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Abstract

Water electrolysis produces hydrogen, a clean and renewable energy source.
During the water-splitting reaction, the Hydrogen Evolution Reaction (HER) generates
hydrogen, while oxygen is generated via Oxygen Evolution Reaction (OER). As the
OER involves the transfer of four electrons, sluggish reaction rate is expected. So,
enhancing water-splitting efficiency by designing cost-effective OER catalysts it’s
crucial to reduce the anode’s overpotential.

In this research, we created a bilayer hydroxide film catalyst using Acidic Redox-
Assisted Deposition (ARD) concept combine with printing concept. The idea of
depositing 2 different layer compositions of catalyst: cobalt manganese oxyhydroxide
(CMOH) film (previous work from our lab) and iron manganese hydroxide (FMOH)
film; is a new concept of combining multi-metal oxide catalyst without mixing it in the
same catalyst layer. In the synthesized method of bilayer, we applied inkjet-printing and
drop-casting methods to synthesize two types of bilayer .

From the characterization results, Scanning Electron Microscope (SEM) proof the
deposition of each film and there is layering of 2 different film. Based on IR, and X-ray
Photoelectron Spectroscopy (XPS) confirmed that our synthesized catalyst is a separate
bilayer bimetallic catalyst, not a mixed single-layer one as the top layer metal
composition is the one detected. As the bilayer CMOH/FMOH is successfully synthesis,
the electrochemistry tests such as Linear Sweep Voltammetry (LSV) show a better OER
performance of the bilayer catalyst. In the Electrochemical Impedance Spectroscopy
(EIS) and Electrochemical Active Surface Area (ECSA) shows that CMOH/FMOH has
the lowest impedance and higher active site. The bilayer, particularly CMOH/FMOH,
shows better catalytic activity, increased active sites, and enhanced water-splitting

efficiency. This finding holds potential for future catalyst development.

viii
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WL R T ORI RIS S o A AE L e M R I B DR R E
ERAFE TS S feg T o R R R A EPRRFET RT3 075
A HRE & A W B H R kS AR § R F AR A
$oAg LA R R M.

FHREILEIAF- BRI DT CRR 2 R P RRE TR E
(Acidic Redox-Assisted Deposition, ARD) 11 #] % 45 4% & % % i 4| (Cobalt
Manganese Oxide Hydroxide, CMOH) %> # 4 & 4| £ | * 45 B (MnOs) F
kg (Tefengild) ) ) S i A E 4 o G R B ¥ RS s st
4 & CMOH Fwiiv &) 235, geb > v g% 2 e g+ chfddffor FaF i

PERY 7o R L R B B o AP b en 2 o ARD B hE B R

TRISA&E A" AR TRAETF R F Flen@E o iv RE 52 F &%
ER > ARG AFIGES L 3RO RAF R T Ak R E LT

firviE e AEH T o b AR e R il e R o

Ay YL I By R R YRS T A 2 (Acidic Redox-Assisted
Deposition, ARD) » & & = H k& 2 gk @ouciic &> £ 1% & 1-1 7 3 & 973 71
SRE B ERRE > LR GE FER 2 end PR E R R A Al Fen 1-2-

34 1-2-4 G B &AW 4 L BEMFPRILE B o



1-2-3 *§ &£ €)% (Inkjet-printing method)

" &5 % 4% (Inkjet printer) ¥ e & = N B Erf s £ oim ] RO A
PR BRI Bldhe R S R Food kARl AR o B
fg,\ﬁvﬁ;’ﬁfii&%ﬁ% LA SR F s E B s o REF PR
g3 et o A3 g EL S BERE g R® gl BB A s B
O ES (T L AR kS I SN L N ARE R N 4
Had S AT AT G v B A SRR e v B R T A S HE
(Thermal bubble) ** f=/& 7 ;% (Piezoelectric) ¥ @ f > ;% o i57# % » 4 § 3F % 47
Mg flrg iy gancsnm P 5 4% £ %% (Metal-Organic
Framework, MOF) 2% g\ 8 % BB i L1t 435 4%, E

BN EE AP e BDS NEERAELL Fe B EF eDRA R
SREFFEE AT RE A ie o FE RS FFE Ld e )X HELD
W%k Be S f B BB ast 5 h BB kA AT dok R
TEE KRBT ERFETCEER TR EFLCERLERPT LT
n BN KBk I AR T AF R E b AreniBaer o i

g

a4

\:n

Fend fpiE s B0 BRSO F o FIF R R ¥ (o

AN N

AR \ particle

1 ) i -
= "

Heater Bubble formation

]—ﬂll§%§‘\‘§$"ﬁf’mvﬁs;\ £ 047



Y- BRTNFECAP ITREALACNF LA PR IR R
@ E 1 * BT E (Piezoelectric ceramics) T R {E* T ¢ 2 4 VR P RHIL > B
RLNTRIET T BRTMI L2 W ARG E ko kf o ARR AL
H26 P53 RE P AR ardhar 2 RINEEFLHhE
KRR GE R DEAL Ao h B KR R EA T gL FRE
BERTNLFREDEFNR T N HERDY DLk FHIFLPR

i@ ik B &R o

=eelslll Meniscus control
’ Push ’ Pull
Accurate g
No oscillation

b o

B 1-2 B 50 of & 7 B e a8 fE 5 5 47

MR A B S B AT ERTI RIS ETAPBRG £
4 d EPSON 1 &2 /R 7 35vf £ B0 2 4% > 41505 EPSON L120 > 2 f»+ 1 7
Beti 7o Mgt S AL A AR o & 8] CMOH ¥ & # Wi &l chd %
FRMORFEPE R hipRU N R REE ML I R AP
WoH R AR A 2 BR i AH e e CMOH E Wi & eh7 355 §)
%o his T ¢ 4 x B - i3 (Polyethylene glycol, PEG) &k #% 2 23L& » :x % %

ToomowhRiped % el R BB EDAIBE R o



1-2-4 % ¥ % % ;% (Drop-casting method)
i¥ 7% % ;2 (Drop-castingmethod) & - f&f§ ¥ ~ % % ~ P > @i Fwen
Fod FEAR S S REAR JEd P ARESE A LRN ERMOEFE S
TTHBAF LA oo 3 2R AL EY ACEBATIRAG > < £
ASE VB S, s Tk B TR R 92
BARTY O F L PR EY RO A B E AP o R
g R T R R P R R AR AT AP
ER TR Dk F o WITH K 2 R E TR R R IR B TR B

it

125 WA § 14 Fen

,\

MR A G A S RA R AR A LEF P 2 RB R
A AR SEB R 8 {2 {
k= A g & 6065 fé;u;%}%iél_f"’??lj’iﬁ?%}ifﬁ@%}%%ﬁﬂﬁﬂi’ﬂ » 41
* 4L (silver) ~ 4F (cerium) » fa £
CRLE RIS SRR eI - SR N i cAE

RieFREA Y e 2 NI RE B2 Bl ie & SR B
AoEFFRE T MWL ERL T AR Y A F R B g

44§ B A (CMOH) >’ > 4c F4B4E T § 1 4~ it & (FMOH) > 587 F

EEAGN R EF PR R F IR ok S B R PR RR T A A
e BE AR S 0 LTI R e B KR R - EATELT o



$-% B ELIBET

2-1 ¥&

1. Acetone > 3 fit » C3HecO > Duksan Pure Chemicals » CAS: 67-64-1

2. Isopropyl alcohol » £ 3 A% » CsHsO » Duksan Pure Chemicals > CAS: 67-63-0

3. Ethanol > ¢ fiz » CoHsOH » § P jFp# » CAS: 64-17-5

4. Nitric acid » A'fi¢ » HNOs » Honeywell » CAS: 7697-37-2

5. Hydrochloric acid » # & > HCl » Honeywell » CAS: 7647-01-0

6. Aceticacid > figfit > CH3COOH > ECHO - CAS: 64-19-7

7. Sulfuric acid » £:fi& > H2SO4 > Honeywell » CAS: 7664-93-9

8. Hydrogen peroxide > #& % i* & > H,O, » SHOWA > CAS: 7722-84-7

9. Cobalt sulfate heptahydrate > #rfiz 45— K & 4= > CoSO4-7H,0 > SHOWA > CAS:
10026-24-1

10. Cobalt acetate tetrahydrate - ]ﬁf} fadsm -k & 4 > Co(OAc),-4H,0 > Alfa Aesar »
CAS: 71-48-7

11. TIron (II) sulfate heptahydrate » #ifi& & 4 = -k & 4+ > FeSO4: 7TH20 » Thermo
scientific »* CAS: 7782-63-0

12. Potassium permanganate > E4E 447 » KMnO4 > SHOWA > CAS: 7722-64-7

13. Nickel nitrate hexahydrate > #' £ 45 = -k & 4= » Ni(NO3)3 - 7H20 > Thermo scientific »
CAS: 13478-00-7

14. Potassium hydroxide (85%) > & ¥ i* 49 » KOH > #5 ¢ it 1 {7 » CAS: 1310-58-3

15. Polyethylene glycol 200 F z = % 200 > ConHan+20n+1 » Thermo scientific » CAS:
25322-68-3

16. Fluorine doped tin oxide conductivity glass » 2.2 mm > FTO # 7 #.73 - Hartford
Glass

17. Nickel foam - 4% 72 /% > Innovation materials

8



18. Siwafer > # & 5 > Summit-Tech Co

19. Photo-resist » & fe&| » AZ P4210 » Merck



22 RE

1.

D8 DISCOVER # % X k= 2383 (2D X-ray Diffractometer)

% BRM 5 Bruker > 4]%. % DSDISCOVER » # 1 F= 25 X £ 4 & ¢
&R @ Cude g 17 Xray k> i FEEL 0.05 R - 20k o H 5 5
BT 80 R o

Pl % o B ARP (e & o I T EH ot MATRE A B A > e

-E‘ /EIJ o

RFRANDFRHE: EH R R L # (Fourier-transform infrared
spectroscopy attenuated total reflection, FTIR-ATR)

& %R M 5 Perkin Elmer - & % 3] 5L 5 Spectrum Two - Bl 3# # 45 4= F o
400 cm' 2 4000 cm' > Z B & 5 ek R BT > KR SR R & B
(ZnSe) 7k » fx AR T 5 S AP TR S - 384 AR S f
Tl Sk R SR ST i R B S AL P BT o

BB RE k2 A ENBFEE T s FTO 4 o EiE

)6 5 0.5cmx0.5cm > § LI AIZSE SRR &ML S o

% k3 % (Raman Spectrometer)

% ®A15. 5 WITec (Alpha300R) - &% ¥ $-#c T 546 )L £ % LA 532 nm >
GLER B S5 20x 0 RPIBETHEERF I 20 /)1, Rk R o

R HE R AR RFEES AfEN2emx 1 om £ 44

b ERRC A G S 05ecmx05cm s T ER o

10



4.

BRRITREBER 5F B # £ 47 &  (Inductively Coupled Plasma-Mass
Spectrometer, ICP-MS)

% Ef% 5 THERMO > % E4)% 5 ELEMENTXR > i 3 ®= & 5 + &
FRY LR

Bl RN FRE G nE k2 Bk R R > % 10mL R &R
(RA4 0 5 Ho0 : HNOs: Ho0o=3 : 2 ¢ 1) % S 0Ciic Al 272 f# 7 > £ 4

10mL g § ¥ mat > Tr Sy

#4 T F %4 (Scanning Electron Microscope, SEM)
®RERMW 5 FEl> & B350 5 Inspection F50 » 4% 5-10kV 2. F eh g +
FhEd B RFAKEELIG FEET T3 > 3B o
G R R F % a2 K B FTO oo R A G fE 5

0.5cmx05cm: £ FE R o

X stk § 3 it # 5 (X-ray Photoelectron Spectroscopy, XPS)

& ® R 5 ULVAC-PHI > ik % 3]5. % PHI VersaProbe4 » i¥ 1 R = = #
~HFRY LR

X-ray ik 5 4740 58 AlKaH £ X k> 1% X st RS AL £ 5 0
FRAIDPETIZFITF o FFIRNTIFLI AT I H BN L 2 HT

BRAORNERELEZRTFARIPA RGN A B E kT S ’—EL#); % e

BB g RE TR R F S WE R A 2emx [ em AL

oo EARRE RS HFE 05emx05cm o T HE o

11



H#FFENT S HEKkE (Field Emission Gun Transmission Electron
Microscope, FEG-TEM)

% ERM 5 FEL» % B7]% 5 Tecnai F20 G2 MATS-TWIN » ¥ 1 & * ¥
DA B R LR

ARSI FAEORF ALK RS > FEER ] 100nm zE

F.

PRI BERIAREE S P AL R P A R AU A RO S E R
TR PR 7

el A KB AR R R G2 EE AdgEd lomx 1em
g AP EWRCH SO HF L lemx lomo B FERAREHS &
(Focused Ion Beam, FIB) » ¢ £ &tk ek g 4 - R abk & (&R > p ot
bt Bl EARRE G FI WA dok R P G BT ATE G RARY - KO &K
Feo BT 4 THETE > R aT ks g kg et > WH + TEM

e REFER

% * & 445 (Electrochemical analysis)

& B R M 5 CHlInstruments > & B3] 5L 5 chi704e > & * = 7 & 4 bLik {7
HE 2 gk iMoo OBR 7 8 A48 > 1 1F3 & (Working
electrode) 3 H K& Z Bk it &1 * JF 554 52 FTO ¢ ch@ 4Rl i » 4 0t
7 #& (Counterelectrode) % v & % (Ptplate): %% & 4& (Reference electrode)

wA&/3 AT 4 (HgHEO) > 7 f#i% 5 1M Fe-free KOH "ki3 7% 5 MMt dF

A__
A¥

k% ;2 (Linear Sweep Voltammetry, LSV) & Rl#Ff T =#F 5 0V-12V
Frdod B 5 50mV/s» 5% LSV chlicdh %% 0 ¢ SR 27 B S aiin
{77 IR correction ; & i* & &g ##3¥ (Electrochemical Active Surface
Area, ECSA) & pligd #A% R 2 (Cyclic Voltammetry, CV) 35 FLix
BLo EB-SBHFmERE 0 A %5 20406080~ 100mV/s 5 7 FEFEFLPE

(Electrochemical Impedance Spectroscopy, EIS) I #* & % B4 5 Metrohm-
12



Autolab » & B 4] 5L 5 PGSTAT302N (FRA impedance galvanostatic mode) » H
BRI 4BMF 5 001-10°Hz» T i 0.01A; ¢ i e Selicdh o 1548 o #7145
= 4% ;% (Nernst equation) #-7 i # 5 ¥ if 2 7 #& (Reversible Hydrogen
Electrode, RHE) » ##4% = 38 407 :

Erne = Engmgo + 0.098 + 0.059 X pH

-y 0 e

CHI instrument

- |~ U ﬁ D — Counter electrode
s\
A\

Reference electrode

Electrolyte Working electrode

Bl 2-1 3% E 45472 T4 5% & CHIT04e £ RIFFNZE X KL B

13



AEM kA 2~ # (AEM Device)

i * drRA R R ALE AEMo A% 520% % Bi(Wet-dry system) » OER
" fFR I E > HER SR w4F g0 vk fs > i1 5 % fFR 5 38 5 OER =
% = Il iF M ae k48 (Nickel foam  NF) 1T 5 § #3% 47 & (Gas diffusion
layer > GDL) » #- OER =408 k& 2 A& &5 it %% & & membrane + - i
* eimembrane 3| % %_Fumasep FAA-3-PK-75 Anion Exchange Membrane °

B R R A e (T AT AT ) AR e F A BB 50 L e 5
7% (FefrMn) jf i % % % membrane + @ i* ¥ & &% et i % FMOHloading
B 5 - A R g 2w B 50l 0% 5% (Co fr M) Jf 54 &
membrane + % it ¥ & & nCiis # CMOH > loading £ 5 - = -

B R E it R R T AR AT ) R % F 4 BB 50 uL (Fe §r Mn) >
% F% - % > loading £ 5 - & » %P 50 uL (Co fv Mn) > § iT% = & >
loading £ 5 - = > % = FMOH/CMOH % #% - 4p ¥ e CMOH/FMOH ‘& &
» H - ke JHER 23 P @ * Pt/C on carbon paper’ 7. f#;% & * 1 MKOH>
I3 50°C 0 @ & ] 5L 5 Fumasep FAA-3-PK-75 Anion Exchange

Membrane > * K& {7 £ Pk A~ 25 E 5 = 5 Device °

B 22 * = 5 Device (T Bk A f2F p e B 2 2% F
14



2-3 &R
2-3-1FTO ¥ 7 333 m,{—,%

£t~ L 3cmxlem A FTO (9038 » L% 3 33 KBk - = > Q8
RII0 48 BFFYAMBE- K ZENAm RELRFT 0,418 * 2
FRRBE- > e Rl QB RRT 10,48 £ &% AR RV :
k=1:5) Bik- = mea kR FE 10 A4 By 233 R
- XORBABRT 104" § F B Rick e EFTO (2 #3333 B
BAF BB T AEREF 25 A48T 500°C 0 ¥ 02 500°C 45 1l pE R RET
LR BREY S § (Oxygenplasma) A A G LAK 3 TR R E

Tk SBcE 254 #F 25W o T FTO thifik o 28

232 ® A ik

Bep Ay 2 R 5 2emxlem 0% o) kA BT R S EH PR
PAmBARTART IO G RS FT AEBREPBO20mL 537 > F &P
R UE O RICH RAETE R o0

2-3-3 & AV i

¥k AR 2 45 2emxlom 4] kAL B RS FHE P AR
PRMARRART 10 4 R s AR ABO20mL 557" » F &5
RS L F R EAFE TR o

2-3-4 ¢ 744 4% (Nickle foam) i
Bg Ry 24 5 lemxlem e o) kB 3 33 K EH R
PR 23T RARTRRT 20 A48 2 80°C -l X 0 T age

kg o

15



2-3-5 4f4% F i R(FMOH)Z & =

2-3-5-1 *f R Rz &
#25~ 9 mmol HFifs I 4 (FeSO4-7TH20) £ 100 mL 03 33 -k 2 » Hdr -

122 3 mmol eif4EfE4? (KMnOs) 22 50 mL eh3 33 -k r Medr o & p #1425
A ds o> AW B 1 mL Fe~ Mn 0% Sgd 3 ke~ 3 8 2 engt e > L 4 » PEG
| Fechm SRz ¥ > PEG cBifi @ ~ kR 5 10% (v/v) » Rt F i s spcnC - M
Lo R I PPTRRWE R heni Ba f ] > BEdg 4 2 0448
AR L R f T A 0 20 80°C S fAARE i 15 A4S 0 13 g
KkiFiE S AR o2 w SRR 0 b - AR 1 e loading £ 0 £4F 10 =
dafevg g £ A3 @] - K g g iE Wi 9 FMOH it A > # loading £ 3

10 & o it AW & o™ B 2-3 -

Co/Mn precursor
—

Rinse 1 time

DI water
—

Clean 3 times

Printer inkjet Printer inkjet
Mn Fe
— j Print catalyst : Heating 15 min Washed by D.I water
80 °C u
Printer inkjet Ll—, FMOH/FTO

10 layers

B 2-3 o R ez @& FMOH fi # 42 o (AFET&F &)

16



2-3-52 FERGEL LA

F=2~ 6 mmol PFfL 48 (FeSO4-7H20) £ 100 mL 3 3+ -RK 2z » 47 >
2 2 mmol riBAEFE 4" (KMnOs) 20 50 mL 3 35 k32 r dr > & f #8325
AgE o EFY PIRAAREF LN 05 cmx 0.5 cm 0F o ff > AE R A Y
ZB-S5uL hFe~-Mn % 5% o iF A FF N FETEEF BRER 15 A4
E B R FERF L W SRR 0 5 - 4R A loading £ 0 £4F 5 &
GifEuEE G A 4% @3- & FMOH @i 4 » H loading £ 5 5 =% (Fe:

0.33 mg/cm? ; Mn: 0.13 mg/cm?) o g1t | 4 & 4o B 2-4 o

1. Wait for 15 min
2. Rinsed with D.I water

3. Repeat for S times

FMOH

B 2-4 jF ik 26 E FMOH it #iEfe o (L3 B TF L)

17



2-3-6 454% WL R (CMOH)Z & &
2-3-6-1 *f B Er Rz 2 &

F=P~ 12 mmol =i ft 45 (CoSO4- 7TH20) @ 12 %2 4.05 mmol i 4% ik 49
(KMnOy) > & %]3x » %ﬁ"ﬁ 75mL 4 33 ke r P > 2 pIFIES 245 0 & BB
1 mL Co ~ Mn e Bgd» 3 % » 3 £ 2 gt v > & 4 » PEG 3| Co e Bi%

® 5 PEG AT A ER S 10% (Vv) 0 A FHE A A C MY o AR

g

FA* PPT B &g eniicHla ff <] > BEdp 4 3 A Bl
i A g T AR o 3 80°C Pl HALE i 15 A AR 0 3 BT ok ki S
R F a2 SRR IR 0 B - S ARAR LI A e loading £ 0 €47 10 b i dvf %
&S B - K rog ki WE 9 CMOH it #] > # loading # 5 10 =t o i

v B GLE 4o § 2-5

DI water Co/Mn precursor
—_— —_—
Clean 3 times Rinse 1 time
Printer inkjet Printer inkjet
Mn Co
i é Print catalyst : Heating 15 min Washed by D.I water
® DD O | —mmmp > -
80 °C
Printer inkjet ‘—rl CMOH/FTO
10 layers

B 2-5 *f & B )iz Gl CMOH Lt HEAZ - (RERTEEEF)

18



2362 FEEGELER

F=¥~ 6 mmol iy ik & (Co(OAc): - 4H20) » ™ 2 2 mmol i & iz 49
(KMnOg) » 4 %)% ~ %% 75mL 3 83 -Rerir @ > & A4 5 2480 ¥ Pl
A AEREF D 0.5 ecm x 0.5 cm f0F g ff 0 AR E A BB 5 ul g1 Co -
Mn gt i b dmt PRI T R EF RPER IS A BRI 3 BT kFR AR

v

ez W By ARk 0 5 — K AHAR LT H loading € 0 EAF S P HEFE SR T A

# 3> @3- & CMOH gt #| > # loading £ % 5= (Co:0.40 mg/cm® ; Mn: 0.08

mg/cm?) o it F G & 4o B 2-6 -

1. Wait for 15 min
2. Rinsed with D.I water

3. Repeat for 5 times

CMOH

B 2-6 jF %% 2 % CMOH i F B4z o (LFETEREL )

19



2-3-7 FMOH/CMOH 4 &g iv R2. & =
F=2~ 6 mmol IFfL I 48 (FeSO4-7H20) £ 100 mL 93 3+ K2z » 47 >
% 2 mmol e 4ERL 47 (KMnO4) ¥ 50 mL 03 3+ -K 3 >~ 45 5 6 mmol
i i g5 (Co(OAc):-4H20) > 17 2 2mmol ik ficdr (KMnOyg) o & %3 x> X5 75
mL 2 33 ReEr Y 4B m SRy RIRE PSS A4 EF T PL A AT
2.4 0.5cmx05cm hF g fF 0 £ ,l‘zj%(ivkig? s bl B- S5yl e Fe~Mn i3 ik »

B N FRETEES BT 1S A4 0 N3P RFRAF BT 5

_g_

P 0 5 - XMAREN H loading  C EAF S P AUFEEG E S F
F1% - & FMOH it &l > dF g e ¢ 4 Ws B~ Spl éh Co~ Mn i3 i » i &
A N FETEEL BT 1S A4 0 N3 RI RFRAF B2 T SRFD
o 5 - W epkR T A loading & 0 £A4F S EFREGE XA FIF
= & CMOH it & > 3 FMOH/CMOH # & i g i & (Fe: 0.33 mg/cm? ; Co:

0.40 mg/cm? ; Mn: 0.21 mg/cm?) o it | % & 4T §] 2-7 o

? 1. Wait for 15 min ) 1. Wait for 15 min

2. Rinsed with D.I water 2. Rinsed with D.I water &

3. Repeat for 5 times

3. Repeat for S5 times
FMOH CMOH FMOH/CMOH

First layer Second layer

Bl 2-7 if %% %% % % FMOH/CMOH it #liG Az o (A3 E T (7 & %)

20



2-3-8 CMOH/FMOH §£ 4 &g iv &2 & =

F=¥~ 6 mmol iy ik & (Co(OAc): - 4H20) » ™ 2 2 mmol i & iz 49
(KMnOy) > » %3 » %53 75mL 2 &3 -k e'd4r ¢ S 6 mmol Fifk 37 48 (FeSO4-
7H20) £ 100 mL =13 33 K3~ "E4r > 2 2 2 mmol riE4Efcds (KMnOy4) £
50mL éh3 33 R B A BT SHFSF AR EPEES 2B BFY PLYA A
PEFE 4 0.5 cm x 0.5 cm 05 o ff 0 £ kB g A BB 5 ul 57Co ~ Mn
IR F AT N FTETEEF R IS A48 0 M3 B okk
AE B2 BRI B 0 5 - N4k W loading £ 0 £A4F S P aF TG
&h3R . B0 % - & CMOH it & » 2% kg = F 4 WP~ 5 ul 1 Fe
Mn % Spd 3% 0 F A R T R EF BT 15 At 3 BT R
FRF 2w BRI R 0 G- FAB4E R A loading € 0 £4F 5 = b iEF R
WEXHB FIF - K FMOH it & > 5 CMOH/FMOH B4 & s & (Fe:

0.33 mg/cm? ; Co: 0.40 mg/cm? ; Mn: 0.21 mg/cm?) o 81 3| 4l & 4o §] 2-8 -

? 1. Wait for 15 min ) 1. Wait for 15 min

2. Rinsed with D.I water 2. Rinsed with D.I water &

3. Repeat for 5 times 3. Repeat for 5 times

CMOH FMOH CMOH/FMOH

First layer Second layer

B 2-8 F %% (52 fl % CMOH/FMOH %1t & 42 o (A3 E TiEF &)
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Y2 A1 %%

3-1 e Brkliz2 Bk B R ET
3-1-1 H & Faciic # IR & 47
| % o % ik 4l i CMOH B & 58 wriiie Al enph iz - R HRf 4- B E

B JaF BETEF YR TS RN S R R L R
FBEFIDS ook BB SF 0 EENFERE A NRF ASIAR S M £
R A DERT RIRIF 0 5 BRI AR S R R
MG RARRE P ORI £ B AW Er o AL B BT A SR ¢ e 2 R
= B (Polyethylene glycol, PEG) » *8

&g ¢ 7 ¢ XTI R e R 2 p8 (PEG) (B FH 514 {1* FTIR
ki R £ R TR e - (PEG) Fa o

B 3-1 54 Re B3 Codi® 2 IR 3447 - L IRWH? - #ip 4

= i (PEG) #hCMOH i @2 B 2 = fEehf o & (7 chsE) g% 4p
Foo FOUELE TR S e 2 e CMOH L AR § P AenRe - BT A&
A P AR FIRL R E REFR 1S 24t ﬁ =S SV SR
S SRR - AR RH S Tt R e ¥ o A IR lkdpT 0 W oudE

B4 % e CMOH Wt A} 2 G Be S fhehm g - 4 § X TIH P -

22



FTO

CMOH (NO PEG)

Co+100 uL

Co+250 uL

Co+500 L

IR oo

Co+1 mL

Co+2 mL

1<

Transmittance (a.u.)

PEG

4000 3500

T T T T T
2500 2000 1500 1000 500

Wavenumber (cm™)

T
3000

Bl 3-1 43 F A f# 9 PEG | Co 7 7% ¥ 2 FTIR-ATR ** ] (Co+100 L PEG » 42 % ** 0.32%
PEG ; Co+250 uLPEG » #p % *+ 0.77% PEG ; Co+500 uL PEG » #g % ** 1.43% PEG ; Co+1 mL PEG »

40 # *+ 2.5% PEG ; Co+2 mL PEG > 4 ¥ ** 4% PEG)

23



3-1-2 B R g R B B A T

B &t » Be - (R(PEG)E_E ¥ CMOH & Wit &l eis 5 97ee % 7
$ A * R X% % (Linear Sweep Voltammetry, LSV) 4 17 -

TR 3-2 5 LSV ek % o 4e 1 PEG 2 4 (h CMOH i iv ) (b iz d 2R
FdAIE) for Eirizie 2 & 2 CMOH Ei@ v & > L s e L B > 3 M4
7 PEG 2 16 v $33R i aE PIRT A w0 ir 202 2 - eI E 0 3P 40 » PEG
L - Lk o ie PEG dhjfe £ $oder 5 10 Bk e 2 5 500 ub P i o
Bt EL R R AR > FEF BRI I I mL fr2 mL B g F R
F g e 53 & CMOH E it &7 o d i LSV #icdp P 4r » PEG 47

& %% CMOH it Mleniit it » g4 B4 - 2t Lo

e 1| 2Nk
1009_ = cMOH-ARD '

e N PEG B
o 80_—100uLinCOA
& =500 uL in Co®
< |1 mL in Co®
E  60{==—=2mLinCox
Pl
|2
S 40
<
L
c
2 201
-
(%)

0_
. T 7 T g T ! T T
1.2 1.4 1.6 1.8 2.0 2.2

Potential (V v.s RHE)

B 3-2 43 I 4AE O PEG 3] Co 7 Spi 2 T 1 H 420t i)
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3-1-3 *f B BRI T e W R 3FF
FBI3-2 55 d LSV Rl E H CMOH 3 5@ it &) g 140 % 4 » PEG )

Co # gt e 2 > Sy Sy IV B et imie 2 - 3 2 {4 0 3P PEG g
te A € B D] CMOH & i i Al s 4 o

R R A3 4 R AR AL 4T 4 3 R AR 9 PEG 3] CMOH ¥
AT B34 PEG PR £ 0 &0 0 ke CMOH Wi it & chR) % R 2.7 45
3EFFAPRL RIS PP AR R T A AP AL RE L R
SOBREAR O FILT F 9 A% A AT PPT P E A BE e feni
Flo ff ol o mEFNG AL AR TR0 FHRRGE > LB 3-5(b) Forg IR
AW E o PPT 2+ orig @l ken @i &2 g 54 » it Rl 7 4.2
Ben- Bd B A X FMAFAAT NI B3I BE > 7 A H > FTO 5 > d B
3-5 (c) BLET|F LA AITH 2 FTO ¢+ > ey £ 3353 chBl% > @ 2B 3-5
(d) 7 *: PEG & Co % Spi 4 » 7 DI % L flecheif > L LB LE M7 23 0
féf_fhafwmﬁ%]f@ » T W ERRF RATA A RGFIERE R W BRR P (9 Mn
€L PEG #4F it F ko iEm 22 RIFIPIUART ¥ BEOvfe o TRy g
303 PRk o F LG PR E e s m 3 i TSN PR A LT R R R
LI HiT- P EAPR KB A ST (B TR B R T A F

i% % 1% ;% (Drop-casting method) » 8 & & Wi i &) L & » e 3 o
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(b)

] 3-3 #-7 I 4 9 PEG 40 » 3] Co % Sk *  (a) 100 pL (b) 250 pL (c) 500 L (d) 1 mL (e) 2 mL

(Co+100 uL PEG > #p ¥ ** 0.32% PEG ; Co+250 uL PEG » 4p & ** 0.77% PEG ; Co+500 puL PEG »
40§ ** 1.43% PEG ; Co+1 mL PEG > #p % ** 2.5% PEG ; Co+2 mL PEG - #p % ** 4% PEG)
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(b)
(d)
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13-4 #7 F A4k 9 PEG i 4c 71 Co % 5k #  (a) 10 pL (b) 25 pL (c) 50 pL (d) 75 uL () 100 pL.

(Co+10 uLPEG  4p % ** 0.03% PEG ; Co+25 uLPEG > #p % ** 0.08% PEG : Co+50 uLPEG > 4p %
% 0.16% PEG ; Co+75 uL PEG » 48 ¥ ** 0.24% PEG ; Co+100 uL PEG + 4p ¥ ** 0.32% PEG)

28



Bl 3-5 PEG 7 41 3] Co  Skife 7t 15 1] ()% T % PPT 1T = % MW IF 5 45 £ 4650 % 4
(b) CMOH # # % FTO (%c PEG #) (c) #p ¥t <P % #f % 25 (4 PEG #) (d) CMOH *f % %

FTO (4r 10 uL PEG %)
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3-2 JFE® I ERCED R ET
3-2-1 B & 2 @R F i & XRD &2 A #

BE A 2 2§ & cngR4ag 1t &) (CMOH) > 11 2 4848 1 &) (FMOH)
Sl R R R BT A S i ok o I X ke R SES RE T HT -

‘& d XRD 4 45 #2+7 CMOH » 4r§] 3-6 (a) 4 A4 SiE4g'E+ » CMOH
w2 AR S 5 T00°C 4RME2 ) PEES 0 d AR AR L X B T 10 Co30s
T L4 P XRD #cdg B CosO4 (PDF-43-1003) 7730 55 » 27 L5 % 5% 5 36 L5 &
“r & 2 HCMOH  4p b en% 4% 5 @ & FMOH «h XRD &% # - 4o 3-6 (b) #
fro bk GABARYET > FMOH 25 3235 25 % AR cn 41 0 (538 700°C 48 2 /) pF
o d R AL ABH LS F0: 7 7 Ui 3] XRD #dp £ Fe03 (PDF-
87-1164) « OER chiflit & 42§ ¢ 7 SH g fcf &+ awc > 4 XRD
#cy3 > FMOH 2 CMOH 3 % %3258 4pchibfh » & OER F 5™ B

FeAp gt s b %5 4 12017 5 OER it A o
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Intensity (a.u.)

(2) (b)
——CMOH ——FMOH
uuvw~nu~nwnﬁhmunnu-wu-—anﬂﬂ*"wﬂﬂ PO o0 S " ]
—— CMOH-700 ——FMOH-700

= Co,0,(PDF 43-1003)

[hr 11

T ¥ T T T

2 theta (degree)

Intensity (a.u.)

20 30 40 50 60 70

= Fe,O, (PDF 87-1164)

T,

1 1l

20

30

40 50 60
2 Theta (degree)

70

B 3-6ARP ¥ 24 = 7 CMOH 1 2 FMOH > A4&'&2 5 d 700°C 4%'%& 2 -] pF2. XRD B (a)

CMOH 4= CMOH-700 (b) FMOH 4= FMOH-700
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322 B k2 @R Erciei R SEM 4 ¢ A6 A

B0 FERRE R RO R RN A AL 0 T - A
SEM kL 2 £ vhpfki

4ol 3-7 8 3-8 0 (a) fr (b) ¥ B BT H & 7FMOH 2 CMOH & Wi it
T ¥4 4 £ A FTO 47+ »d SEM ¥ P 0 R + = &L 3 BLf
et £ oo RO ER ERR A > S SEM iR BT mi2yeu A3 £ E g AR
Ap3 ey T AR ALY o R BRI B R R - ehd o &
2 FERLALTE pORER i A

(@) (b)

B 3-7 8 - &% FMOH & FTO ¢ SEM Fl (a) FMOH ; (b) % (a)¢rc + F]

(b)

B 3-8 ¥ — % CMOH % FTO } 7 SEM H (a) CMOH ; (b) 5 (a)&3c ~ ]
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3-2-3 HE 2 R Fiica =g A4

ST HE A E AP E 2 1% ICP-MS & FHET_ o %
he T 3-1 ehd o L H K i H ¢ OFMOH ¥ &1 Fe o Mn eh2 %1t 6] % 25 3:10
2R R Rt Glp ke - CMOH ¥ £ Co fo Mn #1774 0+ b+ 425 3:1 - &2
FRGFaL O blipl A BRI AY o LRI F AT AR TR

7 i dptesin s Fe fe Co th= 3 B 3% ® # 8 & 0 Bh Fe fr Co ~ % § 24

)

odm Mnehnk 7 £ %G A2 BE o

2 FMOH/CMOH ¢ Mn § £ 4 (18 3 L8t L3 H5 £ » CMOH/FMOH
Mn z £+ %5 293 umol > @ CMOH/FMOH # Fe 3 Co ¢z £ F & %k 1/
0.896 > Fe 7 £ % = 4.03 umol > Co 7 £ % = 333 umol ; £ i3k Mn 7 & K
NS A Y B 0 dpte i % FMOH ¢ Mn 3 £(1.31)=X 4+ CMOH 1 Mn

5 E(1.08)=Y 27239 5 N S k(X +Y)=2932 ¢ ¥ #ick s 1.22-F % FMOH

‘g;

Fe 2 £ 1.22 %= 3.6 umol > Co 17 &3k 2 1.22 %= 4.4 umol » ¥ /&

=3

23] g iR it 2 FMOH/CMOH (4.22 umol)32 CMOH/FMOH (4.03 pumol)s Fe

Ny

o

;B0 H B @i & FMOH (3.6 pmol)shFe 2 £ % » o ICP #dpiilp A &

MO A G T B I R A R R e B SFe § R ik A e

Sample FMOH CMOH FMOH/CMOH CMOH/FMOH
Fe (nmol) 2.95 - 4.22 4.50
Co (pmol) - 3.62 3.58 3.72
Mn (pmol) 1.31 1.08 2.93 3.27

%031 B2 A EEM AL AE 62
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3-2-4 H K 2 gk FoC# i H IR ~ Raman 4 45

» TBIfRE K 2 R LR i o #7002 17 FTIR-ATR ™ 2 Raman 4
7 o

& IR B¥ » §3-9(a)7 MBET] - B A 2 A 0 Atk #c: 3000 cm
gt S L OH & § 1Reni st @0 ajbd sl 600 cm! e S 0 L& -
M-O shfrds 558 700 & k% il 1100em™ e = > 5 £ B-4 § 19 M-OH =
BN T Ak g 1680 cm s 3 L OH 4 § Rendrd i 7o mp A
Prerf S R ESER RS EF e VAT ERT] > § CMOH/FMOH
SR B Al FMOH en¥ & i &l chfs e 4p 02 > @ & FMOH/CMOH i
J feLiv A2 CMOH H g L &l chdfd picd 4p 17 0 & IR chllcdip ™ > ¥ rL 3R 1B
LR L L p Rz ehd g EIVE > @ 3 B Fe & Co M4 » e A4 AR & -
Az B R LI |

% Raman B]® - B] 3-9 (b)¥ M E& 5| » 620 cm™ ¢+ > % Fe ¢h1 By state 72
500 cm! e 3 5 Fe e Ajgstate 7?5 & 590 cm™! e 3 4 Co #9 Ajg state 7 » 492
cm’! #h 3 5 Co B, state 7 » Fe 61 By state fr Co 91 Ay, state 4 Apdp & > @
Fe c11 Ajgstate fv Co -1 Egstate A dpfp & - ¥ 02 B R LI &) 4k 59 R TI(B
¢ 2 Fd Rix) 3 4 £ CMOH/FMOH ¢ FMOH/CMOH g R & ciglic &) »
A5 H L B cdp i 3 AE K cn FMOH & £ CMOH » 3.f" Fe fv Co % £ %
BT R E R R Y o & Raman Py T 0 &2 g AR G2 A K
gL & o

IR % B * chE F S48 FTIR » » SF R & 2 um 2+ ™ A gk i
CERT R IR - B E AR A 5 DY - K R AOE A T B
FEA hsAm s dok b g L .CMOH » # 4 .6 570 & CMOH 4p i1 5 4o % 1
H_FMOH - H 3 s ﬁkg §F2E & FMOH 4p 2 o ] * Raman &k % > » &iFR 7
7] 10-100 pm 7 > 4p gt FTIR » SHF & 07 0 @Rk E @i &7 & 1 p| 33
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e i #%2;‘,6:“,5'57}9 7> 3 Fe~Coamt gL m (2 541 XPS kppfar| kb=

d g R A > B IR e Ax el K E R A o

(a)
O-H M-O
O-H stretching vibration M-O-H vibration
FMOH
~ [CMOH
=
&
Q
g FMOH/CMOH
©
&
£
n
c
©
LS.
-
CMOH/FMOH

% T ' 1 ¥ T t T v T y I v I
4000 3500 3000 2500 2000 1500 1000 500
Wavenumber (cm™)

(b)

FMOH A

Intensity (a.u.)

FMOH/CMOH

CMOH/FMOH

T I T I T T - T
200 300 400 500 600 700
Raman shift (cm™)

B 3-9 H & 2 gk i H k@2 (a) FTIR-ATR (b) Raman
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325H K2 A ERCBT CRELAH

OB EEH AR R A F R EDRL  JI X AT FRFR (X
ray Photoelectron Spectrometer, XPS) * gz 4 47 o

d F %% % F B 3-10(@ 5 FMOH-~FMOH/CMOH 2 CMOH/FMOH =
faieLi # Fe e XPS f Bl Fe2psn frFelpip g4 @ 5 711eV v 7249eV>
271926V G - FhE DR H T Y Fe’* ehg it ji 7% B 3-10 (b) &
CMOH ~ FMOH/CMOH % CMOH/FMOH = #& ig.it & Co 12 XPS & & > Co 2ps»
Fr Co2pin 5L B 5 780.5eV fr 795.5eV > . 789.5eV 3 — frk ¥ chg 2 >
¥R~ [;J& ¢ Co*teng i fi 778 B 3-10(c) 2 FMOH » CMOH ~ FMOH/CMOH %
CMOH/FMOH = #& igtit &) Mn 7 XPS & Bl » Mn 2p3 = Mn2pip el 5% & 5
642.1 eV { 653.9 eV » # /2 ¢ Mn' fe Mn* R £ F H G 7 £ E 2
TUAEAFDF PR A RBFHREIECRE L L Y B Xray R e i7f
s k3 4 47 (X-ray absorption near edge spectrum, XANES) #z CMOH & %-ig i
Bl fdpeb ok Y FERARSOE G 2 Mn® .

t Fe e XPS f Bl ¥ 1% 3H & :7FMOH % & CMOH/FMOH g it &
¥ rLg 35 Fesagandim » 2 FMOH/CMOH hj g igli- [ 5 # | Fe 250
IR @ & Co e XPS Bl # @ E & 7 CMOH % & FMOH/CMOH
it A g% 1L g $| Co L HLid R » CMOH/FMOH shf 4 e i A g A 3
Co 3L ¥ hffk i #|2 ¢ - = 24 5| Fe~Co~Mn = f& & i sieh i
Fé TE} THP AL B EE > b4e:Fe~Mn 2 _Co~Mn- d F i e XPS #ic
BFUERAPL PR EAE~EBRR A 3 AR E - K E R

;L» F %iél_fL %IJ o

[Eitg

I
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(a)

Fe 2p,, Fe 2p;),
Fe2p
—— 724.9 711
Sat.
- 3000
=
& |FMOH/CMOH
>
-*Z; 50
£ |CMOH/FMOH
3000
B35 730 725 720 75 70 705
Binding Energy (eV)
(b)

El
L
%’ FMOH/CMOH
| =
3
=

CMOH/FMOH

g -

& T ¥ T * T . T * T x T * T
810 805 800 795 790 785 780 775
Binding Energy (eV)

B13-10 ¥ & 2 (& 800 40 XPS dp B3 (a) Fe2p WM > £7 = f=4t 3] Fed ek &30

% (b)Co2p &M » i » {24 T Co¥ e 25
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(©)

Mn 2p,, Mn 2p;,

Mn2p 653.9 642.1

FMOH
_ |cmoH
3
8
> [FMOH/CMOH
‘®
c
2
£

CMOH/FMOH

' T X T T T T T T
660 655 650 645 640 635

Binding Energy (eV)

B 3-10 B & 2 gk & s & e XPS WL (c)Mn2p Bl > %4 = =4 & 7| Mo’ {v Mn*"

R L A B LS
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3-2-6 Bk S & TEM #2445

B 3-2-5 ) & ¢ cn XPS ey ¥ 4 (A i ar & a0 I sk en BT ) G

<l

AR oA A RIRE - i A - K1 B R T ST S Mk (HR-
TEM) Fen 8 F 5 M2 & K erid s i 4

d ® 3-11 2 B 3-12 ¢ ¥ @25 FMOH/CMOH %2 CMOH/FMOH & w-ig
CHIRERRE S A FL R HEAMDOGFRRAFE A G LG FR G AR

Vi l"i._gfz

et

Fe AR A2 G 2§ e (SiO)is b KWtz B kR
PR (R~ 0 £~ ERICA S S F L F P RF 0 BRABHT O

FMOH/CMOH & 5 igtit & <7 TEM 2| Bl > —ﬁ EIRURRE U Ea s s RO N e

i

CMOH/FMOH & %1 4 50 TEM 215 B » it 43 8 e 510 B2 [ ch i 6 0 BE
7 CMOH it &k & < 4 % 10.9 nm » FMOH it & cnid 5k B < 4 5
19.8nm > #.i7 = § it # fo& e 5 CMOH it &) > 3 d #m > @ fifs & & oh
FMOH it & » 354 L5 P % o 4% 2 FMOH 4 (v f£k .1 #lens — K p& > 2

TR R T S 4o% ) CMOH  ir ik Bt #leh¥ — o BT % % RT

% TEM th#@=% A~ 437 > ¢ CMOH/FMOH & %o it &7 12 { e — # fgzn s

GETEE RS = T F RN - S Y P LA R R T
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20 nm

B 3-11 A &% 1 & FMOH/CMOH 1 TEM 3|5 B (a) FMOH/CMOH % £ &5 &4 b » fi_
L 2B 5ok (R &) ~ Pt & ~ FMOH/CMOH (F ¢ & tfede ki 2 )~ # A% 1 (b) 5 (a)
e~ Bl 5 (c) 5 (b)err = Bl o ()] 52~ 125 T 2 S Al > 4 ] 5 FMOH/CMOH 38 %2

[ RN S 2
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W 3-12 g & & #Eie it & CMOH/FMOH 0 TEM 21 & B (a) CMOH/FMOH # £ #’ fhim b » fi
LE 2R A (&)~ Pt~ CMOH/FMOH (F ¢ & #tzds % ehss 2 )~ & 47 1 (b) 5 (a)
e B (c) 5 (b)eiric < Bl () 5 A @ T 2 NS A - 7 g icf F) FMOH (i Pt

%)% CMOH (3LiT SiOy) it H 2. B eh i o
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3-3 GFE R G EEAT F LR
3-3-1 B R 2 BER Ecii R i e 4

AARCEY I TN § ¥ Ltk PRSI S REIE PR TR T

(LSV):g iz & | o

\Y—

TFI3-13 5 LSV BRl2 % > AiEE AR > T BT A FEL A
(¢ 2 hicd k) v H R AW A (2 2 2d Mix) dufi = REMF
¥ g &g v &l FMOH (480 mV) % = & & i it % FMOH/CMOH (400 mV)
P AT in® AR 10mA/om? T BT T %8 80mV; ¥k d B & E i v & CMOH
(420 mV) % = gk @& is % CMOH/FMOH (350 mV) pF > A% & & 10
mA/cm* ™ > T =T % 70mV e d F it LSV cffcdy 0 T O P R R B

R e & enpEiE o 4% B OER ehftit i A 7 o
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120

| e FMOH m ;
e CMOH @
~ 190 e FMOH/CMOH & A
€  {=—CMOH/FMOH v o
E m
2 60-
(2]
€ |
B
- 40
c
g
S 20
0 —
- T Y T r T v T T
1.2 1.4 1.6 1.8 2.0 2.2

Potential (V v.s RHE)

B3-13 & 2 A @i & OER T 1“ 8210 Bl - (3% % FTO)

Overpotential Overpotential
(mV, at 10 mA/cm?) (mV, at 20 mA/cm?)
FMOH 480 mV 520 mV
CMOH 420 mV 460 mV
FMOH/CMOH 400 mV 430 mV
CMOH/FMOH 350 mV 370 mV

32 HEZEREYRMHATFTIIRRTOET =

43



3-3-2 H K 2 Rk &ocnii B Tafel @4 47

Gd LSV #dp B> AT P F B AR A AR A E R i
A K FAF > JFF| Tafel Bl K A 47 > & Tafel B P X fhiicie £-7 0 % &R Bo¥
B Y ph5iE T endci@ o Tafel slope snficim 4k ] » H F pds 4 B4%dF o N 4%
RIS

% B 3-14 * > FMOH s Tafel slope = 105 mV/dec » m CMOH ¢ Tafel slope
5 92mV/dec wfER Euciic® ¢ > 2 ¢ — B % & FMOH/CMOH 7 Tafel slope

84 mV/dec > ¥ — i 5 CMOH/FMOH = Tafel slope % 62 mV/dec > fr# 4 &

i

-

DT LB BRI A B B R R Rk 5 (R i S

a4

GRER k EMCRL ) 5 %P 5 % 1L CMOH/FMOH 44 | chil % » R4 8 &

e 2 o

0.50 -
]
q‘dec" | - &
*\055‘}—"’ °
. G
i -7 o
_ 0.45 . = " A A
> o A
- 0 A
s w“@ﬁl/ =
: ’/—’ S
0.40 - o aeC__a-
g .”/ %AmY!"—
= A v’
@ A" v
6 dec b 4 .
_ m\” - P
0.35 B2 = FMOH
»e e CMOH
T A FMOH/CMOH
v CMOH/FMOH
0.30 —T. % .r £ I % r r . ¢ ¢ 1 % J. 7
05 06 07 08 09 10 11 12 13 14 15

Log i (mA/cm?)

B 3-14 5 & 2 fFEA &g it H 2 Tafel slope B > 7 L% 5] CMOH/FMOH (# ¢ = £3))73 &

i, Tafel slope
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3-3-3 H K& 2 BER Bl R T s 15

%1% 6 e LSV 2 Tafel Berlich % m B O Al 8
F T F LM PR 4 A1 T e e 4] 2 (Electrochemical Impedance
Spectroscopy, EIS) » 2 7 f2 g A Evcielic S Ao A Fariis #lenT e L 8 o F 5

AFEG R ERR A B RRI Y - BLFd A TR (bulk

capacitance, Cb ¥2 bulk resistance, Rb i #) > % - B L Fd w2 T4 5 (CPE
# Ret) T2 H AR E 7%= BLEFOT FEHS T L (Charge transfer resistance,

Ret) » % 8 5o i i A ch @ 1L & > X Flene 4% » T i T rmds ] 8o
d B 3-15 7 U H A Fai #¢ > FMOH «h3 L& 5 51Q CMOH
TrEL 49 Q- @ A E LAY > FMOH/CMOH g feie & 44 Q-
CMOH/FMOH 7R fLiE 5 37Q > & b i e @ [ B ficdp (7 4o 0 R T ciel it &) oh
T EE) CE A TR A A A K sY > x 2 CMOH/FMOH eh ks i

SR E ] ST P R A LT R ke T

pihud
=H

s
B o

fe

45



.0

20

{—=— FMOH
81 e CMOH
16 -/ —4— FMOH/CMOH
14] ¥ CMOH/FMOH
12 ]
a
N 81
6 -
4
2
0
] T L T '..I=.d T ¥ T L T LS T
..’10 20 30 40 "50-.__(20 70 80
.0 ZI(Q) .l......
Il“llIlIIIllllllllllll.lll.ll:i’l'.
- MOH l\ / i
e /CMOH
3| —#%— FMOH/CMOH
/v CMOH/FMOH 7
¥ F7,
2 P
[¢] // /A

IIIIIIIIIIIIIIIIE"@IIIIIIIIIIIII-

-1

L T T T L L T T T L S LS
15 16 17 18 19 20 21 22 23 24 25 26 27 28 29 304

B 3-15 H & 2 g & &0 &) Impedance 2 v B 2 2%+ )
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3-3-4 B K2 R EH RS A

EACAIAE- ST et SRR o I MR LR ST ek 8- R a AR =gl
LA MR BFA T FE e f R (Electrochemical Active Surface Area,
ECSA) k3t B it Hlef i X phit 2 FHE S Y i LR HAE - B
¢oALS A R T B T F 3@ (Double layer capacitance, Car) ©

7 3-16 ¢ > BLRT|H K F# & FMOH ) ECSA #cie 5 60 mF > e
CMOH &% it A en ECSA #cie % 2 586 mF > % 11 9 2 » ¥ v o pER i
v & > 4o% % - K LY H F00 FMOH 5 &% » # ECSA #icig | »7 12 CMOH 5 &

SRR AR A B RRHkY § e BRI

0.16

| === FTO

0.14 4 —@=—FMOH

{ === CMOH

0.12 | ==tp== FMOH/CMOH

| 4= CMOH/FMOH S17mP
0.10 - 586 mF

0.08
0.06 -

0.04 -

Current density (mA/cm?)

0.02 sy 98 MF

| ——— 60 mF
0.02 0.04 0.0 0.08 0.10 0.12
Scan rate (mV/s)

Bl 3-16 H & 2 gk i H2 4 5 Z 125 f# B (ECSA) » (4% 5 FTO)
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(a) (b)

Current density (mA/cm?)

Current density (mA/cm?)

0.020
[=—10.02 V/s 0.20 -{===0.02 Vis
| .04 Vs 004 V/s
00154 006 vie 0.5 J——0.06 Vis
e .08 Vs s e .08 V5
0.010 e 0,1 V/s NE 0.10 /~—0.1Vis
5o
/ E
0.005 - e £ o005
0.000 2 000
©
-
-0.005 -] § 0057
3 010
-0.010
FMOH A5 CMOH
-0.015 T T T T T T r T T T ¥ T x T T T T T
120 122 124 126 128 130 132 134 116 118 1.20 1.22 1.24 1.26 1.28
Potential (V v.s RHE} Potential (V v.s RHE)
(c) (b)
0.04 0.20
|=—0.02V/s — (.02 Vis
0.03 | ===0.04 V/s 045 ===0.04 Vis
= (.06 Vis —0.06 Vis
0.02 |=—0.08 Vis - 0107—0.08 Vis
| —0.1 Vis E ; (.1 Vis
.01 -
00 1 E 0.05-]
0.00 - >
| Z 0.00-
<
-0.01 g
1 = -0.05-
-0.02 - g
3 -0.10]
-0.03 O
004 FMOH/CMOH 0154 CMOH/FMOH
T T T T T T T : - , . .
1.06 1.08 110 112 1.14 116 1.18 1.18 120 122 124 1.26 128 130
Potential (V v.s RHE) Potential (V v.s RHE)
(e)
0.014
| —0.02 Vis
0.012 | 0.04 Vis
0.010 = 0.06 Vis
ol {=——0.08 Vis
g 0008 o vis
< 0.006
£
s 0.004 —
g: 0.002 -] e
S 0.000 j
S -0.002 /
= .
- 2
3 0004+
-0.006 |
1 FTO
-0.008

T T T T T T
0.92 0.94 0.96 0.98 1.00 1.02 1.04
Potential (V v.s RHE)

W 3-17 &2 gk T #T #ATF (Ca) %KL 2P E B (a) FMOH (b) CMOH

(¢) FMOH/CMOH (d) CMOH/FMOH (e) FTO
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3-4 jFER G ERE R R K ERET
3-4-1 A R E LS LA

BTz wiet B E 22018 #4977 10 - X W CMOH H K 5 nie
LA 2 25 o] 3 B o oo AR R AN A s e i |
d LSV éha 37 > g I i 3558 en i@ o g &l as 59 5 a2 LI B enigi E
o R ) PRl d RBE R FEE R P o R E
fiBR 4e > i@ 35S OER a0k oed > B Aie B B &I * L5543
FETER S o BH B VR TR A Y o BRI H & OER £
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R idawed > F S MOkA AR T FRFEF AT FTO A 4pF
2D FHptR L o AT RE K 2 B E SRR EE G EWUE AR
(membrane) + o v FIRIEEE R R Aok A fEA R P a0 B 3-23 5 WG 4F
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H KR R R T o KA IR LR D] FMOH R T F 55
CMOH ‘tife ke 353 > 4ok B { 8- H FrauiE se g is &) s ot anje ke
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B H K R R T o W LR D] 5%5 cm 5 FMOH ¢h LA b i
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FMOH % ¥ % - g ## 53 cnCMOH &> &g d > & » CMOH 4p $+** FMOH
oGm0 Fl A g PR K TR B ¢ SR CMOH » 7 Mg P R E i |
FER G AH LR ALY ok TR L - R SECS L ¢ 7 - CMOH & &_

FMOH ¥ /& thgs fic 7. -

(a) (b) (©) (d)

B 3-25 ¥ & 2 gk & i it &% 1% & 5x5 Fumasep membrane + 7§ 484k 5% (a) FMOH (b)

CMOH (c) FMOH/CMOH (d) CMOH/FMOH
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AR FHRE LI RFE Ty P ¥ 0 CMOH § (& 84 2-F &)
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