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P x SFEEEH

7

4.1 it A 24 A 4T
4.1.1 TGA/DTA 4 7

4.1.1.1 R FF B (ACP)z /% 2 CuO it &~ 47

F1* RiFpa@ 2 & 20 CuO # SpF 4 & > < 11 TGA/DTA
AAT R RAEER R 2 G W2 F F A8 o B 41 5 CuO
w54~ 2. TGA/DTA B 2 e TGA 2372 7 g 115w fLAl 5 %
Lo % - B4 30~2007C » % = B A 200~3007C » % = < 5 300~450C >
BARFIEL 450C 18 > £ EIFAMT LG e o B R FE 200C 2
nenE B A o B CuO w0 Spdr R iEAR 5 B & FliE 2007C 3
450°C2- > 145 DTA 78 2. A 7 B2 7 v i sk o B3t o Sde
G WAIRAFF P hagas s [42) BRI 450°C 01 0 R
FEREEIFA A FE g 2 0 Tt BEOER R AT 500

T R 2 A G AT 3 a2 (e BT 600T 1 #
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4.1.1.2 2 £ vk (coprecipitation)i# % # 2. CuO .1t & & 47

Bl 4-2(a)~(c) = M = fwkiz W HE 2 CuO Bt # 2 TGA Bl) > 7
Mg G 2K 250CT £ RATA CHETL LG Rk A R K ke
B 250C 2 @B AT ERATA RN o AR IURE WHE 2

CuO LI A SR F P A5 7 ik 4 o Xt {54 5] S00°C 11 3

4.1.2 XRD 4 +7

4.1.2.1 72 ACP ;2 8l % 2. CuO it & XRD 4 +7

B 4-3 502 ACP ;2 % 2. CuO 1" & & 500°C 2 600°C4&'E 2

XRD ] > £ JCPDS-98 5 # 4B o 2 500°C 4548 30 A 457§ H 4 &

& XRD % RUEHE 5 RHE T L 50 F 0 285 5 5F 600°CH%E

kAR o B ERSRL o
4.1.2.2 v £z Bl o 22 CuO fiit & XRD A 45

Bl 4-4(A)~(D) 5 ™ ¥ itk i2 & 2. CuO it A & 140°C ik 18 %

500°C #t i@ 2. XRDE) > 1 & ik iz & = 1 5 140°C gk 24 ) pFiz
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E"P”}; H /9" EIBB Z_ CUO#B i SV ’lLi-_ 4- 4(B) ¢ " CuClz(aq)eraOH(aq)

10CT 5 &> €%

+\4

KA 2 SeAR 2 S 0 #1321 I i A IS B
VLA FP A G B P S N @ CuO T H o

Bis#-140CHi %12 CUOB R AT F 54 7 2 500C# A2 |
P> & XRD B Y g R A St H SR G5 R W < O
LARF e

4.1.3 SEM % +7

Bl 4-5 5 ACP = 2 & /i @i 2 CuO it & SEM [ » &
s d ACP % #rl # 2. QUOp A aE MR A5 h S 255K » 2 s 4 ] 5
70nm ; 4 E STHEKGE 0 R AcaE B or ] % 2. CuO i, A5 A

|5 7% 5k 2 PRk S AERGES) 95 0.1~02um 2 F 5 R
s MR 5 & R 6~9um o 5B { F B MY 0 ¥ g 0 CuO s
P AE 5 X (4o ) 4-6) o

Bl 4-7~F 4-8 5 Bt & CiEH,0, 4 f2RE2 (5 M4 6 F

250 B BB E A ] R e RIF REARY 2 F A R e

F A2 -
4.1.4 EDX % +7

B 4-9 & w5 MACPiE 2 X k2 ® % 2 CuO i it #HEDX A 17 »



it A A% R CufrOm @ > A p & = I eniiv &) 5 Mg
CuO - B 4-10 5 HyOy 4 &2 F JipliE = {6 » Wi & cHEDX A 17 > B IR

LR e A G HaO0 4 35 s PFKOHA R § o
415BET ** % & ff 4 47

FI* § F B ARTRIF 20 & G B Ao 4-1 #T% 12 ACP
FHHE 2 CuOds & 5 g vt & a ff 0 RFIUACPE @i 1) hCuO-
APG IR 0 A R R 2 CuO R B 11~20m%/gHnt 4
oM B IE R PARE S o LI B BT oA AR R 0 F]p

o f € T EHER o
4.2 gt sy 20 A 11 —H Qs fEE

<},%’F},@ﬁ~,\_}ﬁﬁ%_»_ﬁ/i_""+b9? ?A\érﬁfﬁ

(e

% F Ry
T3 B RE R BRI B RSB 8 A BT3B RE
o FEFBERE B &3 H0,AHO F Bdeend &5 51 5@ v
Bd it cnh 22 st § BRF oo (70 4o~ it beid A fRIBF
o WA HaOn A fRF i 5 1T B B b 0,4 RS F e

7K’j’*g%§%i%\;§§il’gIE{_IL‘/%?IF‘FJF}{% F ¥ i o
421 2 15CT™ 7 r £ & 2. 1 F ehH,0, 4 f3385%

#F &2 MnOyi 15CT 7 b £ £ 2 B0 & :hH0, 4 3 3 %
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MnO, & #7 8 &% 2. CuOB & & 15CT » 2B 5 B 7% k£ £ & 7H0,

-~

RFRE o 17 (2-22) 3~ (2-23) 32 (2-24)7 17 In(0,/0) 2 i

B %0 3 5 A In(00/0) ¥ PE 2 B 0 ho @) 4-11 > 3 o dyaE FF ik o
1+ TS0 Ly (b)) = A6RT PV, (2-22)
1033
L r+rHs®m” 1 )
( 1033 )(V V(t) )_ 9 RT + PValr (2 23)
2.33V (t)* +1658V (t) + 757 =12200A0 (2-24)

BP0 aH O 4k R P Q) ER X F €T TS > A FLE
B R AR L o bR et B TR o 95RE 4-11 ¢
B F P EREF BEFREE RG> B3 B F o TP K

Wk F R E R g U R N R ey FtB 2o ik ¥ Bk

B¥EEITHEACE 4-12> ¥ FE X2 R EE > £ 42 LB 4-12 2. &
AREFRAIES S L E 0 AR e BT BPL ) A g e

FRApRLIE* > s H Y WACPZE 2 MCuCl s A% F B4 & = 2
CuOen&l H 53 o
tAp e £ £(0.030g)2 T > & LR g K OF #iol BB 4-13

& A i F Be(F 43)% LA S
CuO-citric-500 > CuO-A1l > CuO-B1 > CuO-B2 > MnO,
d gt & 7 LACP2 2 U CuCly 5 #4240k B4 & = 2. CuO it F &y &

HZOZE\‘H()z } m/w\ ﬁ;%\' § _;F 'fr: ) 1E_f«yﬁ )’@E{i‘?mlﬁl_lls L H % P

MHOZ r—g °
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B LRGS Al £ £ (0.030g)T & 7 H,0,A

Joo B AR [ B RARE S cniiie A0 I R R (A d 4-4)

ETINS

FRRFG S0 - B RBALEERA R ARIE < 4
B TE Y - RFIGGEII LRI ARG Y R T

FREFOESEEE RS EREN 5T % o

L = 4 8 B
422 v % m 7};{ E’!’J,ﬁz/-gg

Hgr, R FREFLBRH D EAGFE IR FP Aok B LR
FBLIY A e T R s 2 JR S P P G A T E i S g R e )
*(2-27)3% & (2-28) 5% 0 fel Him R G 2L B E > H T e 4
4-5 o

K= oW, kle kT (2-27)

cat

d\j'v—k _ ke K (2-28)

cat

R T AR iR RUR T TR N P
CuO-Al > CuO-B2 > CuO-citric-500 > CuO-B1 > MnO,
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LR eniiv B L e R S
Cu0O-A1-500 > CuO-citric-600 > CuO-B1-500 > CuO-B2-500 > MnO,
H ¢ CuO-B2-500 tHhigit £ g I8 d s < » PR S B F @ 7

B oo AR B AEFE RS =S R ER o 11CuCl, 4
Ade K P LA N2 CuO B B4 En s BIL D 3 ahigiv g 1
BUBTZE P 3 Sl HE N eCuO4 o B HiE > FIU A §oBRF ehigit
Flid o T A RE B A G LG o IV REL R B

By oonihdk g oL R Rk 5 oo
423 HE L HEE T P RAEXHO, 4 f2E5%

d TR FORE (T PR R e R g b > Tt R R
B E R BRI RE B ORI R g 4B
e B (10C ~ 15C ~ 20°C ~ 257C) » 1% (2-29):% ig W F ik & ¥
BB B b 4 B2 (4c B 4-14) -

ik = a—2E2 (2-29)
RT

KR P REFaE s Ea® InA 73t 4 4-60 FH E it cE R B K

CuO-B2 > CuO-citric-500 > CuO-B1 > CuO-Al
Cu0O-B2-500 > CuO-B1-500 > CuO-A1-500 > CuO-citric-600

GRS R RL R ¥ SPE R RS TE AR I R 5 £ P R

LA e E e B R

/ﬁi’t
ey
A
=
o

R
A

BORARELS B ORIV R A g A AT
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BIRIA 4 e o B AR AR O @ LB IE S F ISR R g
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+ %
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o

T

Heoe
B BB 4-160 7

’ 2
\
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fo 13
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v AR Ny IR R R AR
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SEEA N L-, RE A A 2 ’ 2
ot gz R

)

LIt YR e LT AT R Rl o BT d ARG
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105mA/cm® » @ a4t B § S6mA/em’ 0 F F i Ay § T RS
PAEF S AF MR Z ORI T NG AR L
FHBAAAFEREEVEY > A7 F F2FRRF ok FiER
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fo@ B3Ry 4o B RdRe 2 F R B [V 3R SUeR] 4-18
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ERZ-Rod AF5%? KI-Vd ¥ 7ot it Hehs Eoigd
L1 25wt%CuO-citric-500 ~ 25wt%CuO-Al ~ 25wt%CuO-B1 -
20wt%Cu0-B2  ~  15wt%CuO-citric-600 ~ 15wt%Cu0-A1-500 -
25wt%Cu0-B1-500 ~ 15wt%Cu0-B2-500 » % 4-8 71 4} & {g.i #| 7 | 3
%2 0CVEZ 1.0Vir 0.8VENT % A -

FER 4-21(A)° 7 IR G 20Wt% i A 5 BT 0 & ik e

THE MR R LOVENT IR RZ R G
CuO-citric-500 > CuO-Al > CuO-B1 > CuO-B2 > MnO,

"h’Hz()zAv\ ﬁ*/? pf‘); K@;”LT = €% a‘ - ;l’( ’ ;LI P - LERNRA ! HzOzE\‘ H02 A ﬁm
it B A2 TR RRR LS g AR Iy HERT LA 0.8V~1.0V
2 e LA R BT > BLER S § BEe 7 2T 4 T R R

Bl 4-21(B) » & 1.OVPEF 3 /i @ Bd s
CuO-A1-500 > CuO-citric-600 > CuO-B2-500 > CuO-B1-500
L2 FRERTRBENE L SR AR EH0ARF B S

E oo KB IEMET S AITT b AU BACE] 4-220 FILGE B RKE
fo it B 2 L 4EED L > RF]F ar 5 BRI BLIVAES > RITH
SRR ERVHT o EEY FERAEF BB EERS
AR R RT G ORMAT IR > B AT EMEFH W 5
oA LT RRER

¥ ¢bd @it & e SEM BB & (] 4-5~4-6)7 % I » & B R eh £

73



-

VA ooa K Il-Vaeg e MY Y az2pad 58T e i

>

23

EETERREES AR R I CTY Al & SR AN e il g 8
433 7 § KiE2 P8 K% 2 (Cyclic Voltammetry » CV) 4 45
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0, + 2,0+ 4e — 40H (2-13)
0, + H,0 +2¢" 50,H + OH (2-14)
0,H —1/20,+ OH (2-15)

%ﬁd CVeng 477 2 g7 0 it Rt 5 R R F s
d ¢ gt [26] 7 AwF FEEMO)T feit § F el 4 BRI BR A
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FrEEt i BRF EEF 2T D Rt Rk
W RBREAT N F APEEERGE R At » B H S F B R
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BRAM o 2y Rk FIE 2 R 503 BRF RITAL D
T4 BRI OF RAFBEE FI RN A AR Y AR K e
BRE o B 4-24~8 4-26 ¢ > & B i B codR (W AR 2-0.6V~-0.8V
BB B0 530 4 4-90 7 v 2 H L 20wt% it A& T CuO-citirc-500

FrCuO-Al 3 & 2 MnOyefl & 3 > 4 77 o0 f8 > 34 27 1 (7 enCuO %
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B Rt Ry o P\—:’Fé*zﬂ'”'\;@rﬁz SRS TR B 3 ‘f~ B R e

o B BLAREIS iR i A B A L oM & LY R A TR

v

= + 20wt%MnO, -~ 20wt%CuO-citric-500 ~ 20wt%CuO-Al ~

25wt%CuO-B1  ~  15wt%CuO-B2 ~  20wt%CuO-citric-600  ~

25wt%CuO-A1-500 ~ 25wt%CuO-B1-500 ~ 20wt%CuO-B2-500 -

#-8] 4-24 % 57 = Tafelz B2, 4c B 4-25~8] 4-27 > 7 (F 4l % 2 &

BE o % (2-32)58 2 (2-33)58 A 2 T imip 0 P13 A 4-10
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(anF) 3

RT (2-33)
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LB F FF R e ek
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40H — 2H,0 + 0O, +4¢
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AR A D OV 3mV/isz #Frfy i FH 3 1.0V F]1 5 1.0Vt

SR EFETIERDF B eRBFTHRAT- «,’]‘ Sv 20wt% fELit # 2. 7
F R BOERiR L A4 4-280 H A F I L 411 A P T g

F.CuO 7 i

F s v 82 MnO,% > d2 Rl R Fl i it &lcnd o EERE > 2 H

ek F R AR AT 2SR i R TR S
CuO-B2>CuO-B1=Cu0O-A1> CuO-citric-500 > MnO,
SBBRMEELS DRI E Ay g3 F AR D

T

o AT S R 1 R

F R thiE it i T
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Weight loss (%)
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(B) ©)

Bl 4-2 r £ Tk Al g 2. CuO it &2 TGA B2
(A)1CuCl % A= 45 F 53 » & 80°C™ £ b
(B)14 CuSO, 5 A2 457 Jsdr + 2 80C ™ F
(C)r2CuSO, 5 A= 45K s » & 10C ™ £ b

79



Intensity (a.u.)

o CuO

B o CuO-citric-600

CuO-citric-500

20

30 40 I ;O
2 0(degree)

70 80

Bl 4-3 12 ACP ;2 @ # 2. CuO i & XRD B3
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Intensity (a.u.)

Intensity (a.u.)

[m]
T o CuO

CuO-A-500°C

CuO-A

2 0(degree)

(A)
O o CuO
@ je4p

O
O O
) O O O O
CuO-A2
T T T T T T T T T T T
20 30 40 50 60 70 80
2 0(degree)
(B)

Bl 4-4 £ TEkE E % 2 CuO i & XRD B2
(A)1CuCly 5 4245 F ot 4 80C ™ & fis
(B)11CuCl, % A4 F o d & 10C™ £ fis
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Intensity (a.u.)

Intensity (a.u.)

L
J O O CuO
‘ m|
O k g o oo o
WMWWMWWMWMWNMW CuO-B1-500°C
Cuo-B1
T T T T T T T T T T T
20 30 40 50 60 70 80
2 o(degree)
(©)
Cu0-B2-500°C
Cuo-B2

2 o(degree)

(D)

Bl 4-4 22wz fF 2 CuO Bt 3 XRD B25(4)
(C)12CuSO, 5 4245 F st 2 80C ™ F Jis
(D)4 CuSOy 5 4245 F o4 % 10C T 7 i
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(A) CuO-citric-500 (B) CuO-Al

(C) CuO-B1 (D) CuO-B2

Bl 4-5 2 (A)ACP i# 5 (B)~(D)% ik %l # 2. CuO fit % SEM f& %
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(C) CuO-B1-500 (D) CuO-B2-500

Bl 4-6 12 (A)ACP % ; (B)~(D)% ik i %l % 2. CuO 1t )56 % &
45815 ¢h SEM BB &
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NCTU

NCTU

(C) CuO-B1-r (D) CuO-B2-r

Bl 4-7 121 (A)ACP;2 ; (B)~(D)% itk #l & 2 CuO it | 5 H,0,
i f3F s ts e SEM R 5
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NCTU

(B) CuO-A1-500-r

(C) CuO-B1-500-r (D) CuO-B2-500-r

[l 4-8 1L(AJACP i 5 (B)~(D)4 itk ix Wi 2 CuO it #1518
BEARIELS > B SEH,0,4 f2F i ts PSEM PR &
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Spectrum 1

Tpm Electron Image 1

Sample CuO-citric-500
Spectrum Atomic percent (%)
Cu 43.49
O 56.51
Totals 100.00
CuO-Al
Atomic percent (%)
40.12
59.88
Totals 100.00

®] 4-9 1 (A)ACP iz ;(B)~(D)x itk 2 ® % 2 CuO it & EDX » 15
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©

CuO-Bl1

Atomic percent (%)

41.52

58.48

100.00

CuO-B2

Atomic percent (%)

40.67

59.33

100.00

Bl 4-9 12 (A)ACP i# ; (B)~(D)£ ik % %l % 2. CuO #.i* & EDX 4 47
()
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Sample CuO-citric-500-r
Spectrum Atomic percent (%)
Cu 33.00
0] 67.00
Totals 100.00
Sample CuO-Al-r
Spectrum Atomic percent (%)
Cu 68.98
9] 31.02
Totals 100.00

B 4-10 CuO it &) 5@ HyO, 4 f2 F & 18 2. EDX A 15

&9




(D)

50pm 1 Electron Image 1

~ -
f B Spectrum 4
g ™ P
f m 1 Electron Image

Sample CuO-Bl-r
Spectrum Atomic percent (%)
— 23.71
- 76.29
O 100.00
e
S 1896 J -
Sample CuO-B2-r
Spectrum Atomic percent (%)
- 19.70
A 80.30
Totals —

B 4-10 CuO i ) (58 H,0,4 j2 F fis 14 2 EDXA 47 ()
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(E)

Sample CuO-citric-600-r
Spectrum Atomic percent (%)
Cu 43.77
@) 55.77
K 0.47
Totals 100.00
Sample CuO-A1-500-r
Spectrum Atomic percent (%)
Cu 4391
0) 56.09
Totals 100.00

Bl 4-10 CuO 8.1t | &8 H,0,4 2 F & 14 2 EDXA 7 ()
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(G)

Sample CuO-B1-500-r
Spectrum Atomic percent (%)
Cu 43.56
0] 56.44
Totals 100.00
Sample CuO-B2-500-r
Spectrum Atomic percent (%)
Cu 43.98
0) 56.02
Totals 100.00
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Fo4-1 & EICEIZ O LG

Sample A (m*/g)
MnO, 40.74
CuO-citric-500 29.25
CuO-Al 11.88
CuO-Bl1 19.79
CuO-B2 15.18
CuO-citric-600 7.17
CuO-A1-500 3.95
CuO-B1-500 11.55
CuO-B2-500 6.74
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(A) CuO-citric-500

0.030 g ,k=0.0137 ,6,=2.6
0.025 g ,k=0.0116 ,6,=2.66
0.020 g ,k=0.0098 ,0,=2.6
0.015 g ,k=0.0080 ,6,=2.6
0.010 g k=0.0061 ,6,=2.66

— T
0 50 100 150 200 250 300 350 400 450 500 550 600 650

Time (s)

4

(B) CuO-Al

0.030 g k=0.0135 ,0,=2.94
0.025 g k=0.0117 ,§,=2.75
0.020 g k=0.0099 ,0,=2.91
0.015 g k=0.0084 ,6,=2.93
0.010 g k=0.0066 ,6,=2.89

» : i
0 50 100 150 200 250 300 350 400 450 500 550 600 650

Time (s)

—T T~ T T T T T T "~ T "~ T T T
0 50 100 150 200 250 300 350 400 450 500 550 600 650

(C) CuO-B1

0.030 g ,k=0.0078 ,6=2.68
0.025 g ,k=0.0069 ,6=2.71
0.020 g ,k=0.0060 ,6=2.68
0.015 g ,k=0.0051 ,6=2.67
0.010 g ,k=0.0436 ,6=2.75

Time (s)

Bl 4-11 it A A H,0.A f25 Jis ¢ In(0,/0)2 FF BF e B ]
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6
] (D) CuO-B2 = 0.030 g ,k=0.0077 ,6022.65
5 e 0.025g ,k=0.0063,6,=2.66
0.020 g ,k=0.0052 ,6,=2.7
4 v 0.015 g ,k=0.0039 ,0,=2.65
0.010 g ,k=0.0027 ,6,=2.74
5 .
<
£
24
14
o+ T T T T T T T
0 200 400 600 800 1000 1200 1400 1600 1800 2000
Time (s)
6 = 0.030 g ,k=0.0061,0,=2.69

| (E) CuO-citric-600 ° 0.025g k=0.0053 ,0,=2.66

0.020 g k=0.0047 ,6,=2.72
v 0.015 g ,k=0.0040 ,6,=2.74
0.010 g ,k=0.0033 ,6,=2.7

o+ 7T T T T T 7
0 200 400 600 800 1000 1200 1400 1600 1800 2000
Time (s)
5
| FY CuO-A1-500 = 0.030 g ,k=0.0060 ,0,=2.71
(F) CuO-Al- * 0.025g k=0.0055 ,0,=2.7
] 0.020 g ,k=0.0048 ,0,=2.72
v 0.015g k=0.0042 ,0,=2.85
5 0.010 g k=0.0032 ,6,=2.7
T
<
£ 2
14
0 LA L s B I S S B |
0 200 400 600 800 1000 1200 1400 1600
Time (s)

Bl 4-11 i 3] A H,0.A 125 Ji ¥ In(0y/0)2 p FF cr BB ()
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] = 0.030 g k=0.0058 ,0=2.7
(G) CuO-B1-500 e 0.025g k=0.0053 ,6=2.8

0.020 g ,k=0.0045 ,0=2.76

v 0.015 g ,k=0.0038 ,0=2.75

0.010 g ,k=0.0030 ,0=2.79

T T T T T T T T T T T T
0 200 400 600 800 1000 1200
Time (s)

(H) CuO-B2-500

[ = 0.030gk=0.0013 6=2.92 |

. , . : : : : : :
0 500 1000 1500 2000 2500
Time (s)

Bl 4-11 it 3 0,4 25 Js @ In(00/0)2 F5 F e e B ()
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Value of k

Value of k

0.014 -

m  CuO-citric-500

00134| e CuO-Al

0.012

0.011 —-
0.010 —-
0.009 —-
0.008 —-
0.007 —-
0.006 —-
0.005 —-
0.004 —-
0.003 —-

CuO-B1
CuO-B2

0.002

0.0065

T T T
0.010 0.015

T T T T T
0.020 0.025 0.030

Weight.(9)

(A)

0.0060 —

0.0055

0.0050 +

0.0045 +

0.0040 +

0.0035 +

0.0030 +

m  CuO-citric-600
e Cu0O-Al1-500
Cu0O-B1-500

T 7 T
0.010 0.015

Bl 4-12 it & A H)O0.4 2 F &P KW i Hic B

O.(;ZO ' 0.0125 ' 0.0130
Weight (g)

(B)
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242 Bt MK EHEEL FYSR T

Sample AL £ §E
CuO-citric-500 0.3752 0.0023
CuO-Al 0.3392 0.0032
CuO-B1 0.1720 0.0026
Cu0O-B2 0.2520 0.0001
CuO-citric-600 0.1412 0.0019
CuO-A1-500 0.14 0.0019

CuO-B1-500 0.1422 0.0016

% 4-3 & it %0.030g 2 F JgiE ¥ Bk B

Sample k E
MnO, 0.0035
CuO-citric-500 0.0137
CuO-Al 0.0135
CuO-B1 0.0079
CuO-B2 0.0077
CuO-citric-600 0.0061
Cu0O-A1-500 0.0060
CuO-B1-500 0.0058
CuO-B2-500 0.0013
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In(e,/6)

In(6,/6)

B 4-13 0 A A 0.030gR H,0,4 f& F Ji ¥ In(0y/0) 22 p ¥ ey

A

w7 | |
- " n MnO2
. o CuO-citric-500
" CuO-Al
v CuO-Bl
CuO-B2
0 - T T T T T T v T T T T T
0 200 400 600 800 1000 1200
Time (s)
(A)
6
] = MnO2
> CuO-citric-600
57 CuO-A1-500
] v CuO-B1-500
4 . Cu0-B2-500
] K .
3 mv
\Y4

R

T r—r—rr—rrr TvTrT L
200 400 600 800 1000 1200 1400 1600 1800 2000 2200
Time (s)

(B)
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# 44 391 50 4 A

F it AH0, A 25 it F ¥ BRI R

o, | % %A | Anncaling W {8 | i ¥ #ic
Sample f:n;e;l};i;z/z) b & 10.030g 0 15CRF | b X

‘ (%) g 5 ¥ ik (%)

CuO-citric-500 29.25 76 0.0137 s
CuO-citric-600 7.17 0.0061

~_CuO-Al 11.88 7 0.0135 55
CuO-A1-500 3.95 0.0060

__________ CuO-BI 19.79 o 0.0079 26
CuO-B1-500 11.55 0.0058

__________ CuO-B2 15.18 % 0.0077 03
Cu0-B2-500 6.74 0.0013
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1045 & w2 B -4

G A R E

Sample Hix4offe BitiEE
MnO, 0.0028
CuO-citric-500 0.0128
CuO-Al 0.0286
CuO-B1 0.0087
CuO-B2 0.0166
CuO-citric-600 0.0197
Cu0O-A1-500 0.0354
CuO-B1-500 0.0123
CuO-B2-500 0.0068

7 4-6 & it @2 E b Ea 2 InA &

Sample Ea(KJ/mole) InA
CuO-citric-500 53.6 18.4
CuO-Al 46.9 14.5
CuO-B1 51.6 16.2
Cu0O-B2 108.3 39.3
CuO-citric-600 76.1 26.0
CuO-A1-500 78.5 27.0
Cu0O-B1-500 80.2 27.7
Cu0O-B2-500 101.3 35.7
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In k

X~
£

CuO-citric-500
]| e CuO-Al

-6.6 CuO-B1

-684| v CuO-B2

2o+ ¥""+ "+
334 3.36 3.38 340 342 34411846 3.48 350 352 3.54

1/T (10°K)

(A)

4.4

4.6 v

-4.8

-5.0

-5.2 4

-5.4

-5.6

-5.8

-6.0

-6.2 .
1l = CuO-citric-600
6.4 1l ® CuO-A1-500

6.6 - CuO-B1-500

j Ro_ v
5]l ¥ CuO-B2-500

LN I R T T T T T T T T T T

T T T T T T T T T T T
3.28 3.30 3.32 3.34 3.36 3.38 3.40 3.42 3.44 3.46 3.48 3.50 3.52 3.54
3,,-1
1T (10°k™)

(B)
Bl 4-14 é faLqL A 2_ Arrhenius rﬁ]q/
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Tgem WD 10.7mm

NCTU 0 1 I Bmm NCTU

(E) .1t & --CuO-Al

B 4-15 $H4ck fr & i & 2 SEM @& #
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NCTU

NCTU

(I #eit & --CuO-A1-500 (J) it & --CuO-B1-500

NCTU

(K) . % --CuO-B2-500

B 4-15 $H4ck fo & #it & 22 SEM BB # ()
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Voltage (V)

Voltage (V)

14

] —m— B N
131 —e— BEMEWPEPRL
Y
1 [ |
1.1 \l\.
4 ‘l\.\
1.0 \.x.\.
- A= o B
0.9 1 M S
e \. .\
0.8 1 \ )
| n
0.7 - \
_ AN .
0.6 - '\
0.5—' .\
0.4 1 -
0.3 — 71T
0 50 100 150 200 250 300 350 400 450

Current:density-(mA/cm?)

B 4-16 7 F W iEF Bl 3V 20T o A0 R

14

- —u— MnO
—o0— XC72

0.8 H

] O\o n
0.7 \o \
0.6 —
0.5 -

0.4

0.3 . , .

T T 7 T
200 300 400 500

Current density (mA/cm?)

Bl 4-17 00 ¢ § g 4 A2 KT AU
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Voltage (V)

14
] —m— 5% VGCF + 10% MnO,
L —e— 5% VGCF + 15% MnO,
' 5% VGCF + 20% MnO,
1 ey —v— 5% VGCF + 25% MnO
. 2
1.0 4 \\
L BN
) S
\!\'\
TO=N=—
g ->¥§!§!§
0.8 1 '\;
Ny
Dy
0.6 \
v
| [ ]
0.4
T T T T T T T T T T T T T T T
0 50 100 150 200 250 300 350 400 450

Current density (mA/cm?)

B 4-18 it 5 ¢ i b SWIAVGCEZ 2 .3 £ 2 MnO,simic o 5]

Voltage (V)

1.4
13 —m— 5% VGCF
—o— 10% VGCF

1.2 4 15% VGCF
11l %N —v— 20% VGCF

| %

h ¢

1.0 e

1 'x'\v\

=¥

0.9 V=g,

| haN \'\W

N
0.8 0\.\\"
N

0.7 4 °\'\
0.6 '\-
0.5 \,

1 [ J
0.4
0.3 T T T T T T

0 100 200 300 400 500

Current density (mA/cm?)

Bl 4-19 /77]‘ 4v % et ) VGCF 2 fiv }é] %P W AE
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% 4-7 x4 VGCF 16 4-32 5 % & 1.0V 2 08V 2 T in B
BET®& | LOVE | 08V

Sample (OCV) | B A | RinBA

V) (mA/cm?) | (mA/cm?)
10wt%MnO, 1.24 100 326
swioLVGCE | SWMnO, 1.25 100 345
20wt%MnOg 1111425 100 348
25wt%MnO, 1:26 110 350
5wt%VGCF 125 100 348
10wt%VGCF 1.25 100 305

20wt%MnO»,

15wt%VGCF 125 115 336
20wt%VGCF 1.25 100 345
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Voltage (V)

Voltage (V)

Voltage (V)

0.3

—=—10% MnO,
—e—15% MnO,
- 20% MnO,
25% MnO,

14

T T
50 100

T T T T T T T
150 200 250 300 350 400 450

Current density (mA/cm?)

(A) MIlOz

1.14

1.0

0.9

0.8

0.7

0.6

0.5

0.4+

1.3+
1‘2-\

—u—CuO-Al 15%
—e— CuO-Al 20%
— 4 CuO-Al 25%

0.3

14

T
100

T T =
200 300 400 500

Current density (mA/cmz)

(C) CuO-Al

13

—u—CuO-B2 15%

0.6 '\
0.5 [ ] ‘
0.4
03 T T T T
0 100 200 300 400
Current density (mA/cmz)
(E) CuO-B2
4 E

B14-20 4467 F 5 £

i

2
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14

—m— CuO-citric-500 15%
---®--- CuO-citric-500 20%
4 CuO-citric-500 25%
s
[
[=)]
8
o
>
06 a
05
0.4 L] °
0.3 T T T T
0 100 200 300 400 500
Current density (mA/cm?)
(B) CuO-citric-500
14
—u—CuO-B1 15%
---e---CuO-B1 20%
4~ CuO-B1 25%
< A
Z/ L] : : A
% T, A
'~ A
g 0.8 L] A
&
72 074 \\ -
i [
06 \
] 054, \b
|| :VF 5044 .
! - A
" 0.3 T T T T
- 0 100 200 300 400 500
g Current density (mA/cm?)
(D) CuO-B1
14
13 —m— CuO-citric-600 15%
’ -~ @--- CuO-citric-600 20%
1.2 4 CuO-citric-600 25%
1.1+
2 1.04
@© 094
(=]
8 o8-
(=}
> 074
06
05
0.4
03 . . : T
0 100 200 300 400
Current density (mA/cm?)
(F) CuO-citric-600
L J 2 7“‘ /? . J/ ':% 1 s %]
ANz F Ktz 22T d &



14

13 —u— CuO-A1-500 15%
: —e— Cu0O-A1-500 20%
1.2-\\ —4-— CuO-A1-500 25%
114 “!]"\
1.0 by
— ~Bp—py_p_
2 09 b=~
(3]
2 08 N
: W\
S o074 o\ X
0.6 \
05
L]
0.4
2
03 T T T T
0 100 200 300 400 500

Current density (mA/cm?)

(G) CuO-A1-500

Voltage (V)

14 14

—=— CuO-B1-500 15% - —=— CuO-B2-500 15%
137 —e— CuO-B1-500 20% =3 - CuO-B2-500 20%
12 ~ A~ CuO-B1-500 25% 12 4~ Cu0-B2-500 25%
1.1 n l Nl 1.0 Y

1 b
1.0 ’ S 1.0
0.94 o 094
(=2}
0.8 = S o8
e
0.7 Al o
0.6 4 0.6
05 05
0.4 4 0.4+
03 T T T T 03 T T T T
0 100 200 300 400 500 0 100 200 300 400 500

Current density (mA/cm?)

(H) CuO-B1-500
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Current density (mA/cm?)

(I) CuO-B2-500

B 4-20 & 467 I 5 £ @i & §F 2 2T & REI(H)



% 4-8 2 3 & BIVHZ TP iR

1.0V B | 08V pF

Sample et b (2%’ TR | DA

(mA/cm?) | (mA/cm?)
XC72 1.20 56 170
15wt% 1.25 94 352
MnO, 20wt% 1.25 105 374
25wt% 1.26 118 375
15wt% 1.28 109 321
CuO-citric-500 20wt% 1.29 144 376
25wt% 1.29 135 412
15wt% 1.28 134 313
CuO-Al 20wt% 1.30 129 359
25wWit% 1.30 139 369
15wt% 1,27 118 354
CuO-Bl 20wt% 1.28 116 353
25wt% 1.29 166 403
15wt% 1.25 80 313
CuO-B2 20wt% 1.28 110 376
25wt% 1.29 104 350
15wt% 1.27 130 343
CuO-citric-600 20wt% 1.28 102 317
25wt% 1.29 121 331
15wt% 1.27 139 400
Cu0-A1-500 20wt% 1.27 144 372
25wt% 1.27 139 382
15wt% 1.27 87 335
CuO-B1-500 20wt% 1.28 68 257
25wt% 1.30 106 374
15wt% 1.26 101 336
Cu0-B2-500 20wt% 1.27 99 330
25wt% 1.25 105 335
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Voltage (V)

Voltage (V)

14

13 ] —u—MnO2
-y ---0--- CuO-citric-500
1.2 4 lr/i\.‘p\ CuO-Al
1] N v~ CuO-B1
1 Nee CuO-B2
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i 4-21 /,’"J‘ Sv 20wt it | 2
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Voltage (V)

Voltage (V)
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Voltage (V)

Voltage (V)

14
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Current/A

Current/A
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%249 2z 22 LA AR & LR
v w am | "0.6V FEER | 0.8V PF e s
Sample | B L 5 n) | 2 A
15wt% -0.0801 -0.1306 0.25
MnO; 20wt% -0.0747 -0.134 0.30
25wt% -0.0789 -0.1265 0.24
15wt% -0.0313 -0.0904 0.30
CuO-citric-500 20wt% -0.0335 -0.1 0.33
25wt% -0.0309 -0.0873 0.29
15wt% -0.0893 -0.1411 0.26
CuO-Al 20wt% -0.0617 -0.13 0.34
25wt% -0.0626 -0.1240 0.31
15wt% -0.0738 -0.1234 0.25
CuO-B1 20wt% -0.0754 -0.123 0.24
25wt% -0.0900 -0.1421 0.26
15wt% -0.0775 -0.1269 0.25
CuO-B2 20wt% -0.0786 -0.126 0.24
25wt% -0.0807 -0.1276 0.23
15wt% -0.0719 -0.1205 0.24
CuO-citric-600 20wt% -0.0573 -0.0973 0.20
25wt% -0.0764 -0.1274 0.26
15wt% -0.0797 -0.1304 0.25
Cu0-A1-500 20wt% -0.0815 -0.129 0.24
25wt% -0.0967 -0.1487 0.26
15wt% -0.0568 -0.0980 0.20
CuO-B1-500 20wt% -0.0678 -0.114 0.23
25wt% -0.0749 -0.1236 0.25
15wt% -0.0568 -0.0980 0.20
Cu0-B2-500 20wt% -0.0712 -0.12 0.24
25wt% -0.0739 -0.1218 0.24
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# 4-10 & it @ 2. Tafel £ 5 2 < 3 7 it

Sample b & 7 & AL e EE APt
15wt% -3.9604 -0.28277 0.93
MnO, 20wt% -3.3727 -0.3481 0.90
25wt% -4.20168 -0.26849 0.94
15wt% -3.38409 -0.49408 0.86
CuO-citric-500 20wt% -3.0075 -0.4992 0.85
25wt% -3.5461 -0.49043 0.87
15wt% -3.861 -0.25521 0.94
CuO-Al 20wt% -5 -0.3135 0.94
25wt% -3.25733 -0.39609 0.89
15wt% -4.03226 -0.30242 0.93
CuO-B1 20wt% -2.9283 -0.4193 0.87
25wt% -3.83877 -0.25451 0.94
15wt% -4.04858 -0.28623 0.93
CuO-B2 20wt% 42105 -0.2568 0.94
25wt% -4.26439 -0.25586 0.94
15wt% -4.11523 -0.30412 0.93
CuO-citric-600 20wt% -4.2017 -0.2832 0.93
25wt% -3.92157 -0.30039 0.93
15wt% -3.94477 -0.2856 0.93
CuO-A1-500 20wt% -4.329 -0.3065 0.93
25wt% -3.84615 -0.22808 0.94
15wt% -4.85437 -0.32427 0.94
CuO-B1-500 20wt% -4.2194 -0.2684 0.94
25wt% -4.10678 -0.2924 0.93
15wt% -3.75235 -0.32383 0.92
Cu0O-B2-500 20wt% -4.0984 -0.3082 0.93
25wt% -4.17537 -0.29144 0.93
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F 4-11 754 20Wt% L H2 2 § TR HEIR & &

Sample 0.6V pFenng ot | 0.8V pFrenny ik RS
(A) (A)
MnO, 0.00381 0.0137 0.05
CuO-citric-500 0.00167 0.0143 0.06
CuO-Al 0.00264 0.018 0.08
CuO-B1 0.00354 0.0195 0.08
Cu0O-B2 0.00301 0.0239 0.10
CuO-citric-600 0.00332 0.0183 0.08
CuO-A1-500 0.00498 0.0364 0.16
CuO-B1-500 0:00351 0.0266 0.12
Cu0O-B2-500 0.00475 0.0281 0.12
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