulmA FAY Culx-Cu R TP FAE NiCeNi &
st ol F&l vl &S Brie A, QY] ASSued Atagdns 2 AamAns F vl 5
F@ v BYS dehile 2e B A ole AFHI FAY TRE YoM, Zu) gl
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Intensity (a.u)

Intensity {a.u)

ﬂ ——p-Cut Cu Cu 2py,; c S Clis
—p-Gu Cu-Cu ¥,
= (832.2¢v) § 3
) &
= £
2 W Cu-C £
4 ) | \ c-0
Parbus-Buc, Cu PJ. E § Gaktan) £ 1, (285.9 aV)
Paorous-Cu m i ; "
o 20 30 40 50 €0 T 80 826 828 wu._ﬂ 832 hm.n 938 538 282 a4 286 268
2 Theta (deg) Binding Energy (eV) Binding Energy (eV)
E |”.u“n..=__ Ni 2p;5 H e Cis
5 g| e,
25 8
£ Ni-C 5
= Y i- M C-Mi
. £ ‘% (8536eV) | £ 0
Porals-NiC, NI b || 2 E| @838eV) (285.8 &V)
Porous-Ni ;_. b k - 4 L A
a N...._ u.._.._ &..... u..u n._u u_.m. B0 848 850 852 wu._n 856 858 282 284 286 288

-

2 Theta (deg) Binding Energy (eV) Binding Energy (eV)
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% | ——cuc,Cu §2, 5T
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g 10 3% g
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:5; 0 §§ &9 5
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g LU 8 2
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