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Abstract
In order to improve the hydrogen selectivity of ethanol steam reforming
reaction, in this study we employed an-impregnation method to prepare the
catalyst, 1r/10%CeO,/Al,O3:-Several experiments were performed to investigate
the catalytic activity for ethanol to-hydrogen conversion including A. different
wit% Ir metal effects; B. Air speed effect; C. C/O ratio effect; D. long-term
stability. We found that at air speed equal to 0.6 SLPM and C/O ratio equal to

0.6, the 1r/10%CeO,/Al,0O; catalyst has the best hydrogen selectivity, 101+3%.

In catalytic stability experiments, 3%Ir/10%CeO,/Al,O; catalyst has
sustained its activity with 65 hours of operation. When the
5%Rh+1%Ir/CeO,/Al,O5 catalyst was employed for the reforming experiment,
it also showed a high and stable hydrogen selectivity, but the other catalyst,

5%Ru+3%Ir/CeO,/Al,03, is not very stable over a long-term operation.
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Solid Oxide Fuel Cell
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Group 1 2 I 4 5 6 7T 8 9 10 11 12 13 14 15 16 17 18
Period

1 1 2

H He

2 3 4 5 6 7 9 10

Li Be B C N ér) I Ne

3 15 16 18

@0 W& P s Q A

32 033 34 35 36

(e As Se Br Kr

4 20 25 26 27
Ca éﬂﬁﬁmq' C&ﬁéﬁm
37 38 42 47 48 49 50 51 52 533 54
Rb Sr é Mo Tc Ag Cd In Sn Sb Te 1 Xe
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Cs Ba Lu Hf Ta W Re (03 ép # TI Bi Po At Rn
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List of ethanol steam reforming over non-noble metal catalyst
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Catalyst Suppon Temperature (K] Steamfethanol Ethanol Hydrogen Reference
molar ratio comversion (%) selectivity (%)
N1 (20wt ) Laz 0y T3 3:1 a5 70 [13]
1073 w100 05
7-ALO, 973 i 87
1073 100 96
N1 (2006wt ) Ya20n 523 3:1 819 43,1 [23]
M1 16 D wi®) -AL O, Th 44
N1 {153 wi®) Laz 0y B0.7 40.5
N1 {35 wit) -AL O, T3 6:1 100 u] [24]
N1 (3.8 wif) ALy (heat treatment at 823 K) 723 3:1 Oh.6 61.5 28]
923 100 B0L0
Alz0n (heat treatrment at 973 K) 723 100 1]
823 Q0.2 67.3
923 100 874
N1 10wt AL Oy 923 81 100 T8.2 [29]
MegO 100 822
Laz 0y 100 80.3
Zn 100 54,1
Co (10wt Zn 623 4:1 100 T34 [38]
{(75h)
Co ( 10wt%), addition with Ma [39]
Ma (006 wif) Zn0 673 13:1 100 72.1
Ma (023 witfo) 100 T34
Ma (078 wt.%) 100 T4.2
Co (8wt Al 673 31 74 H0-T0 [41]
(18 wi%) 94 63-T0
(Bwt%) Si02 B0 62-T0
(18 wi%) a7 60-72
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List of ethanol steam reforming using noble metal catalyst

Catalyst Support Temperature (K) Steam/Ethanol molar ratio Ethanol conversion (%) Hydrogen selectivity (%) Reference
Bh (1wt} 1-AlL 0y 1673 31 100 ~ 05 [14]
(2 witd) 100 ~ Of
Bu (1wt} 42 ~ 55
(S witd) 100 ~ Of
P i1 wi%) &0 ~ 65
Pd il wi) 55 - 50
Bh (5wit%) 1-Ala Oy 841 100% at the beginning Unknown [15]
43% 100 h after operation
Bh (3wit%) Mg 923 851 99 (10h) 2] [17]
Pd (3 wit) 10 {10 h) 0
M1 (21wt 42 (10h) o7
Co (2] witt) 55 (10h) a2
Bu (1wt%) Celly 723 Mot known Above Q0 57 (20min) [18]
25 (100 min)
Bh (1wt%) 82 (20min)
56 (80min)
Bh (2wt%) Celly 373 81 8.5 9.7 [22]
673 106 66,3
723 106 64,1
Zriy 573 100 574
723 100 03
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i+ ¥ %ﬁﬂ b e 5 s 23 e i (Oxygen Storage
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1-5 & g i A § R e
DHRT g B RACF R R
(1)C,HsOH+3H,~>3H,0+2CO, AHr = -1280 KJ/mol
 D. K. Liguras® 47 & » #-2 87 1“2 fr§ § L 384 £ 3]H < 500 &
fglit A(Ni/LayO3 )% w PF > & fi§ € 38 (730> ¥ it & J&( Partial Oxidation
Reaction ) :
(2) C,HsOH + 1/20, — 2CO + 3H, AHr = +20 KJ/mol
PR T A G e F R AT REEFRT o A R BT
Water-Gas Shift Reaction -
(3) CO + H,O0 — CO, + Hs AHr = -40 KJ/mol
L. D. Schmidt # 3| 4] #.5%Rh/CeO2(x & £ | » ' )% (TRt & » ¥ &
R e s pEMERRS B EE D IF EQ) Q)T EFR
(4) C,HsOH + 2H,0 + 1/20, —» 2CO, + 5H,  AHg = -50 KJ/mol
BERITEF G FIOR LR BREF AR RAHIER IR £

OBk B F AR A BHERA 2 F RN B 2k
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DECOMPOSITION _,)J

r__ﬁm—mj
CHy, CzHy,

Ha, Hz O, COx ¢

METAL CATALYST

FOLYMERIFATION

METAL CATALYST
Ha0
. CC\'\__ A TERGAS-EHIET

METAL CATALYST
DECOMPOSITHIN

Bl 1-5-1

METAL CATALYST STEAM REFORMIMG

METAL CATALYET

T H:0
fod AL e BT A F fitin Y o
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2-1 RH%ES
.  EX fLg s R R T
1 AR T 4F  Ce(NOs); - 6H,O 99% Alfa Aesar
2 3 -4 7r0O, 99% Alfa Aesar
3 ERRED 2 Si0; 99% Alfa Aesar
4 Vo i Co(NOs3), 6H,0 99.5% Alfa Aesar
5 A ELd:  Ni(NOs) 6H,O 98% Alfa Aesar
6 A ELdr Cu(NOs) 3H,0 99.5% Alfa Aesar
7 % Y4 RuCl5- xH,0O 99.9% STREM
8 7 14k RhCl;: 3H,O 99.5% Alfa Aesar
9 F 1“4k IrCl;-nH,O 99.5% Alfa Aesar
10 F it 4 PdCl, 99.5% SIGMA-Aldrich
11 > % i 4a PtCly 99.9% Alfa Aesar
12 A 4L AgNO; 99.5% Alfa Aesar
13 T % £fk HAuCl, 99:9% Alfa Aesar
14 i3 C,Hs;OH 99.9% J.T.Baker
15 L fx CH;CHO 99.5% Alfa Aesar
22 FmES
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2-2 RH%RKA
2-2-1 X k3 &k ¥E84 % ( X-ray diffraction )

i * 4%, % Bruker AXS D8 Advance( Leipzig Germany ) #% & &_1Z 4 ie
Ko A=1.5406 A )iT 5 ¥Esfsk ik o RIL 5 X kg r LMY & 4 ot A4F 2
LROPFIRTIE €3 FHR %> 5d Bpv F N HHEH - &
W R o EIFETREA0KV Tn 5 40mA - HEs 4 R (20)5 15°-80° 0 1
*OX kAR R S R RIS AT B K R 0 1 B endES Rl Y EVA Bt
B2 0 &t 4 Joint Committee on Powder Diffraction Standards( JCPDS )

Y SR

2-2-2 % % f ~ 17 & ( Brunauer-Emmett-Teller ; BET )
¢ * Brunauer-Emmett-Teller NOVA 1000e # & #% » 7 & > F o & f=B~
e 04g 2t 2B E > e BIENIS0RT S B2 EBT

» B TTK SRR TRE > GHEONEE > PV EI A HFE

2-2-3 HEHFERE S 42 ( Field Emission Scanning Electron

Microscope )

AET AR B RIS NIRRT S Biks > 2155 JEOL
JSM-7401F(p ) & + 1 % cold field emission type » *fF it & #7854 7 %

HRTVFEETRFTLPE AR B 5922 F o

ETTS

BRI E MR REL Y A AR AR AR
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FU* X 50 RUufaic o T Y E L pnRd ek o RAREFRFZT

FETREBBLOTTER > B L TT R L EP o

Bl 2-2-1

224 R
F B P o TR BT R N K& F RpER EEN

100 & 110 B IE ¢ G B 15 B i E RS 1L S

\,\
RS

TOFR A e LT AT 3 Je 3R 2R & ( Preheating Temperature ) € A 2 <

‘\

1_

& Fl g x

<k

_,_
4

=
+ﬂ

s
wm e

L R E ALY LRIy ETSTIN

~m

<
s
IR

.
e

BT e § of 5 L

“ EL
2

B

1

+
W
B

22 % > %2 HPLC pump ﬁ%l

T3

Do FRokiA R 0 RS HEI N o A RS IE A R B L TRl
A E R EF FRERFEEF o

dONE Y §F A RAEFMAL S T A KR F KR
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it ﬂ1r’/ﬁL1§1<’ —»ﬁ“ /n1§ ’ m%ﬂ’g|<1§'6]‘¢|‘3?‘;{/é\,}i$ ’ f%ﬁ)‘@.ig\.

LRERRER G RAR LA il AR RA -

ZEEE TR

= (==

I

W2-22 o okipiRit i
2-2-5 § AR K 47 F 3 R (GC/MS)

FARAAT RAATRIL . L R L AR L 2 BT R 5

Iifx

#F F B(Carrier Gas > § § ~ ¥

o
i)
4R

)G Btk A A E o I AT
Pt dfis Bier 4 cnd oo g AFRE R A oo d I AR Ik -
SFERE T 1 ERR SR T R R R R L VCa
F e e A g

AF 7 & * A5 % Thermo Trace GC 2000 » # * A 47 £ ‘g 41
( Capillary Column ) 5 Supelco > USA 2 # #¢4 Z ¢ Carboxen'™ 1010 POLT
Fused Silica > ¥ #L& & 30 2% » P j2 053 T of » 7@ * MR L 3L A ED
#] B ( Thermal Conduction Detector » TCD ) » & g fz & iin/2h4 i
( Split/Splitless )£ %m# % $5:L » & 322 § 3+ jini# 47 4] B ( Electronic Pressure
Control )o A 45 % » Z LBk 47 kT 2 ¢ HE P BENER 2 #H< 350
Beo WRIE AR AR SN 200 A& 0 HREAS TR HES 200 & o B
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ARG AT ER IR RIENSOR B FHIAETHAEE F (Ar
gas )’ it 3mL/min> # /L » §F fitk & 10mL> 45+ % #875:# 72 mL/min >
PR ESP 12475 3mL ) » By pt o HE AP RF L 10min > &
ALV ERBETREEE Imn BRI A FREF TR ITo 1% £
RIE2 WRRUELSEMA > B A FMERTRESR > T IFLF
MR & & 472 k35 o

¥ ook o~ 3 R(DSQ ) 45 # 11 3 Supel-Q™ PLOT » # £ & 30
DR NF032F A o AR CI-CAaEE A o BT FHILF S
B % #(Hegas) il » DSQ B S A RLDBH > Sd pZREVH > 7 2

SRS E IR
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e L F
C,HsOH + 2H,0 + 1/20, — 2CO, + 5H, AHr = -50 KJ/mol
B F BT A - B e G RF o BkhT EE

o [ = S

Iiﬂﬁii’%7ﬁ6ﬁ94ﬁ%ﬁiﬁﬂ§$’Eﬂﬁﬁiﬂmiﬁ
(ClEREZ2E2 1§+ kEr2a 3B ag)(eBEE=2521 §)
=5/3=166% °

2-3-2 T EBIEDE

AFEFEY FAR TR E B AL i LT F AT

3

o AR FAAEREA A LEF 2T FUTRES FIRER
pi Rl R SESFARE CFS L S RE RS SR

FEfl* 3 2 F MEF L E 4] B (Mass-Flow Controller ) 4 |44

EFAFFLFRE A HEFAFF 0l WY EFAE A4
EARE AR AT @A IL AN GG F B F R

W 5D fARRITRE Bk d 0 T ASEIE 2§ AR A
A gl g F e b T EILFRF FRRHF A
Rz MU R B F M GH e AA NP EABEFMARER TT
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G- Rl R S A AR R A EEAE I LR W

)
W
80
=
3

Ik

pL L’-;]J o

S

Bl > FLE R BRI AN BRI F P E X% RFF SR
B

26000000
24000000 —-
22000000 —-
20000000 —-
18000000 —-

16000000 —

TCD signal

14000000 —
12000000 —

10000000 —

T y T y T y T y T
30 40 50 60 70

H2 molar concentration %

Bl 2-3-1 & 5 3 R ER$HERE PR
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2200000

2000000

1800000 +

1600000

1400000 +

TCD signal

1200000 +

1000000 +

800000 , . , . , . , . ,
30 40 50 60 70

N2 molar concentration %

Bl 2-3-2 Fof 3[R ERFFRIEN R E FREUELE

v

LR L A =

Z # ' y=363850.8*x-289769.8

F & y=92237.1*%x+29242.6
FE F BB b =(F P E 2 51+289769.8)/363850.8
FoF B BB =(FE 0P B3 5L-29242.6)/92237.1
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2-3-3 EHRFEE

BRI b A SRR A kR R F Y 0§ F KT

*v
™y
Il
i

A% 3 #5278 5B ae ikt s C(FR/44) 257 27
§ #0005 D% BIEHE <X 5 1 (A/3*C)*(D/B)

HP(ABRC) S d fF e As FRFE e [ S B i B ik

(D/B): % f MUARLIAE > FIZF PRI RESHFHERZ

EALtr o BT FHERARE 0 F BB F BT

R ) RBIR R EFHARE -
Bk~ Rt F TS 79% % #0 21%5 F 0 T h iniE 5 0.5
SLPM( Standard Liter Per Minute» ¥k f8™ & ~ 45 5 #BHF 2 - o2 >

R R 2247 @I WE D d) > BKd F AT RAITE SRR
oo f FAMBELE » FHN203 B AN RE R A T #1203 B

—~

d 30§ FORRAAFE Y 2.03 B0 E T E AT §HRE 4 1.025SLPM

S

Ho BERSNT EHASF MY L E R 65 37.15% 0 A KAk
ftf 224 FESE BRI FE B d L 0E S HE

FRH2 B WL EFEHERET
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2-4 i H el B
2-4-1 * A & BRI F R * i L i

EEF R e iR F 2B A E£/H Co~Rh~Ir» Ni~Pd~Pt> Cu -
Ag~Au ¥ Leng it kBT g v HY AREREF A

If;\é? TL«JF;"E’;’JS%O"éﬂ?iT TL#%I‘% SlOz‘ZTOz‘A1203°

CO(NO3)2 NI(NO3)2 CU(NO3)2
II'C13 PtCl4 HAUC14

M/ SiO, © £ §=P-if £ cn M aE - IF3 A E L kP o AR R b
> 1go g A o) 1.0-1.4 mm 7 SIO, B3 B 30 A 45182~ N 50 B
WUoR & FR R EET2 1 0 B F VAR RL AT o o F R
BEEY o AN 600 R 0 & Fnik 02SLPM e skiE it TR R - ] PF o
T 7 {7 5] 5%M/ Si0, it | o

m M/ZrO, ~ M/ALO; 7# A * pt 2 2 > BREBETTEI IR £ 5

BN A e F b e b eniglit AR
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2-4-2 A@i% M/CGOz/A1203
()4 &Ef2 R -

ZPES

EREREF A G F V4R 10%- §

=1

IR 28 2

”4)“(

L gF > g AP 0252 g AELGF » B2 BT kY o JIF RF R RT
EIY AR 2 4 1go ot g A 1000 m7/g 0 d s % o) 1.0-1.4
mm 7 ALOs %f # B 30448 NS0 BT R S &
iz (58 » BEG Y S 500 BUEST Bl PE S TE E T

R E ¢ 10%Ce0y/ALO; it A 3EH o

Q)R RALE :

EG RN BB OB T kY > F AR R
beox ik 3 2 8] 1720 CeO/ALOs3EF_ 1.1 g # % 30 » 45752 » 3

50 BT A  FiRSEEEC L (8 0 BT VAR L B R
¢ HRE B EEY 0 b#ES 600 B 0 & F niE 0.2 SLPM i
BEEETRR - ) B o TF 8] 5%M/10%Ce0,/AL 05 L1t | 3E

PR AR R AR T L ERT A 5%
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2-5 © FRAE§ 2Rk R
2-5-1 fLiv x ALipiR

AR SRR AR RE R RIS MR FTE
B bfBER G H*Y 2o RpHBEREYE 7 HEIF B Y

FEMEREL PR I BE P B AL o Ty A TIRE -

Temperature Controller

GC analyzer

Pre-heater Reformer Condenser

HPLC pump
Ethanol/iwater

Bl2-5-1 @ s Rls# kSR

2-5-2 F & F BT R R B PR R

KRS
et
>/

AR EREY VAme TRy iP5 BV F g B RE LT BT,

i

?E’g 1.5cm & > pli@ k3 JF o8] (T enipl i A& F1# o D i

A&
gl

—

Pk FERFEN 0 KFP A EE B A

2-5-3 gy vt BRI TR
Al F et o ~Res F (79%F F t21%% § ) ¢ frkiz R

e F o BPFF AiE 15 TR FIF RS i & i( Partial

Oxidation Reaction )*77% # # > @ -k Z F Rl 5 817 1-5 7% 3 F & (B)WGS



F Jis( Water-Gas Shift Reaction )*7 % # # > ¢ Rl 284 F B 34 o d @

Fs %

fiﬂ
SRy
N

AR E s §F RN R EE R P E L AR

3]

S
&

=

LSRR A E AR OGNy BN A e

450
=

FAR T FF RS EF 3 L €

e
L
g

[—
p——a
4>
ey
=
A
o
34
'&1
hesy
Y

f

AA2 G FEF o @B 2LEF TR o
FIMEFTARR R S T A&ALF »E(COratio )5 ¢ B¢ B RS ﬁﬂ:“f P2
FR2 % 4 °9Tg 3 Rt 1% s Rad v B RIRRE 2 RERT a5

R x> RED| & F R IER

2-5-4 £ pF AR TR PR
AR RS B A PR e BRI R 2 f o TELTC R LT

M PR - 2 i A SRR -

2-5-5 e pRig g Bt F B2 B AL
Fl* GCMS»> WiFL B AF 2RIV SR> JI* HERN TR

BlAP 2 kR
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¥

-
-
—

i

2+ by 2 12
-Jﬁ'%-‘;’-—, ?‘ Fﬁ

3-1 2 RiEREBLF Leng L4 F L RIEE S

A L %
£ Ladi

e R b o R RN K e o

1. 5%0M/S10,

B PR 224 ST B A I ] 0 R R S%M/SIO, 0 T

F

2
2

FIF ST o ARPIBLIF RN F R BEE BT RER

Co : 1.6%

N1 : 0.2%

Cu : 0.2%

Rh : 49.6%

Pd+:0.3%

Ag : 0.3%

Ir © 50.6%

Pt . 1.2%

Au : 4.4%

2. 5%M/ZxO,

+
~

4

5%0M/Si10, g1 | Pl 38 & %

7 PR 2w TR S E B LA RIE S%M/ ZrO, 0 T I Ard §E R

F 4
Co : 2.8% Ni : 0.3% Cu: 9.7%
Rh : 41.0% Pd : 12.5%

Ag  5.1%

Ir ©61.4%

Pt 15.1%

Au : 7.1%

%5

5%0M/Z1O, fLit H| 3R] 2k 4 %
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3. 5%0M/AlOs

PR 2 A A A A L ] PR S%M/ ALO; T B d § E R

Co : 2.6% Ni: 1.7% Cu: 5.5%
Rh © 50.0% Pd : 12.8% Ag : 2.77%
Ir ©56.6% Pt : 20.8% Au * 11.6%

%6 5%M/AlOs i it ||k & &

4. 5%M/10%CeO,/Al,0Os5

PR 2o Tk 3 R E LB A B E 5%M/10%Ce0,/AL 05 0 7 iF A

i FERF

Co + 20.2% Ni . 27:3% Cu : 20.3%
Rh : 90.5% Pd ©26:.9% Ag . 15.0%
Ir ©97.3% Pt : 53.7% Au : 17.6%

27 5%M/10%CeOy/ALOs it ) ip] 24 2 &

dRREET S AT i L niERT > 3 & ik
Lred s A gAale » R AP =45 L4 > Rh~Pt~Ir § 2% hd #
EEFom s e BF%R(5%M/10%Ce0,/AL0;) i % @ » Rh 12 % Ir 9
FFERFLR > AL APEF R I ERF Al T F i

A& v (COratio)fF 5 — & 5|agwT gy o
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32 17 @itk g (v 1 A
3-2-1 I/l 0%C602/A1203
AEmARR ARG @B I RFARTEASIBR &

Fhor 1g§ MARRERT S AR DR BREGTES ARBESEFR R
Wtk o

BEFLFAPEE ICL 4 ~ £ 33 ki B3 18 & %0 14 520 1033
v @ Bt RaaFEEE ERAI
3-2-2  5%Rh+Ir/10%Ce0,/Al,O5

APk RYAEES B AT RIARTRABIRGE B
FAor 1g§ F4RIRT PR R At B R B R T B R
ik o

BFLfAP3ERVEEFREE I EER g 2 3 kB X
B Gk g s PRACA R REAB Y REFEEZ &}%"H‘?'% °
3-2-3  5%Ru+Ir/10%Ce0,/Al,O5

AREHAL R IR B I RTARTRABLIBE &K

Fheor 1g§ MR Y E o SRS BRR ST R
Wtk o

BF¥LFPRERUEBPGE I £ HPgr o (R A3 2 2 05

s iR o R A LRFEEE BRI -
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AP AR PIREY Ee 2 WS 2 3%I/10%Ce0,/AL 05 ~
5%Ir/10%Ce0,/ALL,0;5 2 7%I1/10%Ce0,/AL O it & » 22 % Ir & etz &
ERAY O A E v E(C/O)E 0.7 F #iniE 0.5 SLPM e S ik 2 7 i

7 29 SLPM 4 rinid 2 & A4 IR G T oy g2 2 -

d B 3-1 0 B3R % % 7 4v 5%I/10%Ce0y/AlLO5 BLit & fimid 7 7
0.5SLPM 2 gd 85 0.7 cnP skiF 2 T 7 P& B & §EHFS

66.9% > 3%Ir/10%CeO0y/AL,O; eI HRL 5 62.5% » 7%I1r/10%Ce0,/Al,05 7

it A 5 64.6% o

(A) 45 3% T =+ B Hest » 17 (Seanning Electron Microscopy ) :
Bl 3-2 5 5%Ir/10%CeO,/Al,O5 it & 53 SEM ] » d B ¥
5%Ir/10%Ce0,/ALO; % & 7 P B+ 2 dL R A (5 o

(B) X k3 % ¥Ebt ik 4 17 ( X-ray powder diffraction pattern, XRD ) :
B 3-3 5 5%Ir/10%Ce0,/Al,0; 57 XRD ] °

(C) &t & 4 #73% & 3 % 4 47 ( Energy Dispersive Spectrum » EDS ) :
B 3-4 % 5%Ir/10%Ce0,/AlL,0; 5 EDS B> ¢ B ¥ w2 & & ¢ “,ért 73
E(AL)~ 5 (O)~4Ff(Ce)~g&(Ir)®mgiet > 5 S Z L~ F 350
B 5L G (P riF o
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70

1 —m— % Ir/10 % CeO_ /AlL.O
69 2™V

68

67

|
66
65
4 |
64
63
|

62

H, selectivity

61

60

w -
D
o
o
~

0,/ALL,O3 2 i

NCTU Sh:80 S 3. 100nm

Bl 3-2  5%I1/10%CeO,/Al,O5 &1t F&| -7 SEM ]
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aMMMLMu Mu

o J by L ek NS,
I e s s s s s s B s e s B B s s e
20 30 40 50 60 70 8l

2-Theta - Scale

&

B 3-3  5%Ir/10%Ce0,/ALO; i it & 17 XRD Bl

1 2 3 i 5 E 7 8 g 10 1
Full Scale 3742 cts Cursor: 0.000 ket

Bl 3-4  5%I1/10%Ce0,/Al, 05 it #| e EDS [l

34



3-3-2 F P R g LY B PR RO L s S AR

AAFEY > EHE 5%I/10%Ce0,/AL0; it FE (TRl 5 0 B A
HiwiE > ¢ 0.4 SLPM | 0.8 SLPM P #7118 3| chi 4 E# F 2 1 o

4 B 3-5 0 Bl % 4 5%Ir/10%Ce0y/ALO; L1t A i 0.6 SLPM

T B R A EFER T 933%:

5% Ir/10% CeO /AL,

o] © © ©
[e¢] o N S

| | | |
|

H, selectivity(%)
3
|

|
84 -
82 -
80 - u
78 - u
T T T T T T T T T
0.4 0.5 0.6 0.7 0.8

Air Flow Speed(SLPM)

Bl 3-5  5%Ir/10%Ce0y/Al,05 11 A7 % % § il $f B0 2 B2 48

3-3-3 B v BB nF 2 B

1
Ja

dHE P& VB ATF nid 06SLPM T 4 5B & 5 iE

B - -}

BARERY 0T RGREL - PR L RS2 T s H Y
BLE W ER Y 0.4 1] 0.8 £ pI5EZ 3 LA A B & 3%I1/10%Ce0y/ALO;
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22 5%I1/10%Ce0,/AL,O5 3 7%I1/10%Ce0,/Al,O5 it F#| o

3%I1/10%Ce0,/ALOs v A 2 4 & 10 (& % it > % 94 4

ET

® 3-6

5%I1/10%Ce0,/ALOs v | 2 4 & 10 (& 4 it »2 % 94 4

i

B 3-7
B 3-8 & 7%Ir/10%CeOy/AlLO5 it F|ec Fpl & vb B4 il sk B2 4

Bl 3-9 5 = 81 ok R o

R ER T Aol 2 AR A CIO=06 % > T @A G E FER

F oo uE 97.2% ~ 101.4%% 104.4% -

—m—3% Ir—CeO2

100 +

0 N

70 +

H, selectivity

60 —

50 +

40 T T T T T T T T T
0.4 0.5 0.6 0.7 0.8

CO ratio

B 3-6  3%I1/10%Ce0/Al,O5 it | s g pt & vb B2 i s g it
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]—-— 5 % Ir-CeO
| | 2
07 \
1 | |
90
||
>
S 80+
3
k)
[(b)
wn
IN 70 -
| |
60 <
| |
50 : : : : : : : : ,
0.4 0.5 0.6 0.7 0.8
CO ratio

B 3-7 5%Ir/10%CeQy/ALOSE It e o & sl & Vb (B2 L 2k 1L

110

—ua—7% Ir-CeO2

100

[(e]

o
1
|

2
= ||
©
L 30
(]
(2]
IN
70 -
|
60 - .
T T T T T T T T T
0.4 0.5 0.6 0.7 0.8

CO ratio

B 3-8  7%Ir/10%Ce0,/AL,O5 L1 F e g pl & Vb B2 (it s g it
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120 I T I T I T I T I
—m—3% Ir-CeO2 1
110 - —e—5%]1r-CeO, ]
- A -
— A [0) -
100 L ° 7% Ir-CeO,| |
||
I o |
90 | -
> = A
> ]
S 80 | n ]
<@
[¢D]
(7]
~ 70 F _
I | |
60 | -
50 | -
|
40 1 1 1 1 1 1 1 1 1
0.4 0.5 0.6 0.7 0.8
CO ratio

B 3-9 3 ~5~7%Ir/10%Ce0y/ AlOz et Wiz Fpk & v\ B2 Bt »xd g it

3-3-4 £ pFF 42 ¥ & ( Long-term Stability )ip|:#

(A) temF %7 o E# 3%I/10%Ce0y/ALO; it B E (09 5% 18 5 » B2
PRH AL R ERT E FER ORI > B 3-10 Bl S
FUERRCEEPFRRE RIEET 0 AR FRET LGP
B ST %

(B) #4 :% 7 F & s~ 47 ( Scanning Electron Microscopy ) :

B 3-11 % 3%Ir/10%Ce0,/Al, 05 it | & 5 & F 65 /] FFiRit £ i
{6 e SEM [l » 7 4 I LI A L G b g R R Y R BT T
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it B A m oo

(C) X %4 & ¥4t % 4~ 17 ( X-ray powder diffraction pattern, XRD ) :
B 3-12 5 3%Ir/10%CeO,/AlOs it Al &5 65 -] F& @1 £ i is e
XRD H| °

(D) it & 4 %73\ £ 3 & » 47 (Energy Dispersive Spectrum » EDS) :
@ B 3-13 5 3%Ir/10%CeOy/Al, 05 L1 & & 4538 65 /] PF it & Ji {8
HEDS Bl A 47 > 7 MF IR F R Fm AR o R F R

HEF R PA

110 T T T 5 1 ™ T T T T T T
105 [ —4'39%1r/10 % CeO/ALO, ]

95 [ ' U ]

90 [ l ]
85 [ ]
80 L i
75 L ]
70 L ]
65 L ]
60 L ]
55 [ ]
50 11

0 10 20 30 40 50 60 70

Duration(hr)

H, selectivity(%)

B 3-10  3%I1/10%Ce0x/Al,O5 it | £ pr fF s 5 % 1Y @]

39



Sb:80 SEM  SEI

3%I1/10%Cey/

5000 —|
4000 —
-
i
< 3000 —
E 20
Q 4
O i
8
£ ]
- ]
2000 —|
R i
0 L . s s s e e s s e B s e
15 20 30 40 50 60 70 8

2-Theta - Scale

Bl 3-12  3%Ir/10%Ce0,/AL O3 1 F] 5 i £ PFF LI F & 15 (7 XRD
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Spectrum 1

1 2 3 ) g g 7 a q 10 11
FLUll Soale 1560 ot Cursor: 0.000 kel

B 3-13  3%Ir/10%CeO,/Al,Og; ik Al 5 i £ PF B iR £ & {s en EDS B
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3-4 1* Ir LR 2 BHFEF Rh 2 Ru & HRMF K
3-4-1 5%Rh/10%CeO/ALO; £ fe 7 FERZ | 4+ Ir £

A% o d 5%Rh/10%Ce0,/ALO; 4 W 3 1% ~ 2% ~ 3%% 4%lr
BT RE L BT FRIE > X AT PRI BT R

Bl 3-14 PIEEE7 o CO=07hiEET > w7 @i #3575 &

)

<2 gt iE 2T 5%Rh+1%Ir/10%Ce0,/Al,O05 L1t A5 &+ & 104.3% -

(A) #$ 3% T + B icgr ~ 7 ( Scanning Electron Microscopy )
Bl 3-15 5 5%Rh+1%Ir/10%CeO,/Al,05 i+ F#| 7 SEM [ > o B ¥ +—
BB A G oS g B ERRG -
(B) X k¥ & ¥4 ik ~ 47 ( X-ray powder diffraction pattern, XRD ) :
B 3-16 %= 5%Rh+1%Ir/10%Ce03/A1,0; 7 XRD ] -
(C) &t & 4 #73% £ 3# % 4 47 ( Energy Dispersive Spectrum » EDS ) :
Bl 3-17 % 5%Rh+1%Ir/10%CeO,/Al,O; 7 EDS B] > & B ¥ ¥ & 2] 4

4 (Rh) ~ 47 (Ce)engs » 4 > £ edi(Ir )% B(C) -
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3-4-2  5%Ru/10%CeO/ALO; e FEEF A Ir 2/

B EEY 4 5%Ru/10%Ce0,/ALO; A B Fe 1% ~ 2% ~ 3%% 4%Ir
AuETe BB B AR RRE T AT P E M EIE T R o

B 3-18 BlEEHF v aCO=06 g™ > w7 B H 57

Bt B0 fgt i # T 5%Rut3%I1/10%Ce0,/ALOs L1t | 5 B~ E 106.3%-

(A) ¥ 4# X T F B Hcgt 4 47 ( Scanning Electron Microscopy )
Bl 3-19 = 5%Ru+3%Ir/10%Ce0,/Al,O5 # i & 53 SEM B] » d B ¥
R Gk F A FI9g > eg S HRRE o
(B) X k3 & ¥Eit &k 4 #5( X-r@y powder diffraction pattern, XRD ) :
Bl 3-20 = 5%Ru+3%lr/10%Ce0,/A1,0; =77 XRD B] -
(C) s B A #7358 k£ # & A~ 19 ( Energy Dispersive Spectrum » EDS ) :

B 3-21 5 5%Ru+3%Ir/10%Ce0,/Al,0; 7 EDS [ » d B ¥ P & 2] 9

£1(Ru)~ 4F(Ce)emass » 3 > £ egk(Ir)2 g#(C) e
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2. 5%Ru+3%Ir/10%CeOz/A1203
(A) B 3-26 & 5%Ru+3%Ir/10%CeO,/Al,O5 it & & i £ FF

Femigd adpl@ded PIBRREET B T ALPERF BT

TR R RS s P A R eI s o

(B) # 4 3 T+ ik~ 17(SEM) :

Bl 3-27 5 5%Ru+3%Ir/10%Ce0,/Al,05 it ) i i £ P v &
R SEM B > d B ¥ § 2158 50 ) PR ORe(S 0 BB E 6 R
RIS > PG ERAIMG o

(C) X £ % $E8f ik » 7( XRD )
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(D) it & & $75% £ F kA 47(EDS ) ¢

Bl 3-29 & 5%Ru+3%Ir/10%Ce0,/Al,O5 f it ] (5 if £ P A it K
R EDS B 0 Sd A& A4 IR i £ e 7o (B 3-21)
AR E R A A T P B MG )

Bt dmin g o

51



130 4 . ’ —*—5%Ru+3%Ir/10 % CeOZ/AIZOS
i

— Mw Ty

110 — A'~--.._,.."f4

100 4?.-7 w

90
S 804
= i
S 70
2 i
3 60
$ 50
N -
T 404
30
20
10

0 T T T T T T T T I . : . I

Duration(hr)

L .
L

10.0kvV X100,000 WD 3.0mm 100nm

B 3-27  5%Ru+3%I1/10%Ce0y/ALOs it & & i £ pr ¥ .1 £ fiy 5 SEM ]

52



Lin (Counts)

;
4000
o sttt A)W b, /\:/\.m»m il
5 2 % w0 © o 0 o

2-Theta - Scale

B 3-28  5%Ru+3%Ir/10%CeQ,/Al05 Tlit Hlis i £ pF F .1t & i1 XRD R

Spectrum 3

1 2 3 4 5 E T a g
Ful Scale 2152 otz Cursor: 0.000 kel

B 3-29  5%Ru+3%I1/10%Ce0,/Al,05 it F) (5 i & pF F .14 & i 7 EDS B

53



35 RERMCFBALARRASERAT

it s WL F Rt AR PRl A S 58 GOMS At HR TR E
FRBAF Z K- AF RR2DCHmBUE LA AN EHLBEEFRERK
EROPERFF LAy e i £ o

BE I ES 10%C FEFEF %2 90%F HREEF 0 fIF iR dof
B R 2324 Z R RITERKRIYR FEFFHMERAHRE
LR PR R A A2 RPE A 0.995 T F {1 g 25N iT e
iAo

Bl 3-30 T 52 fE s AT RASZENRR LY B FEL

0> “TE PRI & MM A y=1:8338x+2.938E ; R>=0.9966

1.20E+009

1.10E+009

1.00E+009

9.00E+008

8.00E+008

7.00E+008

MS signal

6.00E+008

5.00E+008

4.00E+008

3.00E+008

Molar Concentration
CH,CHO (%)

Bl 3-30 e @i B kRHTHERASITE

I e o RN s N HEE 0 GO/MS LR TR R A 0 B

54



AR AFL B ROFRBAS Y IR HC

dod 3-5-10 e ¢ A B EEIF 2B FH > 5%I/10%Ce0y/ALO; ~

5%Rh+1%Ir/10%Ce0,/A1,03 % 5%Ru+3%lr/10%Ce0,/AlL O3 g & 47 & 47 ©

| vk R
5%Ir/10%Ce0,/Al,0; 0.40%

5%Rh+1%Ir/10%Ce0,/Al,O;3 0.35%

5%Ru+3%Ir/10%Ce0,/AlL O3 1.53%

%28 BAFY CEERAIT

55



) ;

bhmed o AERF e MET LB LS R ET P

¥
7

s
-%§\7

Fopl R snF e e ¥ UFIRE L B(Rh) & & B(PH)E 4L B(IN)
FRE DL FEHETOT ARH LA R L B(In)EE kA
oo pTH FEpe R @ v r i H ek £ B(Rh)E4E £ (Ru) - GiEe iR
& M plE IR T1/10%Ce0y/ALO; it & B % 4 iiE 0.6 SLPM » s 5 1t
5 0.6FERET 235 ~T%Ir/ CeO)/ALO; % F B2 & # EH F » 2 ok
2EF AT 0 & 10183% o

Aok EFRBELRBRRORSY  F PRI Bz
£ en11/10% CeOy/ALO; § A A Lt o ey 0 w5 Lgpest 2
(Rh)& 47 £ F(Ru)>t = 5 18 47(CeOy) b v £ PP enfE 3 B 7 SR RIED
ek R EF AT EARE o B S T BRI A E A
WP BB H LG RT F RERG > EDS S Ko B R SEEER

SR F 0§ RUTAH R AL A G F R PR e o

N

L

Paid 3 S U4k £ B(Ru) k2 @0 AE 5 EH D

JEA r_ﬁ 11—
he s FEPAER(ID)HE R ELE &g TR 7 BEo§ler B A%

FERE N E L ARV U] e I RE AT HERAERATE

ER I VRACERTHRDENF BETAEL FERT o

56



1. J. M. Leger, C. Lamy, Ber. Bunsenges. Phys. Chem., 1990, 94, 1021.

2. http://www.bp.com

3. R. Subramanian, L. D. Schmidt, Angew. Chem. Int. Ed., 2005, 44, 302.

4. ].J. Krummenacher, K. N. West; L. D. Schmidt, Journal of Catalysis, 2003,
215, 332.

5. P.J. Dauenhauer, B. J. Dreyer, N. J. Degenstein, L.D. Schmidt, Angew.
Chem. Int. Ed., 2007, 46, 5864.

6. F. Donsi, K. A. Williams, L. D. Schmidt, Ind. Eng. Chem. Res. 2005, 44,
3453.

7. D.A. Henning, L.D. Schmidt, Chemical Engineering Science, 2002, 57,
2615.

8. L. Nobuhiro, N. Wataru, M. Tomoyuki, F. Shinoichiro, A. Masahiko, T.
Nobutsune. J. Chem. Eng. Jpn., 2004, 37, 286.

9. Y. H. Chin, R. Dagle, J. Hu, A. C.Dohnalkova, Y. Wang. Catal. Today,
2002, 77, 79.

10.A. Berman, R. K. Karn, M. Epstein. Appl. Catal. A-Gen., 2005, 282,73.

11.R. J. Farrauto, Y. Liu, W.'Ruettinger, O.Ilinich, L. Shore, T. Giroux. Catal.
Rev., 2007, 49, 141.

12.L. S. Feio, C. E. Hori, S. Damyanova, F. B. Noronha, W. H. Cassinelli, C. M.
P. Marques, J. M. C. Bueno. Appl. Catal. A-Gen., 2007, 316, 107.

13.N. F. Athanasios, I. K. Dimitris, E. V. Xenophon. Chem. Commun., 2001,
851.

14.K. L. Dimitris, I. K. Dimitris, E. V. Xenophon. Appl. Catal. B-Environ., 2003,
43, 345.

15.V.S. Bergamaschi, F.M.S. Carvalho, C. Rodrigues, D.B. Fernandes, Chem.
Eng. J., 2005, 112, 153-158.

16.Jordi Llorca, Jean-Alain Dalmon, Pilar Ram irez de la Piscina, Narc’1s Homs,
Appl. Catal. A-Gen., 2003, 243, 261.

17.D. Srinivas, C.V.V. Satyanarayana, H.S. Potdar, P. Ratnasamy, Appl. Catal.
A-Gen. 2003, 246, 323.

18.J. R. Salge, G.A. Deluga, L.D. Schmidt, Journal of Catalysis, 2005, 235, 69.

57



19.V. Fierro, O. Akdimb, H. Provendier, C. Mirodatos, J. Power Sources 2005,
145, 659.

20.R. P. O’Connor, L. D. Schmidt, AIChE, 2002, 48, 6, 1241.

21.A. Jhalani, L.D. Schmidt, Catalysis Letter, 2005, 104,3-4, 103.

22.R. P. O’Connor, E. J. Klein, L. D. Schmidt, Applied Catalysis A: General,
203, 238, 29.

23.E. C. Wanat, K. Venkataraman, L. D. Schmidt, Applied Catalysis A: General,
2004, 276, 155.

24.P. Massa, F. Ivorra, P. Haure, F. M. Cabello, R. Fenoglio, Catalysis
Communications, 2007, 8, 424.

25.X. Zhang, K.Y. Chan, Chem. Mater., 2003, 15, 451.

26.A. Kaddouri, C. Mazzocchia, Catal. Commun., 2004, 5, 339.

27.J. Llorca, N. Homs, J. Sales, P. R. de la Piscina. J. Catal., 2002, 209, 306.

28.A. N. Fatsikostas, D. I. Kondarides, X.E. Verykios. Chem. Commun. ,2001,
851.

29.A. Haryanto, S. Fernando,:N. Murali;'S. Adhikari. Energy Fuels, 2005, 17,
2098.

30.G.A. Deluga, J.R.Salge, L.D. Sehmidt; X.E. Verykios, Science, 2004, 303,
993.

31.Jeng-Han Wang, C. S. Lee, and M.'C: Lin, J. Phys. Chem. C 2009, 113,
6681-6688

32.Meng Ni, Dennis Y.C. Leung, Michael K.H. Leung, International Journal of
Hydrogen Energy 32 (2007) 3238 3247.

33.D. K. Liguras, D. I. Kondarides, X. E. Verykios. Appl. Catal. B-Environ.,
2003, 43, 345.

34.C. W. K. Alaric, K. L. Weng, C. Luwei, P. A. Thiam, L. Jianyi, B. F. G.
Johnson, K. Tetyana. Catal. Commun., 2008, 9,170.

35.C. Padeste, N. W. Cant, D. L. Trimm. Catal. Lett.,1993, 18, 305.

36. 575 b Mn/y-Al203 4R F 1 AR A AL 24-2 & fokiB iR 2
Fr R LAEREI /Y TR LHm 0 2001 o

37.J. C.. SAE, 1978, 780, 199.

38.H. S. Gandhi, A. G. Piken, H. K. Stepien, M. Shelef, R. G. Delosh, M. E.

58



Heyde, SAE, 1977, 770, 166.

39.K. Kikuchi, S. Gakkaishi. Platinum Met. Rev., 1974, 16, 95.

40.B. Harrison, A. F. Diwell, C. Hallett. Platinum Met. Rev., 1988, 32.

41.G. Kim. Ind. Eng. Chem. Prod. Res., 1982, 21, 267.

42.A. N. Fatsikostas, D. I. Kondarides, X. E. Verykios, Chem. Commun. 2001,
851.

43.A. N. Fatsikostas; D. I. Kondarides; X. E. Verykios, Catal. Today 2003, 75,
145.

44.S. Cavallaroet, Energy Fuels, 2000, 14, 1195.

45.D. K. Liguras, K. Goundani, X. E. Verykios, J. Power Sources in press.

46.A. Haryanto, S. Fernando, N. Murali, S. Adhikari. Energy Fuels, 2005, 19,
2098.

59



	封面－－0729.pdf
	摘要--new.pdf
	論文---0729.pdf

