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(57) Abstract: A catalyst for oxidizing and removing methane in an exhaust combustion gas containing sulfur oxides at a low

= temperature range, which comprises a porous tin oxide and, carried thereon, platinum; a method for oxidizing and removing methane

WO 200

in an exhaust combustion gas containing sulfur oxides in a low temperature range effectively over a long time period, which comprises
using the catalyst; and a method for producing the catalyst. The catalyst is completely free of palladium, which is a conventional
active noble metal catalyst for the oxidation of methane, and comprises only platinum, which has been conventionally considered to
be not effective by itself, in the form of being carried on a porous tin oxide. The catalyst
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can be used for oxidizing and removing methane extremely effectively in a low temperature range of 500°C or lower, in particular,
of 450 to 350°C over a long time period, and thus can be applied to an exhaust gas from a dilute combustion gas engine using, as a
fuel, a town gas containing a sulfur compound as a smell imparting agent. Further, the catalyst exhibits effective durability, which
results in the reduction in the frequency of exchange, leading to the cost-cutting for an exhaust gas treatment system.

57 BEH: SHEOBERRIIESZEESETCHIREREMZEORREIRPOA 4 V2 ERBICELTE
LBRETZ-0O0ME, COBEREMRECLYEESBETHRIBEEIRDOA 2 E2RBICHEYEICEIERET
DAZRUEFOMBEORER %, RFBBAICINE, REAIVOBIELEEESBEEZAODNTWENS DO LE—
PVEES, £, HEEWBTEAEDTHENEZZOATIVE-A%E, ThEHTEABEOBEAXICERTZ L
IC&k Y, 500°CLLTFOIERE., $i12450~350°CE W EBBICELNTAZ V2 REICHE-VEBH THEDIZEELRE
THLENTED, CD=0, FICHEELADEFNEFNE L TELCHTHRELZRELTIEERETRAI DY
MoDHFEHRIZH LTI ENBEATE S, EEARAOBCKREMEL. EDLATAKEZET I LMD, i
HEZDUETE, HFHRANBURATLADEIRMEZERDZ ZENTE S,



WO 2004/103554 PCT/JP2004/007578
IS

BEH X DAY > OBAVERE A & OE T 2 (b5 1
A B

AERL, MEBREYEEORBEIETZFDORY > 2 ERBICBWTRLRET S
TeH DR, B AN THERED 2 SOREETZAFOA Y V2 BILRET S
FER O 0BG H I BT 5,

g R |

RA F—, MEF, BBVEHRLLVIRHRF—E 2B EDREE L TRRA
HA, BHEAR, &l T2 EORCKBRDMEREINS, ZNE R EREX ST
BEH A ERRMY (NOx) . MEREY (SOx) . —B{LRE., H2VNITEAR
YIE, XN CABDIEN, RIRBORIAENSEINTVS, ThEORSIER
BROFR LD DO TEEIZUTHERT 20ENS 3,

CORIE, =Pz RV—2a Y AFARGHP (Gas Heat Pump) 2B 25
MEHAL D VINE QHEH R DN THRBETH 5. ZEBREH AT DL
BREERFETRNOHEITIL, TOFTZFIIDBORIKSE, BlcAy L, BEBRL
W, —BRESELEDI, SRBOBERVKEENEETLC Lick s, k., B
HARD 3D Iab b RILKE, SRBAY. —BIREEFRICEET 5=
BT K D MBEDNHFE SN TN S, |

E AW, =B X B NEERBENRAL EEELURWRETET 2oL Tl
WEINCER TS Z L3 TET, ZaMiiRRaR TR OGN 2 h 0Btk
MEDDTAY > THEHRITITEMER LR, RILKEOB A & LTl
ZVUL BE OPULRBREQESENANSNLN, FN5ESEMBIIEEC
HELERTERIND, TOHEEELTIEZIVI T(Alﬂh)%/w: 7 (Z
rOz) R’REFHBENTNS,

ETBT, RIGKRIFFHTAY > OBFRIIE, TER, TORILITIZ/NT DT AME
%&éh\EﬁkDmTi%hﬁﬁTiﬁﬁfm<\ﬁ%%_@%émeétHT
BB, PIAE, HH2000-33266 5 HIKEE2000—-25450584
WITH, BACAZHEEITNT DU AZERH L TR B MIED, FEBLYIC X2 mitE
EOHEFICH U TEWEHIERZRTIEMNEEINTNS, ZOSBEE2000—23
326 6FRMTIE, BIEAZHEEIINTDTALASEHEEL TR AMIEICDONT
BRERINTVED, HERNIPULAE—BICHENICERINSICEES RN, &
D FFH2001-1909 3 1 BABMITBNWTHRKETH S,

ik\Wiﬁ%ﬁ%ﬁﬁxzyvyﬂéwwﬁzwﬁgmsOOtuT,Eﬁso
0~40 0CEELENZD, BILMEICLEAY OBLIIREETH S, Kicd 5



WO 2004/103554 PCT/JP2004/007578

0 CEAF &N I EIRBITBENWTIE, BAMEEIL, BETAFICHEENIHEBORERL
MOBERICEL BWESHEDNEL <, TNITED XY > OBLEREEEITREN IS
LTLEW, ZERICHELED TORMARENESNZVONERTH 5,

FEBH 0D BR |

EFEREESI. BHE VTFZUL, NIDPTAREDESBETINIFOVI O
VIR E DI, ERBEAREEESBEISTTER. BREZ2BVEBELTERLE
ETA, ELBRICH, RRAY VOBREEESBEEZL LN TVENT VT AE
—PIEET, ERNREMTRES TRVNEEZ BN TVEBRSEZNEMT. T/
HEELDHELIEOBLA XTI U MEAYEERR, 124 5 0CHUTENS
[RIRIRICBIT DAY OBLBREMEE UTEHT. BOIS OxlRET B 25
WHL, ARBREET BB b0 TH D,

Thabb, ARHER. HEELLEOBRILI IR L T o MERLY 24 DR
BT 2R OAY VBRLRERME AT B I R ENE L, £, HEB{LYE
BERBEEN 2 %7 @m%ﬁ%ﬁ 50 0 CUT ORI, #ic450~350CE
WS ERR TET Z &Ik DIRBEEET AR DA ¥ > 2B Ic b DB ICRILRET
PHBERET S LEANEL, S5, TORMLMEOBEHEERIT ST L
BENET S,

AFEHIZ, F%@k%%ﬁ@%%%ﬁx¢®x5/%ﬁﬁﬁ BN TRILBRET S
D OMIETH o T, SECREMBNSILVE OB A LI H S 2485 X 8T B
WTHB I E2HBETBMBERIME SR AR O R ¥ > OERBLGREA
fili 23287 B,

£iz, BRI, REBRIWESDREIT 2RO XY L2 ERRTBILRET S
HETH T BIRGEHET R 2 LB OBRIEA RIS 215X 8 TR 2B {LREmM
BICERRTET Z EICE DAY Y EeBIEBRET 2 2 L2 B M e T smERLy 25
DIMBEIET A DAY > OIERBREHEERET 3,

5IT, AREE, ZLEOBIA R EESEEE L Th 5 HERLY 22 DR
HEH A DAY Y DRI RSB OSE S ETH > T, ALY ELILED
Wb AR U T E ML S M OKEITIC & B EBIEE I3 TS EI & DS S &
Tk, BT B EERHET DB & OB R H D A5 > OERRAL
BRI A O BIE S ERIEET S,
REOLE

AFERIC LT, XY OBREBEEESBEEL LN TVENT DY AR
BET, £, EREMTIAY TRNEZEZ SN TWEASE, T TEIVE
DA RICHFETAZEICLD, 50 0CUTOMEES, Hic450~35 0C<&



WO 2004/103554 PCT/JP2004/007578

WHERBICBWTAY > 2 EHIch DD TESICBILRET 2 ENTE 3,
LD, HITRBELEWEMERE U TEOMHE T AL 2B & T2 5B 2
CIUVVHSOEEHACH U THENICEATE S, =7 AT OBLRIRAE
HHEMAEZE T NG, RBPHEEZDERTE, EHAUEBY ZF ADED
AMEERSZENTES, ’ '

. h [T D fH B 7 B B
- K1 FREHOBRCAEEER T EBERAE R TR TS S,
20, EH 1 OREERTRTS 5.
X3~ 51k, EIfl 2 OHRETRTRTH 5,
X6 1%, EIEH 3 OREERTH TS 5,
®7~813, EHH 4 OREERTRTH 5.
- oW, EHFI 5 OERERTIRTH . '

HHEERT2-DDRERDOIE

AFEFTR MBI AR DAY > OBk AL, 2LEOBEA L (Sn
O.) KHSZHBITTRAIMETHD, MERIYEESDRBEHETZTOAY %
EIRRTRICIRET2METH B, ZEFICEINL, ERAY D OBILELESEE
SNTWENS DT LE—EET, EREREMTIIBEYSTEWEZZ ATV
HE2ThEMRT, T4abbHS0AEZILEOMIEARICHETEZEIZED, 5
0 O CUUTOEIRSL. FiT450~350CENIRKEBICBNWTAY > E2ERMICH
IO TENBLRET S LN TE S,

ARCRREAMIEDBIERE & U TIE, SHE ORI RICH L THE 2 — R
SEHFEDIFETHNITRITREIZZNE, FELIREBEPEEREENEA SO
2. BETHEMIARX (Sn02) B, FHETHNLLWA, Hi220~50nm
DEENICE—IMIFLER S D, ZOHENICEHILAED 6 0 %P L OMILARE S
HTD2HDTHEDONIFELN, BEOFERELTIHASLAYERWS, ZO6 &
UTIRESOMHERE, Hiy, FEE. #E G Sy I V@i, vornvy
CIVHSE) RENBITAIND,

—HlE UTERIEOHE OB ZBNRE &, AW EKICERL TREMR &
U, TORBRICHRREDLAEOBRICARZBALTHEAEL, ZMILALICES
LeYZERSETHRET S, 2T, H&AWKARD p HIZ. BiEE» 5 7))
AVHERETENWGEETRETESN, pHEZXIDVAELSTEOMFELL, o
WEDAT D OBR{EEREZM EI TR ENTES, ZOp HEIREIC 1 20 ETH
BDPIFEL W,



WO 2004/103554 PCT/JP2004/007578

Eiz. SLEBOBIMARTH U THSESEHERT S 2 Lok A > OB kikEE
ERERICALELIEDZENTES, YEHSODEHEET, SILEOBILA ZITHL
T, B2LEYKRBERICED, 2EUEEVERELUTERTS, flZIE1IETHS. 2
wt% (HEHE) HEl, COEFZ2E. 3EEVWS XS ICEKERDEL T,
Awt %, 6wt XBENWIKDICHRFFT S, UFP t ONEHEET 2EHME, 5EEL
TTHE2OMFELN, Z0H, BEICIVEERL, BRT 3,

RGBT BT 2B LEEIINTEHE0EBREIT. BBLALICHLTO.
025~15. Owt%OBETHD, LVIFELIZ0. 8~9. 0wt %DHEHE
ThHb. HEDEBFEN0. 025wt X2 THBHESICHRBENTH DN, 20
RN RIIEAT D, FOHEHEEN1 5. Owt ¥REZ LEAESICHEEICE
AR NESND, HE&%2 1 5wt ¥RE X THE I TWIITHTE o flti
MRNELSNDOTIAMEOENISLTHERLS. Owt ¥EETHSTH S,
bbAh, LREEFO. 025~15. Owt%DBELTHELZT RN, KK
HOBRIMBFELZNZALROBETHERATHHEIE, ChSRECEZBZERSE
5, |

AL DTRE & U TIRMRIR, BOR, BERDR (& BRI . RUw b (M8, BR
) R, 7w b GEFED R, ZWENSHA (B URER) REFEORIREL
THERTHZENTES, 728, ZREFETIZZIN S MR O HEN 2 2B nER
HBD, BRIROFEIIE, TNERELUMEEN SHE LB WL D ICFiEkE
TR IR T 2D ERITER L. HBVIEMEREPHBELREL THAWSONEE
LW, ZOERHURBOSRICIIEEREESICOHL TRy ML THER S
na.

AMIEOHREELUTNZAL (B UZE) ROBEIIFELWEBRTH S, T
FTEBBEAAL DS QAR 2UETBEATIE., FELRNZHAREL
THWHNS, NThMRAEOBEGERERE E LTI, 120 (1) NohaREED
EMITBACAZXZ T4 v ad—NUTEBI LB, 3B XEREONS AR
MBS EMOKBREREFITS, (2) HSEAYOKERKICEILR X %458
ERTAIV—EL, TNENZHLRBEOEMITT v ad— LT
Bo KNT, HEICKDERIE, BRT 5,

NZALROBETOEMEL TSI 7 AMERZAY VEQOEM & ET
BLENTES, EIIVIADFELWHELTIRI—V 251 FRBIT BN, A
FVORFELWAE UTEAT Y L AGRG—T7 IV =7 A—2 O ARE &7 &tk
Fens,

ek, BERMEE. SETZAFDS OAc K D#FEUIEESLLERT I LB BENT
Ws, ZHIZFLT, XFERICHRDIHBIEAZL (Sn0.) HKICHSZHERE L -E ki



WO 2004/103554 PCT/JP2004/007578

BiE, BHMICOEZDBEOIS OxE2E L, fERICB2RBME T B, BH R
FDS O DFEFEICED, RoTAY >V OBLREEENM T2, ZORRIRET
BB, BIEAXEESEDM, H2NHBIEALEREES 0, L0 TRENDE
ERERANERLTWE LD EEbNS, |
EREFAOBHE2ER T EBE L THEERRRN RS SErE2A NS - &
BTED, B 1EEREHOR MR EERTIEBERIZRIRTH S, K1 H,
ARHALEMBEHET AEAE, BIIBMLAERE (RS%) . CIZNMEELgEN 2 0
HETHD, RE (=) BREEAZOFENIRZRLTWS, KA, X1
DEITREBEREIIBST, REETARICH L TRBLELERTHNITEEE
BEKRTHEAINS, NSHLAROABRCAEZN 1 XS REEICEyY N 5312
V&, T OB B O REEEET X 0N AMICH < LS IClREBE NS,

=il
DT, EffIcETEARPAEI5ICHLHIATEN, RRENEHHICIRE S
NENWZ ERFBBEALTH B,
(SEHEs 1)

(EHHR Ly MO FHE)

Ny MR ZERIEICI DAL 2, BEMERIZ, BB X (BERseh
(Feif) ) 21C/min., 600C, 3ERERLTER, ZHEAEAREKREY - DO
PYYIVHES (Pt (NO2) : (NHs) ») OWMEBERMAER (pH=3) OFFE
BZ7SAORAN, O—FU—INRL—FIZXD, 5 0CTRELRES =%,
BolRE 1 75CTERM, RWT275CT1 2BMEERL, ZORFEEEE
10C/min, 200CT3MM, FEEELIC /min, 27 0CT6EH. &
MEE1C/min, 550CT3MREERL CTHMIEMEKEZEL, BoNAMEME
BITSERRARICR D500k g/ cm? THRELAZ#E, 355~710um (=35~
31 AYTa) kL, 250 TRV Ml g5,

(LB B L w I faltfit oD SR 4L)

¥z, LEEFRIIUT, BIEAXHEEICP t EPdAREELERL Y Ml (P
t-Pd/SnO.RVLw Mildgt) . BEAXITP d2HEELZR DLy Ml (P d/S
nORLy M) . 7IVIFICP t EPAd&EHELERL Y Mt (P t-Pd/A
1:0:\ by M) 28 UL, PARELUTIEIWEENNS DY L (Pd (NOs) »
] Z2RAN, BERBREAXEUTIRAEERUBIEALZERAL, Al1:0s (FIVIF
) ELUTIRMEREEAE LU TRAWSNZBEBEDO T IV FMREHERLE,

(MEREEER)

EREARVY MUEORHBTHEZEER Ly M2 AWT, H1IKRTED 2B



WO 2004/103554 PCT/JP2004/007578

DEERFEEONER 2 W CIERMAGRRZEB L /2. EASL Y MEZ, P
t/SnO: (Pt=1. 33wt%:SnO s 5HEFE, UTFEAL) . Pt-P
d/SnO: (Pt=0. 67wt%, Pd=0. 67wt%) . Pd/SnO: (Pd
=1. 33wt%) . Pt-Pd/A1:0: (Pt=2. Owt%. Pd=2. Owt
%) Thb, ‘

AREHIEITROLEBOTHS, IRXEE (=RBEE) :500~350%C,
ZEMIEE (SV) 1160, 000h™! (&fES3. 35L/min., Mg 1.
26cm?®) . BEHATHOBEHEBHZ : CH:=2000ppm (volppm. Bl
THC) . CO=820ppm, NO=80ppm. CO.=4. 9% (vol%. Bl
THEC) . 0:=10. 5%, H:0=10%., SO:=1ppm, N.:=NF2Z, &
NEMBMEEL, BICEBLBWED, UTOEEHAICOVWTBRLTH 3.

AR A D, F I DRERIAKES. RN CO/CO 8 (LEFHEARN
Oxit RS IR RN 5 5P A it GRBSERED) 2ERALTFo%, C
HBRRRERFEERZ, KR EMBRO CH OBEZENSTMEL /=, BABREEE (=4
FUBRER (%) ) BTFERICLDRDE. ZN5DOEEUTOEERBRICDOVWTS
ACTH%. M2 RAEERROKROD B RIGREL 0 0CTORRERTHTH
%,

(BUSBRLRRT D M ARE) — (RIS DM /IEE)
AF UREER(%) = X 100
(RISBIIART D A 7 B E)

M2DEBY, £9. P t-Pd/SnOfHEDEHE, Ay RERIIWHEMEET 4
1%THD, IBRAIZIETL, 5 OISRIREEIF T2 6 %, 10 0 BMRBRFT2 3
%EET L. 14 5RMEBRICBNTIZ2 2% ICETETLTWS, Xiz. Pd/S
nOMEDHE, XY VHRERIIMAEETL 1% THD, BESMICETL, 40
ReEEF T 2 %, 14 SRIRERICBVWTH 2XICTE T LAEEETH S, I 51T
v Pt-PAd/A1:0:DHA, A¥ VBRERIIMHRETI 4% THD, DIERLIC
ETFL. 5 OFFRIEERFT1 0%, 10 OMRIREBRT2%EETL, 14 0RKER
BRICBNTIZ L BIZETLTWS,

CHTHLUT, Pt/SnOMEDFE. AF VRERIIWHRETL 0 BRET
HD. LE4L 1 ~4 4 %XDBRERZHEEFL. 14 5EEEERICBNTDH 4 2 % TH
FIDMREZMHEREL T3, ZOXDIT, 4BDORAY VB{LMEDS S, Pt/SnO:
AEE7ZVIAY, SO:2% 1 p pmBDRBRH AT DWW TERMICH D HEEEd a7 <,
BNAY VBREREHFLTNS, H2I13EE4 0 0COBEETH BN, ThLDE
WEINEE, FIZIE5 0 0CHOEHEEL45 0 COBEEDAY U BERITHANIICE <



WO 2004/103554 PCT/JP2004/007578

v BT & DEWFISIRE, mxm37scw%A%350t®%A iIZH, 400
C@%A&HL<§ﬁﬁﬁﬁ/%£i‘Wﬁ%%mbto

(FEhEFl 2)

HROEMES n 0 2HEE UTERGH 1 0 (EHFIRL Y MEEORE) & Fitie
UTHEEPt (2wt%) /SnOMiEZEHELE, BENEEP t/Sn O fillks
RAw, £iEE 1o (ERERB) LRI LT, RISIHE 4 0 0 CTOMABERE Et
Urz. B3 EAMERBOEREERTR TS, M3DEHD, x&/%ifu S
n O BEOEHEHICX o TEAINDD, WTNHHHIRMEOIEREZ FIFHRE LB
IThH 7z DIERENC LI Z EDD %, FIZIE. S n O BEPERLEEM (5
W) DOFE. PHEENS 14 0REREBRETS 0~53%DAY VRERERL
T3, £72Sn O8N HALSEEEEE (SLYL—R) 0%da, ZHICELE
HREERLTNS,

B 4RBLEDEP t/SnOMETHAVWESES n O OMIEDOAHERLERT
HB. BROEIERTH DB R DS nOHEDOBEE, EEIK X 74
AZEFL, TOE—71340nmTO. 32cc/gROMARTHEERLTVWS, &
NICEC D MERERTHRREEEAK (SL7L—R) OSnO#HEDEE, 70
E—=7i30nmTO0. 31cc/ gDMiFfLEHEERLTVWS, £z, K4 OMFLYS
MeR3DHREMETHET S E, BORAY U BREREZENBICOEDRET S
ETE HIT20~5 0 nmOEERNICE—ZHIFLENH D, FOHENICESMALE
BD6 0 %L LELOMABEEETTHIENFELNWI LERLTVS,

BSIEEP t/SnOMETHNEZEES n O QUREBERLENTH S, B
BEREE R TR EE BR) DS nO3EDEE, HEEHDAZL, 13m
/g DEERLTVNS, £, ZNIEU MR RT AR LSRR (SLYL
—R) OSnOABKDFS, 12. 5m?/ gDEERLTNS,

(EHEs 3)

Pt 208U CHELERBML, EHMA 1O (EHEFAR LYY Mo, »H
RRICUTEEP t/SnO Ml 2B L, BoNEEP t/SnO it aE N, &
Hedl 1 o (PERERER) SRBICL T, KISEE400C, SV=160, 000h"!
THEBHRRZERLUZ. K6 IIAEERROBREZRIRTH S, K612iE. 1ET
DPtOEFEEZ2WEt B EL. ;m%lﬁfﬁﬁbt%A[Pt-Zwt (2w
E%X1EHERE) ], 2ETHEHRELESES (Pt=4wt¥% (2wt %X 2 [E{EE)
'J\3@?@%bt%é[Pt—6wt/(2wt/x3@ﬁﬁ)]®3@®Pt/S
nO:fliift&, 1ETPtZ4wt %HEFELEZES (Pt=4wt% (4wt %X 1[E



WO 2004/103554 PCT/JP2004/007578
HE) ) ORERLTWS,

KEDEBD, AFUREFIL, SnOHAEITHLUTP t 290EHEBETEZ &0k
DHMETHIEZRLTNS, £7, 1ETA4wWt %HEELAEE (Pt=4wt¥%
(4wt %X 1EER) ) ITid, OHEBEET3 8 ¥BELEKS, 14 0 BERERC
B4 1%DERERTICBERN., ZHIRHNLT, Pt=2wt% (2wt %X 1[H
HEF) OFE. HIERENS5 0 %FBORAY UBRELRERL, 14 0EEREET
AR FROEEERL, £, Pt=4wt% (2wt %X 2[EEE) OB
By AZUBRERE, 1 EOHEBOFEICHTHREICH L, WEBRET6 6 %3
#. 14 0FFRIRBRICIZT 0 XDMEREERLTWS,

INEOFERNPS LT, BIEAZHEICH L TP t 2ZRBHEETIEEICD, Pt
2REILUTHEL, HFERZEDTI LI DAY VBB EEEDOT LICEST
HBEIERRLTNWS, £/, Pt=6wt¥% (2wt %X 3[EER) OES, A¥
CERERIF, 2EOSEHEFOBEITHNTEISIIZAELEL, MHEETS 0 %ETE.
14 0 FRIERITIZS 2 ¥DMEEEZRL TS,

‘ (SEhEs 4)

P t QEFFRHICHBITZ P t{LAWKERD p HIER S X 2 BN, Z|HF 1 o (
KHER Yy MEOHR) SRBRICUTEEP t/SnO MM L=, Ptd
HEFRIEWTNDS n 0K LT 2wt % &L, BENEEP t/S n O Ml
IZDOWT, EfEfl 1 O (MR CRABICLT. RREE400C, SV=160
, 000h ™" THRERREZER Lz, N7REEERBOBETH S, 7121, &
@%hDMT\pH=3\pH=7‘pH=12@3@%kt%%%ﬁbTméo

R7DEBD, AFVBRERIT, pHEZ ET3ICRWALIEEZZEERLT
W3, pH=3THFELLES, MHEENS5 0 BFBDOAY VBRERERL, 1
4 0 RFRIEIRRE TH AR MROMEEERLTWS, pH=7 QBA&. WIHIEH
TH2%MBOAY VHEREZRL, 14 0BERERTIES 5 XFTEOAY VRE
RERLTVWS, pH=120H4E, PHEMETIE5 0 %BETHSM, 14 0K
TEIERFTIE5 8 RDAY VIRERERL TS, Z0OLSIZ, P tEEBEORSKE
BOPHZE LTS &N, A VBBREEEOH EICEY THE I LERLTND

B8, BEpHTHIEFLAEZPt (2wt %) /Sn O AMEOMILBEONGERL
IR THB, I8H, SnOELTRLTWADIE, P t2EHLAEWS n O3k
ZOBHDDFETHY, ZHEIR4H, BERLEE R ELTRTDOEFELUTH
%, B8DEBY, BWDHETP t ZHELAEEIE. Sn O AEZ0H DT
BAMITENFLES R ERLTWSD, ZHEP t OB LUTP t{LaWDp H



WO 2004/103554 PCT/JP2004/007578

EEE< T3 EMLOHENEELRNTEEZRLTVS, Thabb, SnOA8EIzH
TEBWDPDHETOP t OEFDSAY DBBREEEOH LICEHTHB I EE2RL
w3,

(SEHif 5)

REMFITIIP t/Sn0: (Pt=2wt %) MEOWMAEICEIFT SO0 0EE|IZ
DWTHRLUZ. Tbb., FEHAFDS 0. OFEMAICE S AY > OB{LREM:RE
BRBRLU. i, EEF40pH=120KEERBICLUTHHLE, 85 28R
B (RNEE) 134 00CELE. MORAERRROBREERIRTHS. KO
iE, SO:=1ppmTROBIEITAFDS O EENLp pmOBEE, SO:=00p
pmTRBOES O 2T ERWEHNAEES GRRIAFS Oz%?%?ifctb: RESMTRTES
Ehigl 1 ORBAHZXERTCTHB) 2RLTNVWS,

MODEBY, SO=1ppmDBFE., A¥ URERIT, FIHIEETS 0 %HiED
AZ UBRERERL, 3 OFFERERIC6 0 %ITEL, UBBELIZR<, 140
FFEREEIF T 5 9 % EWIEmMEREZRLTWS, ZHIZHLT, SO:=0p pmDi
By AY UBRERIE OHEETH4 6 $HETHD, DIEHRLICETL, 1408
FREERICIE 4 1 BITETFLTWS,

ZDEIIT, SO DFEEICKD XY > OBLBREFEESHM LELTWS, ZOEER
v REFOBRCABEDIEROBB L BR2EHERTIEZ2ENTZHOTH
%, ek, BSBHEBOTIVI FRMEE. EHTAHDS Oz k0 #E LIEES(LE
RTZEBHENTVWS, TNITHL T, ERFEHOBABIX, JEHARIZS 008
ENTWB L, HRHLEIAD. Ko TAY OBREBREEESH LT 5,



WO 2004/103554 PCT/JP2004/007578

FESRDHEIE

1. MEREYZEZESOREETAFOAY V2 EEBEBICB N TBRLRET 2200
I TH > T, HRCBREMENSLE OB LICHSREES T TR MIE TS
5T LR ETEIMBERCY ZEORBIETZF DR Y > OKIRERLERE M,

2. FRELICHBOMEBR LY ESOMEIET b0 A& > OB b= Rt
BT, FIEREREN450~35 0 COBMBADKEIRTH D 2 & 2T B

BbW e OREEEENT AR O A ¥ > ORIREGERZS i,

3. FREL 22 CRBROMEBR LY 2 EORETEH Ah DAY > OB{LRZE
R BWT, MRSHLERILALN2 0~5 0 nmOEFHRNIC E— 7 FLENS
D, ZOHENICEHILEED 6 0 %L LOMABTHEEETZ2 DD TH B I 2K
ET BB 2 S DB 2D A 7 > OEIRE IR AL, |

4. FERE1~30WTIH 1 BIZREOMERLYZ2EORBEIETABDORAY >
DIERBACIRERMBIC BN T, MRRCAEOREIRIR, BRR, Ly MRE
STy MRTH B I LeHBETIMBERCD ZEOMBPEIETXFDOAL 2O
(AR T (L BR 2 R At

5. BERE1~30NWTND 1 BIZEBOMERILY 2 EOREIET 2RO RA Y >
DIEBEREBREAMEIT BT, MIRERMEOBREN I LRTH S 2 & 2HH
LT BMER{EMESOREEHET X h D X ¥ > OKIEER{LRZ: Bk,

6. FERIE S5 ICHBMOMERLY 2SS DREIEN b D Ay > OERBLIRE
BICHBWT, MRNSHLROEMB LTIy 7 ABERIAT VTS S 2 &R
BET2MERCY 2 EOMRET T AR DAY > OIRIRER LIRSS A,

7. ERELI~60WTIHD 1 HIIEROMER{LY 2 SOREIET AF DAY >
DEIRERCFRERMIEICBNT, ARRREETADNTFERETAL D N5 OMEE
BHATH B LEBYETIRERY Z2EOREIEET AR DAY > OEERLE
2L, |

8. MEBRILYZZORFETAFDOAY V2 KB TRILRETEHETH-> T
. BREEHET 2 2 ZILE OBEA X ICH4 2 S BT 2B EME I ERRT
BIZEICEDAY D 2BLRET S & 2B & T AMBBRICY 250N 2
DAY > DIKIRERCEREFIE,

9. FERIE S ICREOMBRILY 223 OREHET AR D X ¥ > OIRIER{LIREFE
IZBWT, FIREERN450~35 0CORPDERRTH B &2 BEET B
ERLYESOREIET A FO A Y > OERERLBREF .

10. ERIES £/ 9 ICREOMER LY 2S5 OMREET b DA 5 > OKIRE
EREFEITBWT, FMESLERLAZLN2 0~5 0 nmO@EKNII E— 27 H7LE

- 10 -



WO 2004/103554 4 PCT/JP2004/007578
WHD., ZOHENICSHILARD 6 0 % U LOWAAREETILOTHHIEE
K & B REB LY 2 S OMBEEET 2O A ¥ > OIERBLREFHE,

11. #RES~100WThA 1 BICEROMERLY 2D IRIEIEN AH D A
& > OIERBREFEICBNT, MTRCAOTHEIRIR, BAR, <Ly MR
FEY Ty MRCH BT LB ETIMER Y 2 S DRI AR DAY >
@ﬁ@@%%%ﬁ&

ﬁ@8~10@M?hﬁl%uﬁﬁWWE@m%%ﬁﬂﬁﬁﬁﬁZ¢®x
&/wﬁm%m%£ﬁ$ BT, HERBRMEOBERNNZILRTHE L2k
2T MBS S DRMBIEH 2RO XY > OEEBILRE S,

3. ERIE 1 2 KRROFHBLY ESOREHEN A H DAY > OERBLGRE
FHEICBWT, MENZHLROEMBETI v 7 ABEZEAY VB THD I L%
ﬁ&&?%W%M&%%%U%%%ﬁx¢®x5/@ﬁEMM@iﬁE

HERES ~ 1 30WVWTh 1 BICEBROFEERLY 2SO MREETEH 2 D A
&ywﬁM@MWﬁﬁ&°£mf ATECHRIEEENT A DB TRIET A L D b B OB
BEHEN A TH B T & R E T BREBLY & S D IREEEET X O X & > DR
BRI,

15. SABEOBEALASEEEL TR AHEBRILY 2D IREEEH 2 h o X
& > OERBCHREAMEOREHE TS > T, BSLANESILEOBALZ ik
UTHSEYOKEIRKI X 2 8B EE I3 PEREEIc K D EBEI W%, BRT
BT LRSI ET BHEBCY &S ORBEEET AR D X & > OREBRLRE AT O
RUEH .

. HRIE 1 5 ICEROBEELY S DREEET AR O A Y L OERBLRE
FAME DBGEHFEICBNWT, MERSILEOBRIEAXN2 0~5 0 nmOEHHMIZE—
JWFLENS D, ZOHENICEMALARD 6 0 ¥ EOMAAHEETZ2HOTH
BT B ET DIRERCY B S DMRBEET A D A F > OEIRER LR A AR O
BEH

17. BRIE1 5 %7131 6 ICHBORERLYESTREHEN ZH DXy > 01
B LR =R MO BMEFHEICB VT, SLEOBIEARICH L THESLaYE 2 |
~ 5 EDFFE THE U THET S 2 & 2R ET BHERLY 2 & DRBEET A 0
A% > ORI E AL K2 A il o B 75 3.

8. BEREL 5~ 1 700N 1 EICREROMERLY 2 S DMBEIEH 2 0
A 2 DEREBRE RO EEFEICBNT, BSLaWOKERE L TpH=
1 2 LB OKERERND Z & 2R E T DSR2 & TR
ZHD A Y > OIEIRERERE R0 BEH A,

- 11 -



WO 2004/103554 PCT/JP2004/007578

>\/\
o4~
O\_/\

x| 2

Sn0, % & & UAL 03 RAME D A SHERHE R
400°C, SV=160, 000h~" . S0,=1ppm

100
90
80
70
60
90

40 mmm-nmmw
30 M ’

20 —‘fﬁg‘wx e e e s e 2 e o |

0 TV R e RN T Y VIVEVRVVRWRVIVIO

0 50 100 150
5 [h]

o Pt (1.33wt%) /Sn0y  ®Pt (0. 67wt%)~Pd (0. 67wt%) /Sn0s

APd (1. 33wt%h) /Sn0;  x Pt (2wt%)-Pd (2wt%) /Al 203

CHaBRFE R [%]

1/7



WO 2004/103554 PCT/JP2004/007578

Sn0, DIEFDFE
400°C, SV=160, 000h~! , S02=1ppm

100
90
80
70
60
50 W
40
30
20 000000000000 3,0

10

‘Aaw - . ....
4 A VYAANNY T YN/
AN NN AN

CHaPRZEZR %]

0 50 100 150
- - B [hl

o BRI {b 2Rt B (45#R) ARRFIMETHEER (A & SREANERL)
» AREEEZHEBOLIL—F) oMb L8 (BLeR)

2/1



WO 2004/103554

HMAEE [co/g]

0.4

0.35

0.3

0.25

0.2

0.15

0.1

0.05

PCT/JP2004/007578

Xl 4

BAaDSn0, DMALES

100

FFLEE [nm]

—o— BRIEPE S (iR

—a— EREFERAHOGLIL—F)

—o— MBFNE T8 (BR1LS)
—4&— IRFN{E T+ &L (A 2 $7E8600°CHERR)

3/1

1000



WO 2004/103554

HekmEdE m2/g]

O N 2o

16
14
12
10

X[ 5

EL2DSN0, DL RETE

PCT/JP2004/007578

(4FitR)

SLTL—F)

4/7

BARbeA sl BRPERME BT

(B&1b87)

ARFME TS
(F & SABRBERY)



WO 2004/103554

CHaBRZ= 2R [%]

100

40
30
20
10

CHaBRFE=ZE 0]

X 6

PHEFEI# DL
400°C. SV=160, 000h~" ., S0,=1ppm

, oo PRI ¢ KR Kt X X XK XXM 3¢ so5¢ XK

100

90
80
10
60
50
40
30
20
10

50 100
A% [h]

X[ 7

PHB R DPLR R DpHD B &
400°C, SV=160, 000h~" . S0,=1ppm

150

PCT/JP2004/007578

O Pt=6wt% (2wt x 3EEHE)
m Pt=4wt% (2wt x 2[E1$8 3F)
APt=2wt% 2wt% x 1[E4E )
x Pt=4wt% (4wt% x 1[EHEE)

OpH=12"

® pH=7

A pH=3

0 50

I [h]

5/T

150



WO 2004/103554 PCT/JP2004/007578

X 8

12 DpHTHEEF L 1=Pt (2wth) /Sn0 il DAL ZE S

. 0.4

0.35

i
I

. j
Y
11

0.05

HMARE [cc/g]

1 ' 10 100 1000
#HF.1Z [nm]
—&o— Sn0y
—eo— Pt (2wt%) /Sn0, (pH=0. 5 CiR}F)
—a— Pt (2wt%) /Sn0; (pH=3 T1B%F)
—&— Pt (2wt%) /Sn0, (pH=7TiB$%)
—— Pt (2wt%) /Sn0, (pH=12C#R3%)

6/7



WO 2004/103554

CHaBREZHR 4]

100
90
80
70
60
50
40
30
20
10

X 9

Pt (2wt%) /Sn0, filiiE 0
M AMEIC RIET S0 REDHE

400°C, SV=160, 000h~1, S0,=1ppm

PCT/JP2004/007578

A

NS MANAA NS AN A A

D

il (h]

1/1

150

< S09=1ppm
» S0-=0ppm



INTERNATIONAL SEARCH REPORT

International application No.

PCT/JP2004/007578

A. CLASSIFICATION OF SUBJECT MATTER
Int.cl’” B01J23/62, B01D53/86

According to International Patent Classification (IPC) or to both national classification and IPC

B. FIELDS SEARCHED

Int.cl’ B01J21/00-37/36, B01D53/86

Minimum documentation searched (classification system followed by classification symbols)

Jitsuyo Shinan Koho

Kokai Jitsuyo Shinan Koho 1971-2004

Documentation searched other than minimum documeptation to the extent that such documents are included in the fields searched
1926-1996 Toroku Jitsuyo Shinan Koho
Jitsuyo Shinan Toroku Koho

1994-2004
1996~-2004

JSTPLUS (JOIS)

Electronic data base consulted during the international search (name of data base and, where practicable, search terms used)

C. DOCUMENTS CONSIDERED TO BE RELEVANT

Category* Citation of document, with indication, where appropriate, of the relevant passages Relevant to claim No.
X JP 05-146642 A (Osaka Gas Co., Ltd.), 1-18
15 June, 1993 (15.06.93),
Full description
(Family: none)
A JP 2001-286764 A ([(Mitsui Mining & Smelting Co., 1-18
Ltd.),
16 October, 2001 (16.10.01),
Full description
(Family: none)
A JP 2001-190931 A (Osaka Gas Co., Ltd.), 1-18
17 July, 2001 (17.07.01),
Full description
(Family: none)

Further documents are listed in the continuation of Box C.

[:] See patent family annex.

* Special categories of cited documents:

“A” document defining the general state of the art which is not considered
to be of particular relevance

“E” earlier application or patent but published on or after the international
filing date

“L"  document which may throw doubts on priority claim(s) or which is
cited to establish the publication date of another citation or other
special reason (as specified)

“O”" document referring to an oral disclosure, use, exhibition or other means

“p”  document published prior to the international filing date but later than
the priority date claimed

“T”  later document published after the international filing date or priority
date and not in conflict with the application but cited to understand
the principle or theory underlying the invention

“X”  document of particular relevance; the claimed invention cannot be

considered novel or cannot be considered to involve an inventive

step when the document is taken alone

“Y”  document.of particular relevance; the claimed invention cannot be
considered to involve an inventive step when the document is
combined with one or more other such documents, such combination

- being obvious to a person skilled in the art

“&”  document member of the same patent family

Date of the actual completion of the international search

Date of mailing of the international search report

20 July, 2004 (20.07.04) 03 August, 2004 (03.08.04)
Name and mailing address of the ISA/ Authorized officer

Japanese Patent Office
Facsimile No. Telephone No.

Form PCT/ISA/210 (second sheet) (January 2004)




INTERNATIONAL SEARCH REPORT

International application No.

PCT/JP2004/007578

C (Continuation). DOCUMENTS CONSIDERED TO BE RELEVANT

Category*

Citation of document, with indication, where appropriate, of the relevant passages

Relevant to claim No.

10 September, 2002 (10.09.02),
Full description
(Family: none)

A JP 2000-033266 A (Osaka Gas Co., Ltd.), 1-18
02 February, 2000 (02.02.00),
Full description :
(Family: none)

A JP 2002-253969 A (Osaka Gas Co., Ltd.), 1-18

Form PCT/ISA/210 (continuation of second sheet) (January 2004)




EbRARS

EBHEES PCT/JP2004,007578

A %%@ﬁ?éﬁﬁ@%ﬁ(@%%ﬁ%ﬁ(ch))
Tit. CL.7 BO1J23/62, BO1D53/86

‘B. ERIToEHNH

AT TR/ NRER (ERFRFIR (IPC) )
Int. CL7 BO1J21/00-37/36, BO1D53/86

B/ RERLS OB THEZ T o EAFICEELD b0

AREZEAFTRAR 1926—19 964
AAEARERFRAR 1971—2004%F
AAEBRGEERTRAR 1994—20044
B A R T R A 1996—-20044

ERHECHEA LEETFF—F_—2 (F—F—ZADLF,
JSTPLUS (JOIS)

SRAEICHEA Lo iR

C. BRETHLTDLNGH
BIFACERD '  BET5 ,
BT Y —% FUAXCERA KOOI EEY S & &1, TOREET HHEFTORT FEROHWADOES |
X - JP 05-146642 A (KPR ELHiR=N&4E) 1993. 06. 15 1-18
' BfELSE (773 —721L)
) |
A JP 2001-286764 A(ZFH-&BIrEFE#=S1)2001. 10. 16 1-18
o BHHMESE (773U —2L)
A JP 2001-190931 A(j<MiIi%ﬁé%fté§%t)2001.07.17 1-18
HMESE (77 —7%1)

CHOFEE Iz b TIRAFIHE SN T B,

[ 7~7v 77 3 — BT 2RI E SR

* BIRAXMOLT Y —

TA] BRZTEBEDH 3R TIZARL . —RAEHT kK #EE R
Lo
fEJ@%&ﬁEﬁ@&ﬁitﬁﬁ#ﬁ%éﬁ ERRHER

BRI ARSNIZHO

B S BRI SR 38 2 1R T 5 SURRSUTAL O TR O 54T
A U iR e B H 2 LT 5 oI5 /T 5
Xk (B 2 4Y)

L)

D B DHITAFR S iz 30k
EIBRHIRE B I3RS A RIS AR SN TH - T
HEEEFET 2 LD TR, BHAOFEIIER
OEFDOT-DIZBIHTIHD

[T}

IX)
OIFRM X TESMER RN EEZE I BND b D

T BREO H AR TH o T, MUFECHR L o> 1 BL
LorEke D, BEFITL-THHETHAESRIT

My

SCERE O H AR TH o T, YR DO A TR

0] ATRIC X 2BR, R, BREICERT 230K Lo THESERBNEEZLND DD
P) ERHEAFC. D OBEECTROEMELZIHE &) R—2FY b7 7 IV -3
EEHERET L ERTHAE R DRE R

20.07. 2004

03. 8.2004

ERSTRABE DA TR Vb T
AFESRFT (1SA/JP)
HEFES100—8915
FRHTREXEPB=TH4%E3%

WFTHEEE (RO H 2HEA)

4G 19342

BH W

EEEE 03—3581—1101 A& 3416

BRPCT/ISA/ 210 (E2~_—Y) (2004%14)

|




ERRERE ERHEES PCT,/JP2004,/007578 |

C (%) BT 5 L3 b S K

BIRXIRD | - BT 5
HFIA)—% 7] H Scik4 &wfﬁoﬁﬁﬁ@ﬁféaéﬁ\%wﬁﬁfﬁﬁﬁwiﬁ '%ﬁwﬁﬁoﬁ%;
A JP 2000-033266 A(KBRESHREEH) 2000. 02. 02 1-18
:%M%ﬁ¢(77iﬂ~&b)
A JP 2002-253969 A CKkFrxEHHEZE#) 2002. 09. 10 1-18

HMEEEK (Z7IV—RL)

BAXPCT/ISA/210 (B2_—YDfEx) (2004%18)




	Abstract
	Bibliographic
	Description
	Claims
	Drawings
	Search_Report

