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Az 3: FHfo| A} AL vw-gS o] &3 CoV0s FA4

ASFALE(CoCl,  6H,0) B wEpahbEAE PR E (NHV0s) & HAkel waAbo A o gh-&-& o] &ate] Z3hgh &,

100C LBl 2417 Bk A=xsar, 900C |7HEet AT, Aoz A ES COV-E900°o.2 st
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S Agol 1587 80C7HA 7hdstar, thA] 1583 135C7HA 7FddE &, 1A2HESE 235C7HA] 7 sigivt. o
oA Buks 600°ColA 6417+ 2EEke] COV-combE FE3+3 T},

Ao 1: XRD & gt AHEFH EA

1-1. ex situ XRD #E £A
AL S EY] A4 e mE Z4o WS XRD dE % g A#ER $A4S Tkl g8kt

L 2% C0V400(a) & COV500, COVE00 2 COV700(bh)9] ex situ XRD 3|E1S YEh i, &= 3& COV400 2 COV500
o] ot ~HEHS e,

=4 2(a)ow cov4004 XRD JHL% 2 e g2 I3E veged, 37t 5ol &g A (phase) o] Fo=

= 2(0dA, %= 500CE 39S o), y-CoV.0s8] EF JCPDS file No. 009-0487¢} #+ A X|&l= wpEAH
FAXE] Hast AAgo] AZHIT. «+2 FAE W2 Fx9 2093252 a-CoVi0:0ll W-5-Ert.

COV600 % COV700°] XRD sHEIAA = 22 v -CoV.0s &Tre] A= AT},

w304, COVA00o] T Eha HAdolAi= oF 1350 = 1650cm oA EHxe] EAlo] UERFOL}. COV5000l A=
B EAe wi=T) AFEA A, BT RS AAENSS g0 4 .

1-2. in situ XRD S|¥l £4

F4 Bere] A PSS w AAE s A8k, in situ XRD A4S FdEGITE. HolHE 20T 1AL
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% 4(a)E 300 WA 480C, % 4(bh)= 500 WA 700CANMY in situ XRD AHEBL Lyebvic,
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500Cell A& a-CoVy0s AH(JCPDS file No. 007-5990)9] A7} EHlgth. Co0-V,0, 4 tholelrrele] whaw,
CoV0s & AdHow T 71x] S44 FYS z2t=v}, =, 124 Bauelo]=(bramnerite) 9 Ze TALA
A TRE 2= o AL I, AL y Aow RAEE AAAA RS i),
8L sE8& SU2H ®Baok o o]Fe] a2 FA xS oprlste ALl odte] a-
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¥ ~CoVy0s= A Z = s on| gt

2,
2

-

fo
o

(@]
o
&
&
i
2
o

&= d(e)ellM, TLT
Z

| s Fal Alx s g - 44 = BPUn‘z:r *Fé‘rgoﬂ et Ei
SAHA Gol, vig 1L £EE A= As AT UG

¥ =7} COV500 WA 70090 A=



[0100]

[0101]

[0102]

[0103]

[0105]
[0106]

[0107]

[0108]

[0110]

[0111]

[0112]

[0113]

[0114]
[0116]

[0117]

[0118]

[0119]

[0121]

[0122]

[0123]

[0124]

SES4d 10-2129274

A& 2: FE-SEM £4]

S SwelM FAE bR SRES] FE-SEN oA E Felste] ayewe] nE REEAE Helsad

T 6(a) 2 (b)x= C0V400, (c) 2 (d)& COV500, (e) E (f)&= COV600, (g) % (h)& COV700<] FE-SEM o]w] %]

o at o], COVI00S il EAR skl ARd REZAS UehiA ekebth e, (V00 2 gl
8A REZAE Uehieh. 2 ol swuAl RERALE V600 M E & A E Tk Cov700el A A7)
7t2 <lsle] B9 @ff} 8‘3414]7]— Mo{zq COV600 = COV700L Heal& Tuy Uyta e mAasE zh=g) o
A 3: Evle] 2alH B4 BA

< COV500, COV600 %! COV700 Zujeo] =i

F

e oy

-

off

&4 3B 7] F AR 2 (R E)E vk

ol

Ea

geon, EUAT /1E4e A4 B FF SAMBDE olgae] AT, dx 3 FLAL 111 B

o HrEPAs FEE eI

COV500, COV600 2 COV7009] ZH A& Zbzt 12.24, 8.21 ¥ 6.45 m/gi/ﬂ, 24 2EV &94eS nude
EAE o=

A3 4: Fojo] A £4

AZdol A AZxHE Zujo] #7|gsta =HS ZIVE SP3 electrochemical workstation Ao 3-= AJAES o]
435t STk, Pt A 23} Ag/AgCl =S 42 Uig A= 7)1 AFo2 AFESEAT.

2] AFORME B F(CF: 0.25em) 22 ol doldk gepel Zvjg Sol ALga i,

Zujo] OFR EA-& A3 FAF A9 (linear sweep voltammetry, LSV)S AFE3}e] 10mV/se FAMEE A3

Azg BhEA ZHE S g4 Fo 2gar, WM KOHS ARE-slo], A2oA OFR HrjzA e 548 st
7] 913k d7)shet SA4E SYskltt

% 8(a) E (b)E= COV600 2 COV5009] Aroldh Zwmjke] whe LSV F4S vedlt),

o] FulolA, AF WEE Eujge weh Frstadnh. £d, Fuldo] Img/em 7k B WA AFFL 7t
st HA Fulg St E Ao dASHA FAEd. ol ®W ofddl EAlEE Fu) T a&Ad A

o Walsts AL Fol 9% 2A AW ol4rsl AvEnt. wekA, B ueld, HHY Zv|FES 1 ng/en &

Aolat Lol ulbEA Fujo] OER @S LSVE EA5I50T. 2T 24, 1 3% 2stE 9 e &
W) Ru0'Z ZA}EIGIH

T 9oA, C0V600> npol A #HASE 324mVEA, vl 5 Fu) @4S dERdlen, o ggoRs
COV700(331mV) 2 COV500(340 mV) ©]SlT}.

ofgfe] 3 1o uEhd mpe} o], E o] FujEe] e Fo] Had wpel e IURE-uhEA
Zuj, o& So] C(V0O,(x = Co:V 3:1) (351 mV), 1D CosVy0s (350 mV), 2 CoV,0s/NRGO (379 mV) ®t} o $-53}
Rt
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[0125] T COVE00o] FALe e uAEA 71Z(i.e., nickel foam; NF), NiCo DH/N-graphene/NF (350 mV), 2
NiCo LDH/NF (420 mV) 7ol Co-VAl Fufsol nlate] F&3] AAHo] e Aow LeRth.

o

#£ 1
Catalyst Electrolyte Overpotential @ nio Synthesis route
CoV:0s /NRGO 1.0 M KOH 379 mV Hydrothermal
1D} CosWzOs 0.1 M KOH 350 mV Hydrothermal
0D CosVz0sz 0.1 M KOH 397 mV Hydrothermal
CV O (= CoV)
x =51 1 M KOH 357 mvV
x=231 1 M KOH 351 mv Hydrothermal
x=1:1 1 M KOH 361 mV
x=13 1 M KOH 373 mV
x=15 1 M KOH 410 mV
Cos(VOs)2-UPN/ —
1 M KOH 470 mV Precipitation
MWCHNT
Cos(VO.):-
1M EOH 4530 mV Precipitation
MN/MWCNT
Co:V:0s 1 M KCH 359 mV Precipitation
CozV:=07 1 M KOH 340 mV Hydrothermal
V-Co-Fe 1 M KOH 307 mV Hydrothermal
Thermal
CoWVaDy 1 M KCH 350 mV -
decomposition
Co:V20: nanoroses 1 M KOH 351 mV Hydrothermal
Hi-BC 1 M KOH 346 mV Co-precipitation
Co:0; 1 M KOH 384 mV Hydrothermal
V20s 1 M KOH 451 mV Hydrothermal
CoV20e (COVE00) 1 M KOH 324 mv DES method
[0127]
[0128] HE 44 Fof Rul, 7F & o Fujrot ¥ @ Fd4S YerAA T, 47] R0, FHi9] €4 5=
FS A Yol §5 52 At = 100014, 11HA ApolZdl Ao AfF des 27 459 0% TFo=
Z-akloh
[0130] 4-3. Ev) Azel BE B4 BA
[0131] 4 e FeAe Axs] fstel, Axd FuEe] 24E A oR Axd Fujet vlusiivt.
[0132] %= 112 COV500, COV600, COV700, CO600, VO600, RuOy (a) 3t COV-comb (b)] LSV #41& viehdict,
[0133] COV-comb®] ZFwl &4 COV5007 FrARgE A=o|m | COV600 B+ COV700RTH= W AEE eI
[0134] ol 2 Aojwl REEA FTods & AWdEtt. THle] Adi B o Axd Fuie v F2E 7
AW B EAAS 2AW, BiFHA RERAR st BYS o pEAQT,
[0136] AFd 5: A4 HhA ue &£r By
[0138] 5-1. Tafel €2 £4
[0139] b 9 HES(OER) 9] £ WU ES olE|ely] ste], Tafel £2X e B Ao e A9 949 ueo A
g FEoRiy dAv. 71e7] w2 Tafel WAN(n = blogj + a, j = 44 AF 2%, b = Tafel
slope) &2 5-E AU},
4 B
[0140] = 1294, COV500, COV600, 2 COV7009] Tafel #t2 77+ 127, 113, % 122 mVdec A, ©d a5 AstE<l
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Cos0y (~138 mVdec ) 2 V.05 (~155 mVdec ) gkt Mlawe wf @43 v ghe vehndvt.

=, B oadgo) wel AlzE vzl g w2 OFR $E22 YEhdios AL 4 ¢ .
5-2. Az A (mass activity) £4

= 132 1.60V vs RHEONA] theFst Suje] A= &g (mass activity)S #4138 A5 e,

chersk 24 ©wo] Zn] % COV6007t ZbE whE wre 2w= eyl
oFA, ok 120mVdec © Tafel 222 3WaA AA-A4 DA OBRAA &= 24 wlg= 2L o]

5-3. KIS ¥4

Zufjo] A7)35et2 £xE 1.6V vs RHEAA #H7)3}et3 <lujus AFER A5 (electrochemical impedance
spectroscopy, EIS)& Z43le] = 14 Yehydct.

o
&

OR ‘<te] 3} ole] BAQ e W rge] WE wel- Ei 29l- B4 ASHE FulolA DS

¢

= 149 A7|E FEZE YolFA2E Z3(Nyquist plot)oll AFE3le] dofxl S ofale] #F 20 YeERNSIT.
R #

i

A<
4, B

4%, 08 A% TPHE A8 AY R R Cu & AS-AF AY 2 olFF 47183

X2

COV500 COVE00 COovV700 CO600 VO500

Rs (Q) 7.395 4.895 5.372 7.725 7.664
Rer (@) 1.045 0.770 0.878 159.06 131.22
Ca (mF) 68.82 54.38 30.81 24.70 1.693
Q. 0.151 0.181 0.152 0.017 0.007
Qe 0.881 0.377 0.707 0.671 0.853
Cs 4.396 3.30 4.38 4.208 0.0sz

COV600o] 7+ e Ry @ Ry #S Yeldo] 714 mE OFR £x22 zi:= AL o 5= glon Cov700 = C0V500
& of vjste] -3 s JERA.

H
&
A0
e
a
b
-

L
i
Ipe
=]
o

2] S o] T2 ZW Eg (Chronoamperometry) 7] ¢F4Al A& 1.650V vs RHES] LA = 9ol A

AF-AIZE S0z F33I3Tt.

b, COV600 FHri= 24413 5o AR drErh 27|16 81%E  FAlskel v
Z

A
. COV700 SHvi% 20%9] HAE Yehgo] fFAFeE hdAd-S e, o]ge kg2 gHAl =
7} ‘1%% 3 oyx TS Zby] Wil Aoz AyzhEn

£
JL
To

>,
oo
*9 i
3]

o] AWomyE, ¥ wro] Hait 7&% 254 54 W
AsA @i tE FARA ez AAE 5 dtks AL oldE & 94 Aotk g} #elste, olabelA
&d AA dEe BE WA dAHe Aoln @44 Aol ol ACmA olssopy @ B wdel
9t A AT ARRce skt 53 4PEeel on % o8l Tela 1 57 Adonty nEu:

_13_



EFHE A0R A Hojok wit.

10{fexo

(o) :
54 Maline+
g Metal salts  'Peak: 260.1
; Area:254.92 Jig
€ ol
Peak: 303.24
= Area: 458.65 J/g
0 100 200 300 400
Temperature (°C)

- 14 -

SES4d 10-2129274



=92
a)
E}
&
> COV400 Co-V-0@c
‘»
c
Q
wiomd
£
10 20 30 40 50 60 70
2 Theta (dedaree)
b) JCPDS 009-0487
'Y-COV206
= |Ccov700 l
O [*win
>
h
UC, COV600
2 '...'-"‘l-J\dLAHJki*lﬁuﬂh-hﬂh"k—’lulﬂ*‘n“h
hmd
£
COV500,
10 20 30 40 50 60 70

2 Theta (degree)

_15_

5

10-2129274



10-2129274

s==4

)
B
H

COV400

1400 1500 1600
Wavenumberes (cm'1)

1300

1200

(n"e) AJisuaju| aAnje|oy

1700

1100

o
oToloTolol g g golel™
- BEEEER EEE
{ )
Bt W B e M S e M B B § 1
|||||| el ||~||k|||:|||ﬂl| = um
S
&
o < | | ] =
w (n"e) Ajisuaju|

2 Theta (degree)

_16_



EH4p
b) JCPDS-007-5990
"-'--&-.NJJLQ a-CoVo0g | ~ 700°C
Y -4.1141 L . 680°C
oy .
= wj I 660°C
m o) A A
; P .II.L_J__‘A & 2 Lm640:C
e w L = 620 C
(D w (o]
c L PR 600 d
3 B TN T | N A 580°
= e L SRNT | VI - _560°d]
R ¥ GNP - 5420;;
A TV - 520 C
" 500 C
10 20 30 40 50 60 70
2 Theta (degree)
Ed4c
C) JCPDS 76-1802
l Co304
p— 9“0500‘ l A Pe l A A L__
=
S JCPDS 72-0598
.‘E‘ [VO500 V05
c UINIT VWOV 3w
o [cOV500 | I
wlfmsd
=
COV600 I I

10 20 30 40 50 60 70
2 Theta (degree)

_17_

SES4d 10-2129274



k1
2
%]

Intensity (a.u)

— CVO600
= CVO-E900

10

20 30 40 50 60 70 80

2 Theta (degree)

_18_

5

10-2129274



SES4d 10-2129274

_19_



10-2129274

s==4

N
B
H

] g e S 8
(=] (=] (=] (=] (=]
m m m (wu B/gwo) awnjoA alod

v e

10

v

Realtive pressure (PIPy)

8 B8 @ 8 K & ©°
Am\mEov pagJospe awn|oA

0.

0.0

_20_



)

k1

lg (mA/cm?2)

SES4d 10-2129274

8
a)
80, 2
— mass loading 0.30 mg/cm
60{ — mass loading 1.00 mglc:m2
— mass loading 1.40 mglcm2
40
20
0
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Potential (V vs RHE)
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60

—— mmass loading 1.00 mg/cni>
40{ — rmass loading 1.50 mg/cn?
— mass loading 0.26 mglcm2
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Potential (V vs RHE)
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EH9
Overpotential at 10 mA/cm” in 1M KOH
. £ 457 mv
>
E 0.4- 390 mV
% 324 my 331 mv 340 mv
= 0.3
S 240 mv
B S S S
8021 o 3 = u-g> S| 3
- ©
@ @) > > > Q| O
301 & Q|| O ||O0||O||=>
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0.0
=910

1.0 1.2 1.4 1.6 1.8
Potential (V vs RHE)

_22_



=911
140
a)
120-
— COV600
100- —— COV700
R ——C0600
g 801 ——voe00
e W
~ 404
T
20-
0-
0.8 1.0 1.2 1.4 1.6 1.8
Potential (V vs RHE)
b)
1204
100; — COV600

30, — COV-comb
— Bare CF

1.0 1.2 1.4 1.6 1.8
Potential (V vs RHE)

_23_

SES4d 10-2129274



SES4d 10-2129274

EH]12
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2 fes A < CO0600
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S 1.55] 4 2
‘.6 113 m\ldec1
o 1.504 429 mVd

09 10 11 12 13 14 15
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254 V = 1.600 vs RHE
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