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1. EROER-BH

200552 A ICREBREEN L, HEKREE A ROHHBIRITBFOREL Lo, LiEEIIEERELTRE
FREIZHEALTHY, REARAHENERMIEIZLER2BZZE N EMNSHEIBADETHS. KREREET
HBEEMIEHEBICLEANREARDOEEEANKIBIZDHENIEND, REICELL)—URRHRIRILF—DR
TLELTHFSN TS, LAL, BHEEMDERDT=-OIZIFEMHLEREEN S . BB ELDKEITRAST R HOA
B/—IbEEINDSD, MED—EILRF (CO)MNRBELTEYIMNRHE RO EBOSMELLYFKERED
ZKRIBICIETSES.

KFEDDCOIE, FILZFOIUIH EDBELEMEELLTA23 KDKFEFCOEEEL L RIS (Preferential Oxidation:
PROXRG) 12&Y10 ppmIEEFE TIEBIES N, 353 KTHKEMICHEIAIND. PROXKREAMMELLTIL, P2, RU®
Y, APEEBREIBARICIEFL-LOAREINTEY, KRNBHERY, 8E2RVBI|MESNTLVS. Ff=, Pt/TiO,EFeO,
TEOENEEFUEERT EVIRENDHSY. ZDKSIZPROXEMEDIAE(EZ LA, FiEERMEELICENED
(AL, BITEDOPY 7 LS (X423 KL ETEMETHSDH, LLPROXEISS KTITHZEMNTENITHE IO+
REFOES. £z, BIREOBVMEIZHEFNZLAEELS, H,+0,RIEEIXCOAINMETKREHETS.
DESIZEEWVZRIGELS55HC0/0,/HiREEFR T, CO+O,RENDHEZRMIZITSDIIRSETHS.

BrlE NFETRAMZSARTTER ST /IFRI—(F/HF-F/04v ) #HEERKL, TOEESMMEIC
BT AMREITOTERL"". AMETIE, BEERLIERB T /IR F—(C LB ENRAKERED-ODEHE
REfMIE DR ERICHEEBOEBAZBMNET . FH 4 D BHIEIX “Preferential Oxidation” TlX#{COEIL DA F1TS
“Selective Oxidation” T#pH5. AL TIL, AYR—SX I HIBEPtF /R FIENCOEREF-ITEN-MET
HHIEERWETEEDIZ, RAAN —H—FRAULVZIRICKDHERRZ A DS, BAEDRESREAHFBALR.

2. NB-AH&

2.1 iR

fB{K(% FSM-16'9(BET RE#& 1057 m*g”", #HFL#E 2.7 nm), HMM-1'?(CH,CH, %48, 689 m’g', 3.0 nm), SiO,
(X217 Cariact Q-10, 287 m?* g'), ¥ -ALO,(FEIE A-11, 82 m’ g ) ZRALV-. IRILBEB/KBFIRERAL
THERIZEZEELE. T0%, BEKRT 473 K T 2 BREGERL, S5ICKELKRT 473 K T2 BEERTLT
FSM-16 #IFLA Pt F/HIFH#FARLI=(LLF, Pt(p)/FSM-16 ERET 5). Pt HEFEX 5 wthk L1z, Ff=,
H,PtCl,/FSM-16 ZJ5& 5T "L T FSM-16 #IFLIN Pt 7/ 74— (Pt(w)/FSM-16) Z & B L1=. Sl DS (T H Xk
&, MR X #REH (XRD), FHBE EFIEMER (TEM), ER ML EE T FIAMEE (FE-SEM), X BABFHHE
(XPS), FBRiEEE (TPD), RNADIHER) ICKURREIL, F/HF, /74 V—ELLITHFLRICERL TSI E
EHEMNDT-. MEDEE/NNSA—F—%FK 1R, £t=, TEM & FE-SEM B%X 1 TR



R 1 18K PLAMEDIBIE/ NS A—F—

=) REE HrLE LA CO/Pt H/Pt°
(BET, m?g™) (BJH, nm) (mlg™

FSM-16 1057 27 0.84 - -

Pt(p)/FSM-16 944 2.7 0.77 0.24 0.27

Pt(w)/FSM-16 878 2.7 0.68 0.09 0.08

Pt(w, ex)/FSM-16° 979 27 0.78 - -

HMM-1T 689 30 o051 - - -
Pt(p)/HMM-1 661 30 0.58 0.31 -
Pt(w)/HMM-1 648 30 0.57 0.15 0.15

sofs 287 - 133 - -
Pt/SiO, - - - 0.13 0.11

Ao 2 - o3 - -
Pt/Al,0, - - - 0.17 -

?N, 7% (X Quantachrome Autosorb—6, CO & H, I3 (X Quantachrome Chembet—3000 TilIE. °CO 7L 323 K T
BIFE. °H,|7& (X 298 K THIFE. ?Inagaki, S. et al., J Chem. Soc.,, Chem. Commun. 680 (1993)DFETERK. © 7ViEk
ZRAWTPL /T4 —% FSM-16 oL FSM-16 S RME EIZIBREFL . MHED M Fukuoka, A. et al., J.
Phys. Chem. B 108, 853-858 (2004)I50&k. "Inagaki, S. et al, J Am. Chem. Soc. 121, 9611 (1999)DHETERK. ¢ B
T3S 7, Cariact Q-10. " FHE L%, 1 -ALO, A-11.

2.2 fbiE RIS

RISEASREE T EERTER R (RE 8 mm) TITo1z(K2). ATLELL THIEZ 473K, 1 BFEIKRE
JTLf=. RICRIEHACO 1% 0,05-1% N,5% H, /8T2X, SV 12000 ml g"' h") &L CRAEEEETM
L, EEFEEIGof%, HOHFREFUFM42 GC THMLIZ(TCD #&HER, MS13X hTL). BrfbFREERE(L
LUTOERICTHS. COTRIEER Xoo = (Moo Mooow Mooin X 100 (%), O, BRIEZE X5, = (Nogin— Mozow)” Nozin X 100
(%), COBIRFE Si;=(1/2)(Nso 1= Nooou)/ Nogin— Nogow) x 100 (%), N [& CO F£7zIE 0, DEILTHS.

2.3 IRAIE

IRIEBARSHFTIR-420 AV TEEBAETRIEL .. TARVBE LG H % CaF, B D IREILICAN, KRF
ERT 473 K T 1 BfEERTL, 473 K T30 A HEZEZEL= (#9107 Torr, 1 Torr = 133 Pa). &9, IR+EJLIZCO
FzIL PCOEEAL 293 K T10 R RICIRZBIEL, RICHDS R (H,, D, O,FfzlL ®0,)F#ANTIRZAEL
fz. ARGRIVIEEHAHA REZELFILVTRLTE.



K1 TEM KU FE-SEM 14 :(a) Pt(p)/FSM-16, (b) Pt(w)/FSM-16, (c) Pt/SiO,, (d) Pt/Al,0,. (e) Pt(p)/FSM-16 D&
SRRE SEM 1&. () Pt(p)/FSM-16 0 HAADF(high angle annular dark field) STEM {&. TEM (& Hitachi H-800 (200 kV),
FE-SEM (& B3I S-5500 GHI%E.
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3.1 PROX RiGI=&HI+5fniE M EE

FY, CORZBREDT=WHIEHREYHIBEIDO,(0,/CO = 1)ERALVTRIEEIT . BibEIZH(FSHCORILED
RIGEEKRFEZRSIZTRT. Si0,, AL0 B TlE423 KTCOERILEA100%&E7%:5HY, FSM-16T(X373 KL T DR
HBTHtEER L ERETRT. 5, Ptp)/FSM-16TIX313 KTHIZIX100%E5L R ERY, ChETTRELFHOS UKD
—Dé&hof=. LHL, 3B#ECH,CH,E %+ DHMM-1TlE, FSM-16£ELE3 nmBEDPtFH /R FESTICHLEHLTIEE
HTHHIEND, V)NDBELHBMNRIGIZKECEET HTEMN DA o1z, Ptp)/FSM-16 LT, EHREELD K
AR(2%) £CO,(20%) ZETRENRERGIE TEHEHETIEASNGEMN o= (FISD VD). 728, Pt(p)/MCM-41
THPHp)/FSM-16&£ERRDIEEMFONT-.
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p)FSM- 15/ /
| e /i
= fFSM‘lE PUS@>§}/ //
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PHpIHMM-1 PUA%
20 . : 3

Pt(w)HM M- 1

CO conversion f %

K

208 324 348 afpis 498 423
Temperature /K

X3 0,iBFE|SH(0,/CO = )THRIFBFHPHRIEIZLHPROXKIG. RIGEM:: CO 1% 0, 1%(0,/CO = 1), H, 93% N,
5% SV 12000 ml g h™', E[E.



Pt(p)/FSM-16 D% F %353 KTIRETLTI=E 25, COER{bE(X96HFR & 12100%M 590%E TIE T L=AY, 473 KT
1RRIKRZETTSEFHEETICE-=(K4). TEMEET, RIGEIEICETAPtH /A FOBEEILIEIA SN
>7=.

- |
£ 5 Ho-reduction at 473 K for 1 h
5
=
g
]
]

2

0

u] 29 a2 T2 =] 120 144 162 192
Time fh

K4 PROX RIGIZHITS Ptlp)/FSM-16 DALIETAGKER. RIGSEME: CO 1%, O, 1% (0,/CO = 1), H, 93% N, 5% SV
12000 ml g' h", BE, ;BE 353 K.

RIZRERMEERI L. EBRIETRLEELSIC, £20,HBENSHC0LNDREDDEIAZCORIRELETES
%. B5I27R9 K512, COEEIL(CO +1/2 0, — CO,) DEFHEO,/CO = 1/2TREEITOIE, £IREH TPt(p)/FSM-16
EDCOBRILERIFIS%LL L THSHIEMBCOFEIRFEHISNLL EEAD. 51T, 0,/C0 = 1DFEHBT, 0,851L320-40%T
COBIREE LI T H&, Pt/Si0,, AL0, TIXFI50%TIHAHMNFSM-16TIXIXIZ100%THo1=(K6). 2D K5 EER
FERIPROXAAE(TEZHH TR,

100

-
E
-

— Iy
L L

Pt(p)/FShi-16

CO conversion £ %
Mo& 8 B
Lt
i
i

293 i 348 373 398 423

Temperature /K

®5 £iwEMH(0,/C0 = 1/)IZHFBHPROXK . RIGEMH: CO 1% O, 0.5% (0,/CO = 1/2), H, 93.5%, N, 5% SV
12000 ml g h', HE.
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Pt (p) / FSM16

|
d

I I I I )

Pt () / HMMHA . 1

Pt (p) / HMMA
| |
PLSIO, |
I I
PtiAlL0 : i
= = >
] 20 40 £0 0 100
CO zel

X6 BEfRBE|ISH(0,/CO=DIZHITSPROX RIHD CO EELEIRE. RILEMH: CO 1% 0,1%(0,/CO = 1), H, 93%,
N, 5% SV 12000 ml g h™', X, iRE 298-423 K.

MR TERLIZPtF /DAY —%2 VB CHEL, BE, FSM-165\REIZIBFEFLTzPt(w.ex)/FSM-16f1E TIX X7
[SRLEESISES BRI EBICRKEUE T L2 80D, MIFLRICPtERIETAIENEETHS.

K8IZRT &£5IZ, Pt(p)/FSM-16 it b RIEHRAH®D H, % He [CESHZ TEED CO BEREE{THSE, CO
BRILEE(L 20%F TR T L. 5T, KHRIL CO BRLZRET D D&MD, H, +1/2 0, > H,0 TKHAERL, K
A R TR (WGSR: CO + H,0 = CO, + H,) T CO AfREIN H, WBE T BHHBEMNRESN TS & . LA,
B9IZRLT=&31Z Pt(p)/FSM-16 £ T H, &L D CO E{{LIZ H,0 ZHRMLTHF MR LU E, F51& WGSR
T TCHERISHETLENZEMNS (K 10), HADRIEH,0 ABESTHHELITIEZIZL. 2T, FHRAET
RIGHEZ FEMICRET T 52 &Il T

Activity Selectivity
0 'I__
'y S 1III-"’J
Z p / & .-"_- = I
= el =
= #
e
B
[x] “
b1
8 20 - = S
__,_1___,—'—'—'_{-_'_'_ ik o
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Temperature § K

X7 FSM-16 #IFLAE LU KREHEE Pt D4V —I2&L5 PROX Bt RIGEH: R6SHE.



100 t + + * t
/_:tmm: SM-16 /

&0 = P ¥
= % ¥
= Ptiw)F SM-16
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. Pt{w)F SM-16
i Hormal CO oxidation without H;
208 323 2 373 ex 423

Temperatura § k

X8 Pt(p)/FSM-16 £ TM PROX HLUEE CO EEL R IG. PROX It K65, @E CO b COo 1%,
0, 1% (0,/CO = 1), He 93%, N, 5%, SV 12000 ml g' h™', %, ;R 298-423 K.

100
x HDinl
= g0 :
5
I G0
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= -*-’1III1 -
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Time /h

K9 Pt(p)/FSM-16 ETO@&EE CO BLIZxt 3 KR MER. RIG5H: CO 1% 0, 1% (0,/CO = 1), H,0 2 %, He 91%,
N, 5%, SV 12000 ml g h™!, ®E, ;RE 333 K.

100 e 100
‘_] H, Oxidation:
HE + 1J"r2 02 —¥ HEG
a0 a0
X 2
T B0 G0 .=
o =
E £ E
2k} [aF)
sz f 40 -z
& &
i i
“ o0 | wesr on ©
CO + H,0=CO0, +H, |—-
o ' - H ' f

298 323 245 373 298 423
Termperature [ K

10 Pt(p)/FSM-16 L T®O H, BBIE RIEE KU KMEH R TRRIG. H, BRIESH: 0, 1% H, 94%, N, 5%, SV 12000 ml
g' h', BIE, BE 298-423 K. /KMEH R TREME:CO 1%, H,0 2%, He 91% N, 5% SV 12000 ml g' h'', BE, BE
298-423 K.



32 FADKEICKDRIGHEEDRET

B EIZ COFBALIEZED IR ARSIMLER 11a IZTRY. =20 LS 2088 cm ™ fHEIZE#EE! CO DK
INE5Z1-. #2T, Pt REDEFIREEIZKE (T, ORI XPS & CO-TPD Mot XiFaht-. Ff=, S0,
HMM-1 [ZEERT Pt(p)/FSM-16 Tl& OH DIRYRAKELY. OH IRIRAKELEARIEEMEAE LD T, OH A CO #K
BIBHAEEMEMNKEL. K 11a DKAE CO, B HEHALI=1DAK 11b THS. 2350 cm™ i[5 4E CO,E—OM
#HZB. "COMBE *CO,NERT DH. CO, DEARIREL TITIBARLSZITZELD T, FSM-16 IBADIEFEERHEY
AFENT=TEITHD. COESKIRRIE Si0, & HMM-1 TIRE RIS Mo T=.

Fhsorbance

Pip WwH heht- 1

oH e

Pt p¥F Shi-16

4000 3500 3000 500 00 14500 io0oo

Wavenumber fcm-'

h Az,

0.0
2 ] acn
g g
a
S

n'.?m

2400 2350 2300 2260 2200

Wawenumber fem-

K11 $EiFPefittf ETOH COMBEDIRARYIR)L. (a): CO (30 Torr) , 293 K, 10 53fE. (b): Pt(p)/FSM-16 L~®M '*CO
HEU *CO WEITKY ERLI-KHE *CO, "“CO,D IR.

ZZ T, X 12a Tl CO DRIZ 0, %BEALT=AY, 0 ILERL CO,IZEENTAh o=, ’-T, Kt 0,1 CO, L
[CIFEHENICIIBEEE T, IBARDEFEERN CO BILIEDLN A EN RIS, EBITD,#EBALTPROX &
#IZF 5L, CO,IRIFERT LD DPIEY 0 & CO,ICALIEMNof=. ULEDFERAD, D, & *0,H/5 D,°0 BT
=T CO #HETHKBHDEBETLLRLIEA RSNz, KDYIZ, RE OH A CO ITRHLTELRIGHEELDES
Zbnd. E12b [25RF &SI, CO DRIZ D, #R|iESE HE Pt(p)/FSM-16 Tlk OD DT A—FE—IM B Hf=AY,
Si0, %> Pt(p)/HMM-1 TlXigHHEhigMof=. FSM-16 DA TH OD A ZENZEMD, D, & Pt L TEEIREL, D
M FSM-16 RE LICRE LA —/A\—LTEKRME SiOH & H-D X#EF 5 &M of=. %8, Pt(p)/FSM-16 LIZ C'®0,
HREZBALTHIEED 0 LORTMIFBBISNEM 1= (R 13).



Ahszorhance

2400 2350 2300 2250 2200
Wavenumber s cm-

b PLSIC,

PHEHMM-1 o)
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4000 3500 3000 2500 2000 1400 1000

Ahsorbance

Wigvenumber ! cm-

12 293 KIZHITB Pttt E~MCO, 0, D, ’IEFE®DIRARYLIL. (a): Ptlp)/FSM-16 EA~®D CO (30 Torr), '®0,
(70 Torr), D, (70 Torr)MDFEXRWEFE. (b): CO (30 Torr)& D, (70 Torr) DFERILIE .

UEDIERMND, HRIER 14 DRICHEFIRETS. £ Pt LIZCO AWEL, HIEXLDEMN OH A CO ZKRE
LTCO,&H,Z4RL, HARELICES AN TES. KFRIE Pt LTHEEERET SH, S48 O, (FIBRKLDORZEY
A M CREMERELIERICIRYAFNEFERELD. BFERIE/ ULVRBEL, Pt MOEFRELICRE LA —/
—LTEIKFERGLT OH ANFETS. Thbhb, COMBIIKETRIINITHDH CO #RET SMD(E H,0
Tl&7%<KME OH THD. Fiz, H,[& Pt LIZ, O,IFBE LICER TN A MERMICIREL, HO ZERET H, 25
ETE5ONSEREODERTHS.



12
] . S
' ("‘\ — '[31502
3 S, —_— 24 h
f — 18.75h
. AN — 7. |1 i (14
1 - . 100 min
. | 75 min
(PRI, A SRR — 50 min
¢* IS = 23min
2500 2400 2300 2200 2100 2000
Wavenumber/ cm=1

13 293 K (23145 Pt(p)/FSM-16 L ~® C™0, (30 Torr) BFED IR ARIMIL.

[ Pt

A
i

C=EQ

0
B H |
A Support 7"

B 5 vacart zite

COz2+1/2 Hz

14 Pt(p)/FSM-16 T® H, & CO SEIRELIL Rt D IHETE R A4S

LLE, KR TIEAVR—FZRL)HEE Pt /R FAIEAKRPHE COBRBIERGIZBENTELHTELE
- BIRMERT CEERVELE. CO BIEIFAVR—FRIYANEE EDEM OH O CO MEIZLH>TRESND.
DIARFRETREEGBERELTHONTLSD, RBMAVR—SAEEELDHE, 7oEBILA Bi-Mo BEYT
HoNTVDEIGHEFERD/ ILIRBE "W RIDIEN I ST

10
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4. SHEOEE

RELERIEEBIZONT, #HLGRIIZMNASFETHD. TORH, HEBRSHEICLEDIRIGEHET (in
situ) IRGEIZEY CO L EDWERREITI. RIEEFHTDREIZEL Y RISHEBEOFENHLNILELIDE
HfFSnd. Ff HECRERIRFTZTL, FRERE (3F5< OH O COKREBRE) FHELRL.

F1=, FSM-16 REELE OH EM CO MEEMNE N ENHFBALI=DT, AL 74 VST HREKETEH
SEERT CENTFEINDS. &KoT, AL 71 VEEE LT ST v hH— (Wacker) #ELRIGIZERMT S
B, B#ERIGELTHAOATVNSTOELYOERBIERIGDFESER LEZDHS L0

AR B, HEHARLD ) ATHRAMHEABEZ LA LICKYHIREHENRIRT S EMNHALMNER
o>fz. #-5T, MEDENTVWSRABETILIFOFE2=T7OMEGAICOVTELEREZRDD. EEDT
JLSFITHEE LT Pt filiEld, MEESBEOMADHEZHE L DI oMEEME L LT ZEAMBN TS,
HAIMEZERICK Y S SICEMEEOREPIIGERMEL EOBERENHRFINDS.
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