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2mA cmizoﬂf\i GCD(galvanostatic charge-discharge) =A1S

5V s oA vV =A o
gk e zoltt.

LAIRE Zefszolr

)

% 6d 2 uvel Ao 20 wEl AZ2E 3D-on-1D dtolH = U FREO thekdt 29 LE(sweep rate)®
H OV FAe BAE agZela, ¥ e A9 £59 Za(logarithm)et 33 AF(peak currents) ARo]
2

= a i, L obge 54" 29 &
TolA gk 2 g2k Ao (Diffusion- and capacitive—controlled)® HF 7]l AF}E Z=A|T agiZoln =
6hi= GOD IS EAIS T ola, & 6iv UE AF BRoA W3 &8 #HS ZAS JZey, & 6j¢&

=

7oA en 10 mA em ol AR WA AW AnE A Tdzelw, ® ok WA HAE A% vy
H Yo]lH2E AX(Fitted Nyquist plot)E EA|3F 1| Zolt},

T 78 B oabgol AAd 4e) wet Azg FHAMAAE Y LHTE XANES(Operando X-ray absorption near-

edge structure) FA] g MEF=E =AS Zojal, &= 82 & o] AAd 49 wel AzE 737 AH

o] H& Mg A= $(optimum voltage window)ES FA3F7] Yl g HAY ¥=F-(corresponding voltage

window)ell Al A ¥ CNP-CP-150 % AC A =-9] CV F4& ZAIg Tefxoln], & 9= 0-1.5Ve] A4 A%&$- vl

Ao CV F4s =AIG aefzola, & 102 0-1.5Ve] Aok =S welAe] G FHE =AIS 2ejzoln, &
=

ol

118 Ni K-edge % Co K-edgeoll <] XANES ~#E & (spectra)S =A% Z1g|3Zo|t}.
T 12¢ B 3o AAd 4o wt AlxE FHAMAAIE ] Aol AF EEoA e ul/Hy &5 FHs =S
T zela, & 132 H]/HA olux] ¥ HAY A% & EAS agzo)y, T AT HZ2E ZAX

EARE agzola, = 15e WA HAE AdE =X 2 Zoln, = 162 U7 HAE A5 4Ly
olF~E A= (Fitted Nyquist plot)& WAIZH ZLef3e]al, = 172 thdd 29 HRollAe] (V 548 =AE
Yzl T 182 Thksk 29 £moAo GD A4S Z=AIF TEolal, &= 19% QSSD(quasi-solid-state
device; AAle] 5)¢] W2 /=4 &3 e LAF agzoln, = 208 K HelE t]AH (Bracelet-like
set—up) QSSD(quasi-solid-state device)E EA]dF o]m|x]o|t},

E21e 2wV s o We 29 SmolNe] Hlate] 1, Hlale] 2 @ B e Aale] 1 A 3¢ we Az
3D-on-1D dtolB Y= Y FRES ¥ 3E= Ewjo LSV(linear sweep voltammograms) T 2uA-S A3 1
Broli, % 22 8.5 10mA om EE 10mA om o AF WEE TESE o Fas Ze] OP(onset
overpotential) #t= EAISH T#]Zolm | = 232 B} 7]&7](Tafel slope)S EA|3F @ olal, & 24 1
g o] AAle] 20 whet AlZF 3D-on-1D StolHE= vk FERES EFStE Fiet FuEdE9 o g 7
£715 vwete] EAS T Toln] & 25% 244%F ESF 10mA cm oA E el AAd] 20] wle} AzH 3D-
on-1D dlolH = Uk FRES Edels Fulel dis Fdd AR AR HAE ZAdE =A

T1g]Zolt}.

I
e

% 26 OER 84 HZE 5, B wwo] e 20 we} A2 3D-on-1D stolH = U FR2ES X3
= Zuje] Yeglate] TEM A3 2 A =AIG olmAo)a, = 278 the] TEM A3 2 SAED 7w
LAIRE oujxelr, I 28 EDS AFER S AR T Loln | L 29 HNAG] & v o|mAE EAIE

&k

o ok

ol HE THE % HE Tulbd 7Y WEES FEsle] B Iyl AAdE AAEHA AHsiR e, E o
ol AAldol o3& A ALY dFHHE L ofyr},

2 GAA A ALEE foj= AAES AHslr] 913 Aojn B WS Adlelaz)t s AL olyy. E oH
MAA A, G5 ZolA B3 AgsiA] v 3 H5¥E ST, WAAMdA AEEHE "X
(comprises)" H/EE "¥E35F=(comprising)"S AFH FAHRA, WAE Sy o] O E A, dAY

A = F7HE wjAlskA et

% Ug/‘ﬂ/ﬂoﬂ/ﬂ A]’%‘Q"\‘E’ “/\E]/\]Oﬂ“, uo:“u‘ n%?—;]n, uo:“}\]vv %__3_ 7%% od
P wE AAEET FESTAY, olFe] U AR HNH ook sk

T3, 'Eelolghe golv wiEA =83t 'exclusive or'o]7|H k= XA =2]§ 'inclusive or'E oH] gk

_7_
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o, &, 2 dFHA & 3 = Edo g Ry wWIEEx g 3k 'x7} a BEE bE o] &3t} g Xde
¥ °] 31 =¥ E(natural inclusive permutations) & o= sE on|3i},

[e5

2 ATFENA ASHE B BACR EE an)e, 99 AFeA g @ £: up g
3k 2 71 0 o]

A %
of $e Foletn BuomRy Wikshd 9 @, YWACE "sht o' oujshe A

Hel #@ A e = a4 s]ofof o
.

obel Mol AHEEE BolE, ABsE 7% FoblA Uwdeln nWAe AoR HEsgont, sl%d W
9 oR/mE A, w165 HE Sol uek B golrh 9 F Uk whebd, okl MR g
golt 7% A A AR olsHolAE ¢ v, ANAES AWss] A% ANH §ol= olas]

oo} g},

P, 54F A9t U] % A golw glow, o A% aTEHE Ay FRoA A 1 o))
A g a

= olth. Wk ozl AWolA AHEEE Foli wed go]o WA ohd 1 golr} Ahx ejujs
WAA Akl 27 WS Bolw oja|Hojo} gy,

te Aelzh vk, B AN AEEE BE gol(71% 2 Whd §ol% xehHE R o] Ha 7)&
Sopol A Bakel A& 74 Aol FEHOR oldld & Ut M AgW & U Aol E dugom
AR Aol ool Qi Golse Wulsl 58 AoHe] X @ @ olgHor m swald e
ERERISCE

wye) 8X% B

B, 2wy Audel glold, A A A% m pAel U TAH Mol
: BAHAA A3

A=k
28 59 5 vy BEsE 9t &% gl 1w,
= H

™

2,
>
ot
m>“
ol
o
o

A7) sl AHER FolERA, ol AHER, $8x9
25} 0 44 St e, B Solsel e del @
A el AR e wrjE WAk & Folt),

T 1S B owrgo] AAdo] wE 3D-on-1D FolBYE U TERES EA
2 dge] AAlde] w& 3D-on-1D SlolBEEE Yk FRES B4 H(110) dod dFE Holx 3 o3
= £(122) ¥ Uri = Aol AgE A= sy o] Ux JAH(123)E EFskal, vk £(122) 2 Uik ¢

) -CoP, (cobalt nickel phosphide-cobalt phosphide)?] ©]%F F% <23tE(dual metal

roh

1 Aereel .

whabA | B ool AAldo] wE 3D-on-1D FolH = Uk FFRES B4 H(CF; 220) Aol A%
< 9 Uk PAH123)E X233 CoNiP-CoP9] o5 w4 A3&ES X3ste] ZHAE(flexible) &
A<

Al 2 WA S B Avjsetd 548 7HE 5 3o

i mat
o_>|: T
o
N ’D

CoNiP-CoP,9] o]%F &< <Ql3EL& CoNiPe}t CoP, 7} o]&4 3 (Heterojunction) T-F2 71& 4 vk, oA,
2 g o] AAjoo] wE 3D-on-1D stolHFE Y FRES CoNiPF CoP; 7F o] &H gl FAdH e me Ax}
Ads FXs8ta, 49 &4 Ato]lE(active site)o] AR F2E WMIIA|A A3} ol5 AYS A7 7
El o g4 A5S FAAD 4 ATt

2 it o] AAlde| w2 3D-on-1D SFol B = Y FRES B4 H(110)S Egsit).

AL, Aw FHE GAH FAdS 2E 5 U
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Rom, dF 5ol

Fgote v AnE 949 5
= ZEA o] A (calcination) HA2~

(2™ =Z3A2~), A

A (graphite), ZZ @ (fullerene, C60), AXEE F}H(soft carbons)
i 5

e 23 = glon, ol AFEHA ¢al, FEHY 24FHE=

T2 g E o 2 4 a, skligE JEEAWPEAEZ 0 4~ (0NC), A
2 2}o] =(PVDF), 7FAl (Branched) E|H|de]dlEF S eto]=(PVDF), EeH|II &=
(PVP), z©Eldll-F-Elr]al 2 F(SBR), ZEddal(PE), Z|=Z=2d(PP) 2 Zu|IdLF(PVA) 5 T Ho= 3
L}

, AAld= olell AFEA Far, milve] e EE 54 FHAE F de &4

K ofth

Ao wet, &5 FTYFTS EAAE 9§ 28T £ 3, EWAE JHE E(CB ;5 carbon black), oFAE#

=] AR B
@ (acetylene black), 703 E2(ketjen black), & T 9 -3 (super-p) & Hol% o= 3 }E £33t
()]

Ae =iy FHe TP

L

B o
T <! hoe
Ni), 72](Cw) B ol5°] =Fow o|Fofd 5 F AHolx stusE XA 5 Sl

e ©omY
OO

)
of,

o] Aajdlel whE AR F=3 S5 Abeldl wiAlE = dajds T

Aede el me A AL 5 Ak, wob, A WAL Algals A4S, 4ol FaE & Aok =
@, Afde nAdNAL IS & Aok

sl e A Qs Ex WA AAAD 5 A, 5 AN A71H Aol Sk AAA, 5
A AdAe 87 AEEA $5ekel AANe ASF FHANAEE W AGL F2AD S Ak gy,
A sl A8 e FAANAE A A F, 5 Aol shob FHARNAEY AU WEr} o
b wel ek

e, WA dalale 47 Aalelel Wa) Y] RS n AR} BAR, AL bsd A9 Hof 1
e 0 mAge] BHNA woAMA L] AgHo] olgW & k. EF, wSA AN AST A 77

A2 &li(solvent) B Hald A(salt)s 27

A Qe de BEA(polymer) st O A AL I & 9l

A EYILEIE(Polyvinyl alcohol), EHejotadolv|mrm e 234 E 4 (poly2-Acrylamido—2-methyl-
1-propanesulfonic acid, PAMPS), Z#o}=a @A (Polyacrlic Acid), Z89Z8%=(Poly(N-pyrrolidone)), Z&
A7he}e] = (Polysaccharide), sFo]l=SAloE el # o] E (hydroxyethyl methacrylate, HEMA), o}=L® o}wn}
o|=(acryl amide) ¥ vwgolagHolnlo] = (dimethylacrylamide) & Holx ol = ZEokat &= i),

M} AsfAe M} AsfAdL o] 24 MA|(ionic liquid) Ex #F7] daldS £ 5= Qo).

AAlelol]l wek, 2 el AAloo] wE FHANAEE FF3 S5 Atold Wi HE 2SO S S+
ATk BYuS HER 2FEHAY Ay AR dHE 5 9

A Aol A M)A wi 1H A o] AFEHE= AL G2 w o zhzbe] ;EHo| G2 W S2o] AF A
Mo m dAHES wxE 5 v

e Eeddd X, Szedd Ay, SPdadzE Y4x, EeoladryEd o A,
Y EFegtolx) INEFerIRR FTRA th3d Ay, dEgrs oA Ay, FIgzE
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% 38 ® uge) ANdle] B 3-on-1D SholHels v TxEe] Az WHE EAF sjekwolt),

& e AAjele] mE 3D-on-1D sfelHE = U FEEe] Ax W B J110)S Evlsts
(S110), YA AFA, ZLE A7A, < AFA 2 & 23t 4T §95 Svlske ©AI(S120) 2 8%
gdlo] B FH(110)S Yol Fd3A B A (110) Aol Folm sl oo v £(122) 2 Hoj 3

T =249 —9—
U olare] Y AxH123)E AHAI7IE &4 (S130) S E3si).

H

H
i
=

upla] 2 oo AAlde] mE 3D-on-1D FolHI L Y FRE AR WY AT EAY AF oA
S a8 WH FEREHE o8 1 W FEIHEeR wlg- A B4 A (110) Aol CoNiP-
CoP,9] o]F &4 <3S A7 A8t A4S T3l e BA0 #7388ty A4S 442 + o

Hoat o] A A|do] wE 3D-on-1D dtol B Y E Uk FEREY AX WPHS B4 H(carbon cloth; 110)& FH]
& ©A(S110) S A3},

B A1) mAs AL, Ba @ AR 5 i, wa H(106) TP e i A 5988 A@EA

et

2 ouge] AAde] WE 3-on-1D SelHe = v FREe Az wEe U Avd, mEE A7, 9 4

A 8 gulE TS 4F SAe Fuls WA(S1200% Awt,

A A2 UAYS 38 9dar, dE 5o, YAl NiCl,, Ni(NOs), - 6H0, Ni(CHsCO,) - H:0 B NiSO,
60 F Aolw o shtE EE 4 ov}, oo ARHA por, mgtAaAE, YA AFAE NiCLE

LI 5 Ak,

IUE HAFA= ZLERS EF8E § A3, dE Eo], ILEAL CoCly, Co(NOs), - 6 H0, Co(CHsCOp) - 4 He
0 % CoSO; 6HO ¥ Ho% o= shubE: EFa & glont, ol ATHA grom, vAASAE, aRE AT

A= CoCl, & EFS 5 Ak,

ol A-a= NaPOH; NasPO, % ((NH,)sPO,

-
A, o ATAE NaPOWLE T 4 gl

N
s
H
s
r
3&
i
il
ke
ot
i)
=¥
0,
o
i

, olel AgE A o], uf

|l FRol A AMEEE Bl Aol AHEE 4 vk
A S wAa H(110) Aol BAdE Co-Ni U8kE 3 (Co-Ni phosphide nuclei)& 42 AFA7]= AWEA
Ag o 238 + U

AREAAE 22, MF, EDIACHNO) 2 HITACHN) % Hol% o= shhg T3 5 9o}, ool A%
A gporl, wgAsAs, AVSYAE 22 T3 5 o

A11002 gol 5

5
H oultm o] A A]do] & 3D-on-1D FtolBEE Y FERE Ax e A A
=] YU 42 (123)5 A

gdmom ©2(110) A el Aol st o] the Z(122) B Aol &
A7) dAS130)E A

@7 1302 B4 FH(110) Aol Co-Ni ¢13tE v (121)S FAste ©A(S131), Co-Ni Q13FE 24 (121)2] Co-
| =4 AAste] Hoji s} oAt U £(122)% dAAstE ©A(S132) 2 Hol& sk o]Ake

Ni 13k do
Ul 5(122) Aol dojx sly o]Ate] U JAF(123)E FAsIE A (S133)E 38 4= Q.
w3, Co-Ni ¢13tE v (121)& &4(110) 3 Aol CoNiP-CoP,9] o]F &% A3&ES dAslr] Y3k A==

(seed layer) o2 AFEEo], Co-Ni Q& vlh(12]) oA AEH o= Y #(122) © Yx 4AH(123)7F A 4=
T o,

2+

o FAHeR, @A S1302 FEFAH I Uz A4 2 S22E Al " 55 Fel(C0

o
ol

T

N e Hpo, o] &3 wheate] Bla #(110) W) Co-Ni <lahE wbuk(121)e] FA W}

O

A7) % (basicity) 7} B8 F7F=o] Co-Ni <13}
st S 74 AAAA Y Z(122)& 34

oL ]

15, 1b& AJZro] Aol whg} vk-g wjd (reaction medium) ol Al
= A Aol g% ri&stear, o o, AMEAdAE Co-Ni
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: CNP-CP-130

A 1
SHE (CoCly

[0122]
[0123]



[0124]

[0125]

[0126]

[0128]

[0129]

[0131]

[0132]

[0134]

[0135]

[0136]

[0137]

[0138]

[0139]

[0141]

[0142]

[0143]

[0144]

[0145]

ZIHSd 10-2023-0143370

Water) 2 X3l "HZE gloly(Teflon liner)olld E&slct. a9 s, ol A} EH (NaPOH,, 0.14

M
93 8ACUNO, 0.470)F A9 Sl H7hsha, of AF 4L RE stBAol 413 SaAE WA o

al
r lﬂ

A, B HCF) 7L 1 X 1 cm ZHAoN SEHo] AAdE 4 Qs HIRE go|XE ALl F
Zgfol=o B23 3, (F 7|32 Aoz wE7] & WE Z(nuffle furnace)olA 2FsA]ZA T
C

FE ZAXA712L, A 98 130Ce SEFHo|B w3 A~ (autoclave reaction system)ol A
Z

o] H (autoclave) S Y4 A7l & CNP-CP7F A& CF 7188 DW= o8] W AF3 3 QB kA

AAld 2: CNP-CP-150

B £E7} 1500 A2 Aslah Aol 13 FAsA A=A,

AAl4 3: CNP-CP-170

A L2 1700 AL ALl Axe) 13} BeAaA AzHA.

HlnLe] 1: CP-150

FE (CoCly - 6H0, 0.43g)9] 93tE 92 60mle]l 29<5=(DMW; demineralized Water)E X3$teli= HIZE o]

H(Teflon liner)old &gtataivt. =@l vg, AFolda}EF (NaPOMH,, 0.14g)3 24 (CHNO, 0.479)3 919
ok 1

golo] Arheka, o §F §4e RE SHeHE Aol s SHY WA of 108 Bk WA,

ShE, CF 7132 1 X 1 em WA T S5do] 44d = JEF HEIE Ho|ZE A&t fe &gol=d
25 tS-) (F 73S Iz w7 98] W2 Z(muffle furnace)ol A 2FskAZ T,

F ENS 130T LEZFHo]H Wk A]~El(autoclave reaction system)ol Al

QEZ ol H (autoclave) & WZAAIZL F ONP-CP7} &g CF 73S DIW=E ofg] ¥ A S o QB0 whA)
Azl

%, F29 <18 :EHE(cobalt phosphide)= Al 1o]4 U7 A¢AE F71814] 2 AL ALstd AA 4
17 FdatA Alxd ot

814 2: NP-150

YA (NiCl, - 6H,0, 0.48g)9] A3lE PS 60mLe] ©95-(DMW; demineralized Water)E ¥ 3sl= HEZE goly

(Teflon liner)ollAl E33tdct. 9 thg, ARG ER (NaPOM,, 0.14g) 7 84 (CHN:0, 0.47g)E $19 &
Aol H7}star, o] A &S BE FeEdo] &3] &ad w7bx] oF 102 &< WX

W, CF 719 1 X 1 on EAA0w FEAo] J4= 5 QR gL Ho|Z2 Algsle] G Zoto]=d|
Faek b3, (F 7|38 JAFAFe2 wrE7] ¢8] WME 2 (muffle furnace)ol Al AFSIAIFATE,

A & CFE HAA713, 47 £9& 130T SEZdo|B ¥H3 Al2~®l(autoclave reaction system)ol 4]
7

EZdeolE (autoclave) & WZAIZl & CNP-CP7F &% CF 7|98 DW= of8] W AF3 3 QB4 whA
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[0146]

[0148]

[0149]

[0150]

[0152]
[0153]
[0154]

[0155]

[0156]

[0157]

[0159]

[0160]

[0161]

[0162]

[0164]

[0165]

[0166]

ZIHSdl 10-2023-0143370

= Z#9 <3} YA (nickel phosphide)S AAd] 14 ZHLE AFAS F7184] & AS ALsaA A

19 Ul Azd 5 Ak,

A 4: tolBEFHE MA(hybrid cell) T4 FwHAAAAEH

AA 20 wE 3D-on-1D FolHE= Uk FZE(CNP-CP-150), vlA] thaal o14x],
(ACGCF) = 2m KOH go] Ztz} <= R, &= 2 Aajd 988 d& stojrgs AS =Y.

o ot
o,
)
i’
Ry
(@)
=y
N
iy

SARHAC) B, 79 P 7 £ 9 PVDF E4S Z4Z; 80:10:109 FTHH|E E33 EIES v HS
(agate mortar)ol ¥Att. oJojA, TFEL oF 30% FoF Z BT o]F, E3tEo] FH3I 4] NP £v=
Astela, 108 o EAstdrt. mxgor A4 LS IXI an o 84 99 Yol AHE gx H(CF) 7]
o] B2 ohS 80 TolA ¥l AxAZ & ZE3FEo] B4 FH(CF) 739 =2z

2 Abg3le] AC 2YE CF(ACECF) A= (&=)S AT, BRA H(CF) 7] ko] AC Bde] A

o ~3.5mg cmizo]q.

5
a

AA e 5: QSSD
KOH &4 thal PVA-KOH AZgm-Aa|dS Alg3ls AL Al AAld 49} SUsA Ax= .

PVA-KOH 2Zg]r-As]d-& &7]9} o] Ax= AT},

=
=
oo
12

2g°] PVAS 20nL°) DMVl A715h3 o1 of 5% Bk A7) Mg o gete] AdelA] wuke the,
o PVAZE DVell §415] 831 w7x 80T oA Ftdshsin.

olojA], auk gl KOH & (10mL DMV Z 2m)S % 7}&}

4
wo Fuw Qs A% ysku, A W7t ¥, 3T

PSR, S ASE AR AN s 2EoR 2

Uy FxRE ojux @ Au]goA u]Ee

T 48 Fxeld, 2 ago] A4 20 wel AlZE 3D-on-1D tolBYE U FREL 28 F3 HEH
22 gekdt 224 Wy fEld FAAde zte AS & F .

TS, 2 odbgo] Aaje] 20] weEl A Z¥E 3D-on-1D SfolHPE Yk FFREL winnye ®a H A 3uy @
g gAY o A A AH md Al 3 d49 Y dRked v Zo] FAE A xHs 7t
= AL 9 A

ek, 2 odkwo] AA)d 26 wEl A ZH 3D-on-1D FtolBHE Ux FERELS B4 H AG THd #d §lo]

CoNiP-CoPy9] o]lF =< Qlst&Eo]l wdstA d4€ As & & Ao,

E 5a% FEeW, Ba A A 71Re 254 54S Ushlt 7123 o 5o 45742 dehpd, B uve
Aol 1 A AAle 30 whel AlZ¥ 3D-on-1D ste]HE]l= Ui FERES 00 9 W2 HE54S YEhie A
o 4 gtk

upepA], 2 dg o]l AAle 1 Ujx] AAle] 3o whel AF¥ 3D-on-1D Slo]HIE Yk FERES S TS
T3 FEAT AsE Ate]o] FmAtgo] sAdE o] SEHo] dajdl o&l s Ao ¥ we z7]shd uke
© ol O oF 2= 0]

= TI_EO}_L— AeE L T 3

_15_



[0168]

[0169]

[0170]

[0172]

[0173]

[0174]

[0175]

[0176]

[0177]

[0178]

[0179]

[0180]

[0181]

[0183]

ZIHSdl 10-2023-0143370

% 5be 2 wHe] AAld 20 uwhE} AZ¥ 3D-on-1D sFolH =y FEE] EDS(X-ray spectroscopy) 2=
EHS ZAE a#ZEolal, & 5ce P4 vl ojujAoln | E 5dx XRD(X-ray diffraction) ®S Z=A|3F 1
#xZolar, = 5Sex TEM(Transmission electron microscope) ©]H]A], SAED(selected area electron

) siEl g TEM SAlA 7]S5E 94 v omx|eo]w, &= 5{% Ni 2p, Co 2p R P 2p 849 HR

T 5h YA & 55 ZFESHE, T25.8° i L Zxeo We uImvl A&, T43.4° @ T55.7° oA
O F J3rt JEFE AeR Hol, A A y|ws Qg 4 i, v IIEE Id I ofvEHA
(anatase) CoNiP(#71-2336) W CoP,(#77-0263) Aol EA Al w77 A&EHE

Aoz Hol K wurgol A4
20 wel A Z" 3D-on-1D Ffo]B P = L FREO] BA H =
S & At
TS, Uk 2o UEE Uk grbel HlE duldoz YA YeElve AL, CoP, e AAFZRIE A a4 o]

7] W olr}.

(]
)

=
T
«
o

=3
<

lo
S
o

% 6ae Hlale] 1, Hlale] 2 9 X wiyo
5V s oA CV =A

= il
E=AIRE P zeln, = Gei WA S g
9
=
1

il

Alell 1 WA 39 wet AlZE 3D-on-1D sfolBEE i FRE9)

6bS 2mA cmizoﬂf\i GCD(galvanostatic charge-discharge) =41<%
% 6a WA %= 65 F
g9 4 9 2 g5 4

@2 A2 3-on-1D FHOIMEE e PRES e B 9 e Q4R 29
] 3, CoNiP 2 CoP, @4 Apo]E7} ebzb

CoNiP + 20H CoP,0H + NiP,, OH + 2e
[4] 2]

CoP,OH + OH CoP,0 + H0 + e

g, B owgel ANd 20 @ AxE D-on-1D SolHE i TRES Wil 1, wlad 2, ¥ wwe)
A6 19 20 w2 Az D-on-1D oML i TFEE o] 71 FUA RS 2= AL ¢ 5 A

o, B A ol FAHE e 2 8 v 97k o Be 47184 AlolEE Al Aled Astare w
S o}
=

% 4 gl

2 o] Ao 20 wet AlxE 3D-on-1D FHo|HIE hie
b4 g (areal capacity)e HE= AS & & v, & &

. . . 1 T
= U FxE9 B8 (specific capacity) S 82.8 mAh g & 2= AL & 4= Q).

) 3 2 20 wrg} A ZFA 3D-on-1D dlo]H = Y FEEO thdd ~¢ £X(sweep rate)®E
CV 48 =g a#zola, & 6evw =Y 59 Z1(logarithm)?t 3= ZF(peak currents) ARe]
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[0184]

[0185]

[0186]

[0187]

[0188]

[0190]

[0191]

[0192]

[0193]

[0194]

[0195]

SIHS31 10-2023-0143370

7mAenm 2 10 mA cm oA FAFR T AE ATDZ =AF LeiEolw, & 6k YT HAE Aol 3
H YolH2E AX(Fitted Nyquist plot)E EA|3F 1| Zolt}.
T 6d WA = 6kE FFshd, ¥ dgo] Aald 20 wEl AFE 3D-on-1D do| B Y= Y FFRE] 43} 3

9 MaE 23] 20mVs o L A7l EnoA] RE (V Zauldo] Z $x5o] $53 Ay hehE e

w3, 2 owo] Ax e 20 wel AxF 3D-on-1D tolBE U TEEC] £ S 82.8 pAh em 2, 7|

=
<ol Bag S5 dskE 7 Ase vaste] 12 gS e Ae 4 dd
B

weh, B oubge] AAd) 20 wel A2 3D-on-1D FO|HFE U TRES YA AF 22 AL 7 mAen . 2
IOmAcmiz-"J AR LA Alo]E¥ MAEAS YERaL, 7000 AbelEe] EolA 77 x7] &% 96.9% 2

43 oA 2E Ao Rs 77 Ret (A2 2.4 Q en 2 4.7 Q

om )T SHEA EIAE F o] gh(Z47F 2.65 Q o 2 5.1 Q cm )o] AAAOoR WMHEA g Ao Hol &

O
(]
w
=
il
E
2
o
o
=)
rO
o
o,
=
[>
[
)
)
j\

T3 A7) ArE 2 wE Fxd7](electrokinetics) S YElE RS & AUt

Tk, ool AAjd 20 whel AlZE 3D-on-1D selHIE Yk FREZ YT HXRE ook A A
A Al CoNiP-CoPy9] ©]% F4 <l3}Eo] Z:“éﬁ}ﬂl IR EO v HAY Fgo] HASHA] ¢ ALE Ko},
e A A9 CoNiP-CoP,o] ol F4 AsfEo] g H2e yehgo] 724 ko] Hold 2S & F 3l
o}

KR
e =3 AdFy 2 AR S8 HEEdA 2F 3 17]518H4 *é%% LHeb

E 7S B odhgol AAld 4o whEl AFE FHAIAAIE Y e H g = XANES(Operando X-ray absorption near-
edge structure) 4o e MBFEE EA S Aoli, & 8 2 wiido] Ao 40 wje} A2 77973 A
o] 4 ¢ AX=S-(optimum voltage window)E F7437] Hdl ald Y A=$(corresponding voltage
window)ell Al A ¥ CNP-CP-150 % AC A =-9] CV H4& EAIg Tefxoln], & 9= 0-1.5Ve] A% A%=$- vl
Aol CV S AR TEfzolal, & 10 0-1.5Ve] Aok AR ulol A 6D FHE EAG ezeln, &
11& Ni K-edge ¥ Co K-edgeoll 41 9] XANES A~ E & (spectra)S LA ZeEo|t},

%7 R LS AN DI Sy B 2 wdsl AN 29 e AEE Do ld sfelnes e
2o WA P2 wsel g ERAL A7) A6 HC L XA F5 DR FROMES) 7171% AHEed in

51tu/0perand0 =4S A7

o=

shict.
2 wvge) Ao 4ol mel AxE FIANAE S OP-CP-150 % FAEAE FF} SFOT gl stoln
= AAHOE AL,

% 78 FZE3H4, in situ/operando XANES #4181 wbrd o] AA]o] 4o whel A|ZEH FIHAIAIEH L 2w
AN 20w} AZF 3D-on-1D FolB T Y FRE AF Zo|A Ni 2 (o K-oX| ~HNEHS zystor
A #8E3, in situ/operando XANES ~HEFHL I7t®l A H9H(Z, 1.5, 1.0, 0.5 2L 0 V) 5mV s 9o v
sweep rateA] CV A€},

E 8 X = 11& #F3HH, in situ/operando XANES 5742 HAIZF A7]|8}st 574 5 & 2ol Axjd 29
wg} A|Z¥ 3D-on-1D 3}o ]Hrﬂ‘: U 7229 Co 3 Ni 94 Axrke] 794 Wsts ASerlal, & g

AAlel dell wt Alzg FHAAAES WA AlE 5, 2 g o] Aafdl 20wl Alz¥ 3D-on-1D Sho]E
= yx F2E Y (Ni,Co)00H oz WHej7} ex situ XRD F X-d 3= 2335 (XPS) A o& &<l

Howbwo] AAd 4o uwhel Alz" FHAHAEL] V2 G T2
Aeto] Hate] #Fo] & 3 ar, sfolH= A BYUF 7o
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[0197]

[0198]

[0199]

[0200]

[0201]

[0202]

[0204]

[0205]

[0206]

[0207]

[0208]

ZIHSd 10-2023-0143370

2 o] AAle 4o whEl AzE FHANAE L ol HAF
agzelal, & 132 H|/WA A @ dE IE Fes EAg 1ol
g agizeln, & 16 Ul H2E ARE EAS gz, & 16
2E ME(Fitted Nyquist plot)S EAIZE @2 elx, & 172 tgs ~9 &
zolm, = 188 Thd 29 LelAel 6D F4S EAS agzo|a,
device; AAld] 5)¢] WA/5A &F @S =AF agzeoln, = 202 ZH JH
set-up) QSSD(quasi-solid-state device)E EA]dF o]m|x]o]t},

o2

= QSSD(qua31 solid-state
2 Yz € (Bracelet-like

FAA G AR (quasi-solid-state device, QSSD)+= & o] AAlo] 2¢] whg}l A|xE 3D-on-1D dFo]|HZ|=
Lk FRES AFoR XA, B F dx) dsde 2 ()dEzE)(PVA) Z Ko A dsiEdz oA

531, QSSDE 23.7pAh cm 9] WA fekS LpEbATH

S A3 ts, A7 "Ho|XZE Flo} IR Y A
FHl= Aoz w4 By tho] L = (LED) <

i mlo

T 12 YA = 208 FEEH, 0-1.5V9] Ho s ddolA] B dge] Aajd 4o upE} Az F7HAMNNAIE =
2mA cmizoﬂf\i Ho) W2 &% (maximum areal capacity)©] 43 npAh em (17.23 mAh gil)% UE L, 78.3%] -

ek 2% A% 3 20mA om o =S AR WEME A3 30.1 pAh cm (12 mAh g )E GAFE AL
% % gk
wek, Eodlo] Ao 4o wel Az" FHANIAAEE 5038 ¥ 7] 5o AL FUd S A e

E3, 2 owygel AAld) 4] weh AzE uASAEE 22 31 plihcom 9 10.9n - em ©] Ho olux W

7}
Lo} A 2 s veRfa, 30,0008 F0A AlelE FJE A 95.8%9 AR 43 WS UEE
AeE & 5 9l

T 21 YA & 29%= ZujE o]&3% OFR(oxygen evolution reaction) &4 HAE ZATE EA519T.

E21e 2V s o W A9 SRoAe] wlamd 1, vl 2 P X wwe] Aale] 1 ulA 39 wel Az
3D-on-1D dtolB Y= Y FZRES ¥ 3d= Ewjo LSV(linear sweep voltammograms) T 23A-S A3 1
dzoli, % 22 8.5 10mA cm EE 10md om o AR WEES FEelt d BRI Zujo] OP(onset
overpotential) #< =A|3TH :LEHEO]B%, = 232 El# 7]&7]|(Tafel slope)E EA|3F Z1@ZTolal, &= 24+
g ol AAle] 20 wheb AlZx¥ 3D-on-1D SfolHEE Uk FRES XSt Fujet FaEdEe] o e 7
2718 vmete] EAS T Toln], & 255 2447 ESF 10mA cm oA 2 wwe] AAd] 20] wle} zH 3D-
on-1D SfelHFE Y FFRES IFst= Zuld] dis]l FFE A AYAA HAE ARE =A%
aejzoltt,

Hlale] 1, Hlale] 2 9 2 o] AAle 1 WA 3o wet Alzd 3D-on-1D 3folHI = Y FERES EFE
Zujo] A7|Ev) B o AYX HRoA Vs oA AF 292 AGAFE(LN)EZ ZAske otz v
Aol A b4 9 WES-(0ER) Ol el H2E &9t

T 21 WA = 298 Fxad, B oddgo] AAld 20 wpel A FH 3D-on-1D FolBHE Y FRES I
Zult 10mA om o AR WEE TFEE] 98] 230mve] e A A OP) gl T He ORR 2L U
U= 23S & At

ool AAle 20] uwlel A|ZE 3D-on-1D stolEFE Uk FRES IdtetE ZulE ofE Zwjrr) 38mV
dec o) o e el (Tafel) 712719 <PgAQl Su) 24 (24417H)S LheRlTt,



[0210]

[0211]

[0212]

[0214]

[0216]

ZIHSd 10-2023-0143370

= 26 OFR ¢HAA HI2E 3 E wtgo] AA|d 20 wel A% 3D-on-1D dlo)BY= Ux FRES EI
= 209 Y912 TEM 23 2 SAED 8-S =A% olu|Rlolal, & 278 Yx=F TEM A3 2 SAED

S KR
EAF oA oln], E 28 DS AHERL wAG L Lolr, & 20% HNAS) 94w oluAE mAF A

P

T3, OFR ¢HAA HAE & H ubmo] 2o 20 wg} A ZE 3D-on-1D dolBE = Y FEREQ ex situ
XPS 2 TEM #412 &% QIsZdA 5% SAFAHEE((Ni,Co)O0H) 29| 2 ®¥sE
3}

E 7 E S T AT
wala, B amgol Axde] wE 3D-on-1D dolBI = Uk JTERE Az WHe 1 T Fdegue o435}
o dux] AG Alzgl B A7) S 5SS AYS A ARE AT 5 e TAC FgE d7)skE

) 9 7]
A 452 M, s $8 BoklA A8 4 s AL & F ek,

ol ol B e HE dAE HAAdel T o3 MuEont, B IS AV AAlde dHEHE
AL olyn, HE dtio] &35k Rofo A FAe X A& 717l Aebd o] e JAREE vt £ 2 wigo]
7Festeh. agee, B odye) Hos Ay AAldel F3tEo] A E ol W, F&3te 55T
S8 ol o] B HFHL} H53 AE o) s Aok g},

759 49

110: &4 A 121: Y=gt

1220 v & 123: U=9dak

=g

9]
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k1
g
[\

Hybrid cell
CNP-CP
coated CF

@ @  CNP-CPcoated CF fib

121
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| BareCF |  CNP-CP-130

CNP-CP-150 | CNP-CP-170

Il
{

Element Atomic%

P 36.10
Co 35.10
Ni 2580

100.00

_21_
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% Carbon fabric
¢ CoNiP (#71-2336)

— = = o
5 * CoP, (#77-0263)
@
S
I
{ = -
Q N ) ™
- i 20 =
E .:“ :,‘; -l
xR  *

20 30 40 50 60 70 80 90
20 (degree)

EH5f
Ni2p Ni2ps Co2p Co 2p P2p P-0
A .ﬁ‘ /\\1
3 [ oy I\ - F \
2 i 3 f ) 5 / \
2’ | () Sat } 1 " \
sa. [} > = | )
2z 4, 2 ' >
nc\ Ni 2’pw /\ 1 & /
2 Sat. ’v'\\ s Co2pyp g
c e 5]
= AN = sat. E
b < \ )
880 870 860 800 790 780 134

Binding Energy (eV)

Binding Energy (eV)
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=63
——Bare CF
'9; 151 —cnpcp.130
o 104 —CNP-CP.150
< —CNP-CP170
E 5{ —cp-150
=t —NP-150
a -
.g 0
© -5
o
z -10+
g 454 Scanrate: Smwv's”
Q

0.2 0.0 0.2 0.4

Potential (V, vs. Ag/AgCl)

E6h
= 0.4 Current
% density: 2 mA cm”’
a4
} 0.2+
4 ——Bare CF
2" —CNP-CP-130
s 00 ——CNP-CP-150
2 —CNP-CPA70
§ 1 —CP-150
) — NP-150
o 0.2 - e - - .
0 100 200 300 400 500 600
Time (s)
Ed6c
" 80-
5
= 90
3 0
2 20+ I
-4 |
éo‘-r P
© 02
g 0.0-
< (1) (W) (i) (iv) (v) (vi)

Sample Name
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0.2 0.0 02 0.4
Potential (V, vs. Ag/AgCl)

EH6e
1.3
1.4+
< “1.54
= 1.6
§ -1 7‘ vAnodIC
! -~ Cathodic
.84 - Linear fit
= - Linear fit

I 4vV— T
23 <22 21 20 1.9 18 1.7

Log (v).Vs”
EH6f
0.3‘ /
g‘_ 0.2-
"o 0.1 —o~Anodic
> -~ Cathodic
< 0.0+ — Linear fit
S —Linear fit
s 3 -0.%
= ¥
ey "‘v-—..\'
0.3

008 010 0412 0.14
" ((vs")?
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k1
N2
R

T Oiffusion (%) [ Capacitive (%)]

8
:

Current Contribution (%)

5 10 15 20
Scan Rate (mV s™)

— ™ - . o v

Time (s)
ZEWH6i
-.-*soL =) _
,,E, o 12032
- r‘\' - 80 ‘g
£ 40 e o
Q

g e
52 @3
®
£o 0
<70 4 8§ 12 16 2

Current Density (mA em")
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EU6j
g 100
S 50
§ At 10 mA cm™
g 0
@ 100
2
E_ 50 At7 mA cm™
G o L - L - L - L) - L) - L - LJ - Ll
0 1000 2000 3000 4000 S000 6000 7000
Cycle Number
EH6k
1w = = Before cyching
—F
804 - ARer cycling
— —F it
E 60-
o
v‘°4
:’ Equivalent circuit
20‘ = crtr wo1
L]
0- v
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k1

w
o

Current Density (mA cm™)
S 3 o 3 8

"
w
o

g

F1
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.

—

Current Density (mA cm™)
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CNP-CP-150

Activated carbon

.08 -04 00 04
Potential (V, vs. Ag/Agcl)

{—10mvs™

{

1—100mvs’

e

:

<

(3,

00 03 06 09 12 15
Applied Voltage (V)
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Normalized Intensity (a.u.)

o

©o

o
[=2]

50

1

00 150 200

Time (s)
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oo
Ni black
SN

P
el G‘gm
Lok

8340 8346
Energy (eV)

8334

R
e ﬁs\p

83'1 D. 83:40 83'?0
Energy (eV)

7717.8
Energy (eV)

7716.0 7719.6,

_28_

2
3
)
"
=i g
0,
E
e ----RO.5V
g ROV
w|
E r,CJ:EIO ‘:i :
.2, A | Co04 !
; Co black
7600 7720 7750
Energy (eV)

7780



—

—~—

-—

S
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7))

T
-
[ =]
o

B & 8 8
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3

-~ Specific capacity mAh g”)

4 8 12 16

o

20
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EHI
c
9
-
|
g%
E 4 | electrolyte
v egative
a 201 alectrode
™ 4
& 0 L

0 5000 10000 15000 20000 25000 30000

Cycle Number

EHI16

804

=_=Before cycling

E 604 == After cycling
S ol |
|

20{ '

o‘u‘ \J \J A \J

0 20 40 60 80 100
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EH17
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