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B pabote uccienoBaHo BIMsSIHME COCTaBa CMEIIAHHBIX OKCUIOB LIEPUSI—LIMPKOHMS HA CTPYKTYPHYIO OpTra-
HU3ALMIO U KaTAIUTUYECKYIO aKTUBHOCTD B peakluu 1apoBoii Konsepcun CO TUIaTUHOBBIX KaTalu3aTo-
poB Ha ux ocHoBe (Pt/Ce 7521 550, u Pt/Ce 4Zrj 5Y o5Lag ¢50,). CTpyKTypHas 1MarHocTuka oopasLos
MpOBENICHA C UCITOJIb30BaHUEM MTPOCBEUNBAIOLIEH 3IEKTPOHHOI MUKPOCKOIUU BBICOKOTO pas3pelleHusl,
MeToza OPOIIKOBO nudpakunu, xeMocopdbunu CO u peHTreHorpadnyecKoro MeToia aHaau3a pacrpe-
JieJIeHUs aTOMHBIX 1ap. [TokasaHo, 4To KaTaau3aTophl COAEPXKaT yAbTPaLUCIIEPCHbIE YACTULIBI TUTATUHBI CO
cpenIHUM pa3mMepoM He 6osiee 2 HM. O6pasiel Ha ocHOBe Hocutenst Ceg 7521 550, XapakTepusylorcs bosee
BBICOKOM TUCIIEPCHOCTBIO YaCTHULL TUTATUHBI B CBSI3U C OOJIbILIEH yAETbHOM MIoalblo TOBEPXHOCTU HOCHU-
tenst. Ilokazano, uro katanusaropsl Pt/Ce 7521 550, u Pt/Ce( 471, Y, o5Lag o5O, IEMOHCTPUPYIOT CXO-
Xy10 3¢(EeKTUBHOCTD IIPU OOMHAKOBOM conepxkaHuu Pt. CoenaHo mpearoyioxXeHue, 4To yaeabHasl KaTa-
JIMTUYECKasl aKTUBHOCTb, MIPUBENEHHAsI Ha OIMH ITOBEPXHOCTHBII aToM Pt, BeIlle B ciydae oOpa3LioB Ha
ocHoBe Ceg 471 5Y( ¢5Lag 950,, OIHAKO 5TO MPEUMYILLECTBO, MTO-BUAUMOMY, KOMIIEHCUPYETCs OoJiee HU3-
KOM TMCIIEPCHOCTHIO HAHECEHHOTO MeTaJlIa.
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BBEIAEHUE

IIpoGaema Tpou3BOACTBA YHUCTOTO BOIOPOIA SIB-
JISIeTCSI OMHOM M3 KITFOUEBBIX IUISI BOTOPOIHOI 3HEP-
retTuku. HawmyyimmMm moaxomoM, TpeOYIOIIUM MU-
HUMAaJIbHOTO KOJIMYECTBA CTaIUii OYMCTKHA U pas3fe-
JIEHUsI CMeCH NPOAYKTOB, CYUTACTCS TIeHepalus
BOIOPO/Ia 3 BOAbI, OAHAKO JaJIEKO He BCETAa OH OKa-
3bIBAETCI 9KOHOMUYECKU U DHEPTeTUYECKHU 1IeJIeCO-
00pa3HbIM. [103TOMY BBEICOKYIO aKTYaJIbHOCTh UMEIOT
HCCIeA0BaHMs, TTOCBSIIEHHBIE ITpolieccaM, HEOOX0-

Cokpamennsi u ooo3nauenus: [IK CO — mapoBast KOHBepCHUsI
CO; ADC-UCII — aTOMHO-3MUCCUOHHAsI CITEKTPOCKOMHUS C
MHIYKTUBHO CBsI3aHHOI 1a3moii; PMA — peHTreHoha30BbIi
a"Hanu3; OKP — oGnacts korepeHtHoro paccessHust; PDF —
MeTo[ pacapeneeHuss aToMHbix map; [I9M BO — npocBeun-
BaloIlast BJIEKTPOHHAsE MUKPOCKOITHSI BEICOKOTO pa3pelleHuUs ;
TIIB — teMmnepaTypHO-IpOrpaMMUpyeMOe BOCCTAHOBJICHUE;
TIIJI — TeMrniepaTypHO-IporpaMMupyeMast 1ecopoums; Sgot —
yIeJbHasl IUIOIIAAb MOBEPXHOCTH; Vl10p — o0wuii 06BeM Top;

Vmxponop — 00BEM MUKDOTIOP.

IUMBIM ST BbIOEJICHUsSI BOAOPOAA M3 CUHTE3-Ta3a,
KOTOPHIi, B CBOIO OUepeb, MOXET OBITh MTOJTYYEH My~
TeM nepepaboTKU IIMPOKOTO CIIEKTPa OPraHUYECKUX
coenuHeHwuii [1, 2]. OogHOM M3 OCHOBHBIX 3a1a4 IIpu
TaKOM TTOAXOJIE SIBJISIETCS TIOJIHOE yAaJeHe U3 BOJIO-
pona npuMmecu CO, MOCKOJIBKY OH SIBJISIETCS KaTaJlK-
TUYECKUM SIIOM, B YACTHOCTH, IS TUIATUHOBBIX
BJIEKTPOKATAIM3AaTOPOB B  HU3KOTEMIIEPATYPHBIX
TOILUIMBHBIX 3JIEMEHTAX C IIPOTOHOOOMEHHON MeM-
OpaHoii, U ero KOHLIEHTPALMsI He JOJKHA TTPEeBbIIATh
10 ppm [3]. Ju1st mOCTH>KEHMS 3TOTO IT0Ka3aTeIsl IIpe-
JlaraeTcsl TpoBeIeHKE IBYX3TaITHOTO MPOLIecCa OUMCT-
ku. IlepBas ero crammsg — mapoBast KoHBepcus CO
(ITK CO, B 3apybexxHOI JuTeparype — water gas
shift), mocpencTBoM koTopoii Oombmias yacte CO
OKMCJISIETCSI 10 JIETKO YOAJISIEeMOT0 aCOpOLMOHHBIMU
metogamu CO,. Ocrapmmiics CO (~1%) manee Tak-
Ke MOXeT ObITh okucieH g0 CO, kuciaopoaom [4]
WiIm xe BocctaHosisieH 1o CH, [5].
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IMocnenHue necaTuieTrs: KaTaTUTUYECKHE CUCTe-
Mbl Ha ocHOBe CeQ, paccMaTpuBalOTCs Kak OfHa U3
OCHOBHbIX aJIbTEPHATUB UCIOJIb3YEMbIM B TPOMBILII-
nenHoM BapuaHTe 1K CO Cu—Zn oKcMIHBIM KaTta-
nm3aropaM [6, 7]. B yacTHOCTH, IEpBbI€ BBITOTHO OT-
JIMYaeT OTCYTCTBHME HEOOXOAMMOCTM B JIMTEIbHON
aKTUBALIMM Mepe] HayajloM Mpoliecca, a TaKXe ToJie-
PaHTHOCTb K ciiegaM kuciaopopa [7]. HaHeceHue Ha
CeO, 6naroponHbix MeTasuioB (Pt, Au) naeT Bo3MoxX-
HOCTb TOJYYUTb KaTaJau3aTophl, MO3BOJISIOLINE MPO-
Bomuth peakuuto 1K CO ¢ BbICOKOIT 3(hheKTUBHO-
CTBIO MPU OTHOCUTENILHO HU3KUX TeMIepaTypax [8, 9].
CHUXeHUe TeMIiepaTyphl rpoiiecca B ciiydae [TK CO
0COOEHHO BaXXHO, TOCKOJIbKY C €€ TMOBBIIIEHEM
paBHOBecHasi cTerneHb npeBpaiieHus CO mnagaer
[10]. IToaTOMY aKTMBHBII B 00JIaCTU HU3KUX TEMIIE-
paTyp KaTajau3aTop IOTCHIMAJIbLHO MOXET MO3BO-
JIUTb YMEHBIIUTb KoHLeHTpaluio CO B cMecu 1o
TpeOyeMbIX 3HAYCHU I B OHY CTaAUIO.

BddexkTuBHOCTb KaTanu3aTopos Ha ocHOBe CeO,
B IIK CO oO0ObBscHsIeTCSI UX CUWIBbHBIM B3auMOMCHi-
CTBMEM C HAaHECEHHBIM METAJUIOM, a TaKKe BEICOKOM
KMCJIOPOTHOM MOABMXKHOCTBIO U JIETKOCTBIO IIEPEX0-
na Ce3*—Ce*", 4T0 B BOCCTAHOBUTEIBHBIX YCIOBUAX
peaKiuu CIIOCOOCTBYET (POPMUPOBAHUIO OOIBIIIOTO
KOJMYEeCTBAa KUCIIOPOOHBIX BakaHcuit [11, 12]. He-
CMOTPS Ha OTCYTCTBHE OOTHO3HAYHOIO OTBETAa Ha BO-
IIPOC O IIPUPOJIe aKTUBHBIX LIECHTPOB B KaTain3aTopax
Ha ocHoBe CeQO,, B mocjeaHue Toabl pacTeT YMUCIO
paboT, MOATBEPKIAIOIINX TUIIOTE3y O MPOTeKAHUU
peaxkiny Ha TpaHMIIe KOHTaKTa HAHECEHHOTO MeTall-
nma u Hocutesist: CO agcopbupyeTcs Ha atoMme Pt, B To
BpeM:I KaK aacopOnusI U AMCCOLIMAIINS BOIBI IIPOMC-
XOISIT Ha KucoponHoii BakaHcuu [ 13—15]. Takum 06-
pa3oM, YMCJIO KUCIOPOMIHBIX BAKAHCHI Ha TOBEPXHO-
CTH OKCHIA MOXKET OBITh OMHUM 13 (haKTOPOB, OIIpe-
JIeJISTIOIINX aKTUBHOCTD KaTanu3aTopa B [1K CO.

Hecmotpst Ha omucaHHble nocTomHcTBa, CeO,
obJagaet v HemocTaTkaMu. B yacTHOCTH, 3TOT OKCHL
MOJABEPKEH CUJIBHOMY CIIEKaHUIO TIPU MOBBIIIEHHBIX
TeMmIieparypax, a TakXke XapaKTepus3yeTcsl HU3KOM
MeXaHN4YeCKOI CTaOMIBbHOCTHIO [ 16, 17], 94TO SIBIISIET-
CST BAXKHBIM B CJTydae TpaHyJIMPOBaHHBIX KaTaTU3aTO-
poB. C 1efblo YAy4yllIEeHUs 3THUX XapaKTepUCTUK
MNpelIOXKEeHO NOMUPOBATh OKCHUA LUpKoHueM [17].
bruto nokazano [18—22], yto Ce,; _ ,Zr, 0, 1eMOH-
CTPUPYET JIYUIIYl0 TEPMHUUYECKYI0 CTaOWJIbHOCTh U
KUCJIOPOIHYIO MOABUKHOCTD, a TAKXKE CIIOCOOCTBYET
dopMUpOBaHUIO OOJIBIIIETO KOJIWYECTBA KUCIOPO-
HBIX BaKaHCHUIA HAa MOBEPXHOCTU OKCHUIA, YTO MPUBO-
JIUT K pOCTY aKTUBHOCTHU KaTajm3aTopa. B To xxe Bpemst
nmpu x = (.45 cyuiecTByeT BEpOSITHOCTh (DOPMUPOBaA-
Hud daspl ZrO,, KoTopas Oynet 0J10KUpOBaTh KOHTAKT
metaiia u CeO,, cHuxast aktuBHocTh [20]. [Tomumo
Zr, B Ka4eCTBE JOMAHTOB JIJIsI TTOBBIIEHUS Ae(hEeKTHO-
CTU OKCHUJIa TaKxke ucnonbayloT La [23—28], Y [25, 29,
30], Gd [24, 28, 31], Sm [26, 30, 32], Pr[33—35] u npy-
rve peaKo3eMesIbHbIe U EPEXOIHbIE METaJUTbI.

B Hacros1eil paboTe Ha npUMepe IBYX OKCHU[I-
HbIX Hocuteneit cocraBa Cej:5Z15,50, U

T'OPJIOBA wu nap.

Cey4Z1)5Y00sLag 050, TIpoBeAeHO HccenoBaHue
BJIUSIHUSI COCTaBa CMEIIAaHHOTO OKCHUIa Lepus—
IMPKOHUS Ha CTPYKTYPY HAHECEHHBIX TUIATUHOBBIX
KaTajJn3aTopoB Ha ux ocHoBe. [IpoBeneH aHanu3
B3aUMOCBSI3U TEKCTYPHBIX XapaKTePUCTUK HOCUTE-
JIsl, TUCTIEPCHOCTY HAHECEHHOM TIJIATUHBI U KaTaau-
TUYECKOM aKTUBHOCTH MOJIyYeHHBIX 00Pa3IoB B pe-
akouu 1K CO B cMecu, UMUTHPYIOLIEH TTPOIYKT
MapoBOi KOHBEPCUU METaHa.

OKCITEPUMEHTAJIbHAA YACTb
IIpucomoenenue kamaauzamopoe

OkcunHelid Hocutenb coctaBa Ceg 7521, ,50, (ma-
nee CeZr) OBLT MOJIydeH METOIOM coocaxineHus. B
KadyecTBe IIPEOIISCTBEHHNKOB OKCUIOB HepUs U
HMPKOHMS ObUIM Mcronb3oBaHbl Ce(NO5);6H,0 u
ZrO(NO;),"8H,0. B kauecTBe ocaguTessi IPUMEHSI-
JIN BOOHBIN pacTBOp aMMMaKa. JIJIsT TpUTOTOBICHMUS
Hocuteneit Ce75Z1,,50, conu HUTpaToB Opanu B
MOJBHOM cooTHommeHnu Ce : Zr = 3 : 1 ¥ pacTBOpsUTH
B BOZAE TpU TepeMEIINBaHUM OO ITOJTYYEHUS IIpO-
3payHoOro pacTBopa. [MOPOKCHIBI LIEpUS U ITUPKO-
HHUsI COOCAXIaJIM METOIOM OOpPaTHOTO OCAXKICHMS,
T.€. BOIHBI pacTBOpP HUTPATOB LIEPUS M LIMPKOHUS
MIPWIMBAJIM 110 KATUISIM K BOTHOMY PacTBOPY aMMUa-
ka. [locne cMmenivBaHuUsI PacTBOPOB MOJYyYEHHbIM
0CaJIoK TToABeprav cTapeHnIo B reueHue 30 MuH, 3a-
TeMm dunbrpoBasiu. Ocanok cymuau npu 80°C B Te-
yenue 15 4 u npokanuBanu npu 450°C. Takxke misa
MPUTOTOBJICHUSI KaTaJIN3aTOPOB UCIIOJIb30BAIU KOM-
MepUYecKuii OKCUIHBIN Hocutelb (Optalys ®) cocraBa
Cey 421y 5Y 05120 050, (CeZrYLa). O6a HocuTtens ume-

JOT COIOCTABUMYIO HACKITTHYIO TUIOTHOCTD ~0.4 1/cMm3.

HaneceHue TtaTMHBEI HA HOCUTEIN B KOJTUYECTBE
1.9 1 5.0 Bec. % TpoOM3BOAMIN METOIOM COPOLIMOH-
HO-TUAPOJIMTUYECKOTO ocaxaeHus [36, 37]. HaBecky
K,PtCl, pactBOpsiiu B AUCTUJUIMPOBAHHOU BOJE B
TepMOCTaTUPYEMOM CTaKaHe, 3aTeM JO0aBIsiIh Ha-
BECKy TOpoIlKa okcuaa. I[lpy mepeMemmBaHUM Ha
MarHMTHOM Mellajike mpukanbiBaiy pacTBop Na,CO,
(~0.05 M, Na,CO; : K,PtCl, = 1.1 : 1). [Tocne nepe-
MeIIMBaIu cycrneHs3uio nmpu 25°C B TedeHue 15 MuH,
3aTeM IOBbIIAIM TemmepaTypy g0 80°C u mepeme-
muBanu emie 40 muH. Ilo ncreyeHUM 3TOTO BpEMEHM
pacTBOp MPOBEPSUTM HAa HAJIMYNE MOHOB TUIATHHEI C
nomoiiiblo NaBH, — HU B 01HOM M3 cilydyaeB OHU He
OBLTM OOHApPYXKEHBI, TO3TOMY AEJAJIM BHIBOI O TIOJI-
HOM OCaKIEeHUHW TIATUHBI Ha TIOBEPXHOCTb HOCUTE-
JIst (MO3Hee 3TO Takke ObLIO MOATBEPXKICHO aHAJIM -
30M IOTOBEIX KataiauizaTopoB MeTogoM ADC-MCII).
PactBOop oTnenstiv ot TBepaoil (asel, IPOMBIBAIU
~100 M1 ropsiueit Bojbl, CylIMJIM B TeUeHUE 9 U B Ccy-
untbHoM 1Kady npu 80°C. BoccTaHoBiieHHE 00-
pasuoB nmpousBoausu B Toke H, nmpu 350°C B Teue-
Hue 1 4.
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Hccnedosanue kamarumuueckux ceolicme

KaTtanutunyeckue MCOBITAHUS TIOJIYYEHHBIX 00-
pasnos B I[1K CO mpoBoanian B IpOTOYHOM peXXUMeE
B CTEeKIITHHOM Tpy64yatoM U-06pa3HOM peakTope
(BHYTpeHHUI graMeTp — 3 MM). 3arpy3Ka KaTajan3aTo-
pa coctasnsuia 125 mr, dppakims 0.2—0.5 M, CKO])OCTB

roaun peakuMoHHoi cmecu — 30000 mut ., 4.

KaT

CoctaB nogaBaemMoii cmecu (06. %): 10 CO, 15 CO,,
45 H,, 30 H,O (c TounocTsio =1 abc. %). TeMnepaTy—
py B ClIoe KaTaJm3aTopa KOHTPOJIUPOBAIN C TIOMO-
IO TEPMOITapHhI, TIOMEIIEHHOM B ero cepenuHy. [1o-
lagy BOMSHOTO Tapa OCYMIECTBIISIM TTOCPEICTBOM
carypaTopa, 4TO ITO3BOJISIO TIOIIeP>KUBATh CTAOMITb-
HYIO KOHIIEHTPAIINIO B TEUeHME IKCITepruMeHTa (000-
I'pEB ra30BBIX JUHUI OB 0GecIiedyeH U 0, M Mocie
peakTopa). AHAJIU3 CMECH IO W MOCJe peakTopa
MIPOM3BOIMIIN C TIOMOIIILIO Ta30BOTO XpoMaTtorpacda
I'X-1000 (“Xpomoc”, Poccusi), ocHaIIEHHOTO Ie-
TEKTOPOM TT0 TEIUIONIPOBOTHOCTH (KOJIOHKA C MOJIE-
KynsipabiMu cutamu CaA) U IulaMeHHO-MOHU3al-
OHHEBIM JIeTeKTOpoM (KosoHka Porapak Q) ¢ MmeTaHa-
TOpPOM C 4YyBcTBUTeIbHOCTBHIO TTo CO, CH, u CO,
okoso 1 ppm. Pazaenenue Ha kosonke CO, CH, u
CO, ¢ mocIenyIM MeTaHNPOBaHNEM OKCUIOB yT-
JIepoja To3BOJISIeT aHAIM3UPOBaTh BCE 3TH COSMMHE -
HUsS Ha TUIAMEHHO-WOHU3AIIMOHHOM IETEKTOpE C
TOYHOCTBIO =3 oTH. %.

Hccnedosanue obpaszyoe
Quzuxko-xumuuecKkumu memooamu

HMccaenoBaHue TEKCTYPHBIX  XapaKTepPUCTHK
(yoenbHas miolaab MOBEPXHOCTU (Sggr), OOLIMIA
06beM Top (V;,p) M 06beM MUKPOTIOP (¥, uxponop))
OKCHMIHBIX HOCUTEJIEH 1 KaTaJIu3aTOPOB Ha UX OC-
HOBE€ METOAOM HUM3KOTEeMIepaTypHO aacopOoluu
N, npu —196°C ocymecTBIsUIM Ha aHaJIM3aTope
yaeapHol moBepxHocTH ASAP 2400 (“Micromeritics
Instrument Corporation”, CIIIA).

JudpakiimoHHbIE 3KCIIEPUMEHTHI (peHTreHoha-
30BbIit aHanu3 (PMA)) npoBeneHbl B TEOMETPUU Ha
MIPOCBET C MCIONb30BaHneEM MoK, -usnydenus (A =
=(0.7093 A) Ha npu6ope STADI MP (“STOE”, I'ep-
MaHus) ¢ mpuMeHeHueM nerekropa MYTHEN2 1K
(“Dectris AG”, IBeiinapust). M3aMepeHus: BBIIIOJ-
HSUIA CKaHMPOBaHUEM B MHTeEpBaJjie yrioB 1°—137° ¢
marom 0.015° o 20. CpenHuii pa3Mep 00J1acTu Kore-
penrtHoro paccesHus (OKP) 3apukcupoBaHHBIX a3
HaXOIWIH IT0 YIIUPEHUIO ITMKOB C TTIOMOIIBIO YpaBHEe-
Hug Illeppepa, TIpy 3TOM YYUTHIBAJIOCHh MHCTPYMEH-
TaJlbHOE YIIUPEHUEe, OMpeAesIeHHOE IT0 PEHTIeHO-
rpammMe ataorHoro oopasma NIST SRM 660c (LaBy).

JJ1s1 IUarHOCTUKU CTPYKTYPBI BEICOKOAMCIIEPCHBIX
COCMMHEHMI TUTATUHEI B KATAJIM3aTOpaxX Ha aTOMapHOM
YPOBHE CTPYKTYPHI NCHOJIb30BaIN peHTreHOrpadu-
yecKuii MeTo pacnpenesieHuss aToMHbIX map (PDF)
[38—40]. dyukuMg pacrpenejeHrus aTOMHBIX I1ap,
G(r), oToOpaxaeT pacipeaesieH1ue MeXXaTOMHBIX pac-
CTOSHUII B uccliemyeMoM Matepuane. [loaoxeHus
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KOOPIWMHAIIMOHHBIX ITMKOB COOTBETCTBYIOT pPaBHO-
BECHBIM MCXKATOMHBIM pPACCTOAHUAM, aMIIINTYIbI
IIMKOB 3aBUCAT OT KOOPIMHAIIMOHHBIX YMCEI U pacC-
CeMBaIOIIEU CITOCOOHOCTH aTOMOB.

Ddyukuus G(r) paccuntbiBaetcst Dypbe-mpeodbpa-
30BaHUEM MHTEP(HEPEHIIMOHHOM (CTPYKTYPHOI1) ya-
CTU paccesiHUS pEHTT€HOBCKUX JIy4eid:

o

6(r) = 2 [ 0i(Q)sin(@r)d0. (1)

0

rne Q = (4wsin0)/A — MOIyJIb BOIHOBOTO BEKTOPA;
A — UTMHA BOJIHBI M3nydeHus; i(Q) —uHTepdEepeH-
LIMOHHAs YaCTh MHTEHCUBHOCTU PACCESIHUS.

OcHOBHbIE 3Tanbl 0OPaOOTKU IMOJYYEHHBIX AW-
¢dpaKIIMOHHBIX JAHHBIX BKJIIOUAIOT BBEIEHME TTONpa-
BOK Ha (hOH, TOMIOIIeHNE, UCKITIOUEeHNE BKJIaaa He-
KOT€PEHTHOTO KOMITTOHOBCKOTO pacCesiHUs, BblIe-
JiIeHUue UHTep(PepeHIIMOHHON YaCTU MHTEHCUBHOCTHU
paccesiHusl, 00YyCJIOBJIEHHO! yMOpPSIAOYEHHBIM pac-
noioxeHuem atomoB [38]. Paspernienue yHKIUU
G(r) 3aBUCUT OT MAaKCUMAaJIbHOM BEJIMYMHBI MOIYJIS
BOJIHOBOTO BeKTopa Q... [1oJlyueHHbI€ B HACTOs1Ie
paboTe 3KCHepUMEHTAJIbHbIE JaHHBIE COOTBETCTBY-
10T 3HaueHuto Q. = 15.8 A~!.Pacuer dpynkumit G(r)
MPOBOAWIN C UCIOJb30BaHUEM MporpaMmmbl PDF-
getX2 [41]. Pacyer MoaenbHbIX GyHKUMNA G(r) BbI-
MOJIHEeH ¢ moMolIbio mporpaMmmbl PDFfit2 [42] Ha oc-
HOBaHUU CTPYKTYPHBIX TaHHBIX, IPEACTABICHHbBIX B
6aze ICSD [43]. Yuer BAusiHUS Majoro pa3Mepa Mo-
JeJIbHBIX YaCTULl OCYIIECTBISLUIM BBeAeHUEeM chepu-
yeckoro ¢opm-dakropa, “obpesarliero” paccum-
TeiBaeMylto ¢yHK1uw G(r) [44, 45].

HccnenoBanue o6pas3iioB METOIOM ITPOCBEUYMBa-
IolIeii 3JIeKTpOHHOM MukKpockornuu (IT9M) Beiron-
HEHO Ha TMPOCBEUYMBAIOIIMX 3JEKTPOHHBIX MUKPO-
ckomax JEM-2010 u JEM-2200FS (“JEOL”, Ano-
HUSI) c yckopsiomuMm HamnpstkeHuem 200 kB u
paspemenueM 1.4 u 1 A no pemreTke cOOTBETCTBEH-
Ho. OOpa3zupl TpernapupoBaii Ha MENHbIe CEeTKU
JIMaMETPOM 3 MM, MIOKPBIThIE YTJIEPOAHOM TNIEHKOM ¢
ceTblo oTBepcTuii. CIupTOBBIE CYCIEH3MU 00pas3lioB
JUCTIEPTUPOBAJIM YJIBTPA3BYKOM 1 HAHOCUJIU Ha IO/ -
JIOXKKH.

HM3yueHue obpasuoB meToaoM xemocopoiu CO
npooawiu Ha TIIB/TIIJ ananu3zatope ChemBET
Pulsar (“Quantachrome Inst.”, CIIA). JInsg 3toro
0.05 r oOpa3na noMelaan B KBaplLeByIo TpyOKy, Ha-
rpeBau B Toke 10% H, B He no 250°C co ckopocTbio
10°C/MUH M BBIACPXKUBAIM NPU 3TOM TeMIlepaType
eme 25 MUH, II0 IOIJIOIIEHUIO BOAOPOIA CYIUIN O
TTOJTHOM BOCCTaHOBJICHNM 00pa3oB. ajee o6pa3iisl
oxyiaxaanu B Toke He mo 30°C u mpoBOOMIN UM-
nyjabcHoe TutpoBaHue cMmecbhbio 10% CO B He. Iocie
00pa31bl OKUCIISUIY HA BO3AYXE MPU KOMHATHOM TEM-
neparype B TedeHre 30 MUH W TTOBTOPSIIN IIMKI. U3
MOIYYEeHHBIX JAHHBIX PACCUNTHIBAIU YACIbHYIO TIIO-
IIaab MTOBEPXHOCTU U pa3Mep JacTtull Pt, mpuHuMas,
4yTo 1) Ha OMHOM aTOMe MeTaJljIa aICopPOMPYETCS OMHA
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Taomna 1. TekcTypHBIE XapaKTepUCTUKU 00pa3lioB HOCUTE-
JIeit ¥ CBEXXMX KaTaInu3aTopos, coaepxaiux 5.0 Bec. % Pt*

I I I A
CeZr 80 0.20 0
CeZrYLa 73 0.35 0
5% Pt/CeZr 78 0.18 0
5% Pt/CeZrYLa 70 0.31 0
* Tounocts ompeneneHust ST, Viep ¥ Vyuxponop COCTABISIET

10 otH. %.

mosiekyina CO; 2) gacTuObl MMEIOT ChepruIecKylo
dbopmy.

PE3VYJIBTATBI 1 UX OBCYXIEHHWE

TekcTypHBIe XapaKTepUCTUKU CBEXKUX 00paslioB,
comepxariux 5.0 Bec. % Pt, a TakxKe YMCTBHIX HOCUTE-
Jieii ObUIM HMCCIenoBaHbl METONOM HU3KOTEeMITepa-
TypHOI agcopOumu azota (tadjy. 1). C yyeTom mo-
I'PELIHOCTU onpeneieHus Sy nopsinka 10 otH. % Ha
OCHOBAaHUM TIOJYYEHHBIX HAHHBIX MOXHO CIelaTh

(@)

[CO], 06. %

200 220 240 260 280 300 320 340
T,°C

T'OPJIOBA wu nap.

BBIBO[I, UTO HaHeceHue Pt He TIpUBENIO K 3HAYNMOMY
U3MEHEHUIO YIEJIbHON MOBEPXHOCTU U GIOKUPOBKE
TPaHCITIOPTHBIX MOP.

Hcnpitanusa katanuzaropoB B [1IK CO B cmecn,
VMUTHUPYIOLIEH TIPOAYKT MApOBO KOHBEPCUU METa-
Ha, MOKa3ajlu, YTO TPU OAWHAKOBOM COAEPKaHUU
TUIATUHBI 3HAYUTEIBHOTO BJIMSTHUSI HOCUTEISI Ha 3(-
¢ eKTUBHOCTH IIpoliecca He HabmomaeTcs (puc. 1a). B
OTHOIIIEHUM TOOOYHOIN peaklMu MeTaHUPOBAHUS
OKCHUIOB yIjepoja, KoTopas MOXET IMpOTeKaTh B
JMaHHBIX YCJIOBUSIX, TakKXe He OOHapyXeHO cylile-
CTBEHHBIX OTJIMYMit (puc. 106).

CTOUT 3aMETUTh, YTO YBEJIMUCHUE 3arpy3KH Ijia-
TUHBI TTOJIOKUTEILHO BIUSET Ha TeMIIepaTypy Mak-
cuManbHOM cteneHu npespaiieHust CO. Tak, B ciy-
yae KaTtaiau3aTopoB ¢ 5.0 Bec. % Pt mMuHMMabHas
koHueHTtpalus CO ormevaercst npu 7' = 280°C, B TO
BpeMsI Kak 11t oopasua ¢ 1.9 Bec. % Pt — TonbKo npu
T = 310°C. IIpoBeneHue npoiecca I1K CO mpu 60-
Jlee HM3KHUX TeMIleparypax MpeAloUYTUTEIbHO He
TOJIBKO C TOYKH 3pEHUS YBEIIMUECHUSI CTEIICHU TIpe-
BpauieHuss CO B CO,. 13 puc. 16 BUIHO, 4TO NpU
T < 280°C Bkj1am NoGOYHOM peakliMi MeTaHUPOBa-
HUSI MUHUMAJIEH, YTO ITTO3BOJISIET IMOJY4YUTh OoJjiee
YUCTHIM BOAOPOI Ha BBIXOJIE U3 peaKkTopa.

(©)
0.20 -

—o— 5.0% Pt/CeZrYLa
—u— 5.0% Pt/CeZr
—0O— 1.9% Pt/CeZrYLa
—— 1.9% Pt/CeZr

0.18 -

0.16 |-

0.14

0.12

0.10

[CHyl, 06. %

0.08

0.06

0.04

0.02

0
200 220 240 260 280 300 320 340
T,°C

Puc. 1. Temneparypusble 3aBucumoctu KoHueHTpauuii CO (a) u CH4 (6) Ha Beixoze us peakropa 1K CO. IlynktupHas muHus —
pacyeTHast paBHOBecHasi KoHUeHTpauus: CO; coctaB ucxonHoi cmecu (06. %): 10 CO, 15 CO,, 45 H,, 30 H,O; ckopocTsb 1o-

Toka cmecu — 30000 mur r;;T q !
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INMnaTHOBEIE KaTaau3aTophl ¢ coaepxkaHueM Pt
5.0 Bec. % no u nocine 1K CO, a Tak:ke OKCUIHBIE
HOCUTEJIN B YMCTOM BHUE ObLIN MCCICAOBAHBI METO-
1oM PDA (puc. 2). CornacHO NoJiydeHHLIM JaHHBIM
Marepuan Hocutenst CeZr coctaBa Ceg 7521 50, SB-
JIsIeTCsl OMHO(a3HBIM TBEPIBIM PACTBOPOM 3aMellle-
HUSI ¢ KyOWUYeCKOM CTPYKTypoii Tuma diawoopura

(mpocTpaHcTBeHHas rpymma Fm3m) (puc. 2a). 3Ha-
YeHHe MapaMeTpa KyOMIeCcKOM STYeiiKu a cCMelraH-

451

Horo okcuma Ce,_ Zr,O, cocraBisier 5.352(1) A.
OnpenenaeHHOE 10 TTapaMeTpy PeleTK COOTHOIIIE -
HUE KaTHOHOB COOTBETCTBYET 3adaHHOMY MPU CUH-
Te3e, YTO yKa3bIBaeT Ha OMHOPOXHOCTb MPUTOTOB-
JICHHOTO OKcuJa 1o coctaBy. CpemHuii pa3Mmep 00-
Jactu korepeHTHoro paccessHuss (OKP) Dypp =
= 5.0 £ 0.5 am. Marepuan Hocuteas CeZrYLa co-
craBa Cej4Zry5Lay0sY,050, mpencrasnsieT coboit
CMEIIaHHBbI OKCUJl CO CTPYKTYPOIi ThMa ¢oopuTa
(puc. 20). 3HaueHMe IIapaMeTpa peleTKu a

(a)
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Puc. 2. IudpakiiMmoHHbIE KApTUHBI HOCUTENEH U KaTaTM3aToOpOB Ha X OCHOBE, conepxkaiumx 5.0 Bec. % Pt: CeZr (a), CeZrYLa
(6); 1 — HOocuTenb, 2 — kKatanusatop a0 I1K CO, 3 — karanusarop nocie [1K CO.
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T'OPJIOBA wu nap.

-2
W

G(r),

~N

Puc. 3. PasHocTtHble byHKIIMKM d—G(r), ONMMCHIBAIOIINE JOKATbHOE YIIOPSIIOYSHE aTOMOB B Katanu3aropax 5.0% Pt/CeZrYLa
(3)n 5.0% Pt/CeZr (4) B cpaBHEeHUYU C MOAEAbHBIMU YHKIMAMU G(F) IJIs1 YaCTULL METAJTMYECKOM rutaTuHel Pt”, paccuntaH-

HbIMU 0e3 yueta pazMepa yactull (/) v st yactull pazmepom 1.5 Hm (2).

= 5.251(1) A MeHblIIIe ITO CPABHEHMIO C TAKOBBIM IS
nuokcuga uepusi CeO, (PDF#00-043-1002, a =
= 5.411 A) 3a cuyeT CHIBPHOTO KATHOHHOTO MOAM(HILIU-
poBaHUs ¢ 0O0pa3oBaHNWEM TBEPIOTO pacTBOpa 3aMe-
mweHus. Cpegnuii pazmep OKP Dyrp = 8.0 £ 0.5 HM.

ITokazaHo, yTo 06a KaTrajau3aTopa g0 U ITocjie Ka-
TAIUTUYECKUX HUCTIBITAHUN COJEp>XKaT BbICOKOAMC-
MEepPCHbIE COENMHEHUSI TUIATUHBI, HE AETEKTUPYEMble
MmeTonoM PDA. Tlpu cpaBHeHUM AMPaKIIMOHHBIX
KapTUH KaTaJIU3aTOPOB U HOCUTEJIEH (puUC. 2) HE OT-
MeYaeTcsl JOTOJHUTENbHBIX pPedIeKCOB OT OKpHU-
CTAJNIM30BAHHbIX MJIaTMHOCoAepxXalux ¢as. [ToaTo-
My 0Opa3lbl JOIMOJHUTEIBHO OBLIM MCCJEIOBaHBI
METOIOM pachpelesieHus1 aTOMHbIX nap. B ciyudae
HaHECEeHHbIX KaTaIu3aTopoB KpUBasi pacrpeaeaeHus
aToOMHBIX TIap G(r) copepXXuUT UHGOPMALIUIO O MEX-
aTOMHBIX PACCTOSIHUSIX KaK B HAHECEHHBIX YaCTUIIAX,
TaK U B MaTepuayie Hocuteis. s u3pjiedyeHus naH-
HBIX O JIOKAJIbHOM YMNOPSITOYEHUU aTOMOB B 4acTH-
1[aX aKTMBHOTO KOMIIOHEHTa pPacCUMTHIBAIU pas-
HOCTHBbIE KpuBbIe (d—G(r)) MeXITy HOPMUPOBAHHBIM
KpuBbiMU G(r) KaTau3aTopa U Matepuaaa HOCUTEIIS
(puc. 3). Ha ocHoBanmu aHanm3a HaOJIOJAEMBIX
KOppeJISiliiii B pacnojioXXeHUU aTOMOB ClieJIaH Bbl-
BOJI, UTO 00a MCHBITAHHBIX KaTajau3aTopa coaepKar
VJIBTPAAVICIIEPCHBIE YAaCTULIBI METAJJIMYECKOM ILIa-
tunbl Pt°. Ha pasHocTHBIX KpuBbIX d—G(#), oTOOpa-
JKaloIIMUX YIOpSAOYeHMEe aTOMOB TJIATUHBI, OTMeYa-
IOTCSI MHTEHCHUBHbIE KOOPIMHAILIMOHHBbIE TIMKUA Ha
paccrostHusIX = 2.75, 4.80, 7.32 A (puc. 3). JlaHHbIe
MEXaTOMHBIE PACCTOSIHUSI XapaKTepHbI ISl KpU-
CTALJIMYECKON CTPYKTYPbl METAJUIMYECKOM TJIaTUHBI.
MopnenpHas KpuBasi G(r), pacCunuTaHHAS IJI1 YaCTHUIL
Pt’, xopowo COOTBETCTBYET 3KCIEPUMMEHTAILHBIM

pesyibTaTaMm. HaGirogaemoe Ha 3KCHepUMEHTab-
HBIX KpUBBIX d—G(7) MOCTENIEHHOE YMEHBIIICHUE aM-
TUTUTYJ, KOOPAWHAIIMOHHBIX MUKOB C YBEJIMYEHUEM
paCCTOSIHUSI CBSI3aHO C pa3MepHbIM 3(h¢eKToM (YiIb-
TpaMaJIbiM pa3MepoM dYacTuil). MofenbHas KpuBasi
G(r) s yactun Pt pasmepom 1.5 HM HaMHOTO JIydliie
COOTBETCTBYET IKCITEPUMEHTATIbHBIM KPUBBIM d—G{(r).
Takum oOpa3oM, aHAIU3 OJIMKHETO ITOpsiAKa aTOMOB
roxaszajl, 4To ucnblTaHHbIe B peakiuu ITK CO kata-
JIN3aTOPbI MPEUMYILIECTBEHHO COMIEpXKAT YIbTpaauc-
MEPCHBIE YaCTULLI META/UINYecKOoi ruiatubl Pt?. C
TMOMOIIIbIO METOJIa pacTIpeeIeHUSI aTOMHbIX T1ap Mpo-
BECTU TIPELM3UOHHBINA aHaJIU3 pa3Mepa 4yacTull 3a-
TPYAHUTENIBHO, JIJISI 3TOr0 HEOOXOIUMO MpPUBJICUECHE
JTIOTIOJIHUTEIbHBIX MOIXOA0B.

KaranuzaTtopsl rocie peakiiuy Takxke ObLIA U3Y-
yeHsl MeTogamu [1DM u xemocopouumn CO. Tak, Ha
puc. 4 ipencrasiieHbl MUKpOgoTorpadumu o0pa3noB
KaTanu3aTopoB ¢ comepxxaHueM 5.0 Bec. % Pt (mis
o6pasiia ¢ 1.9 Bec. % Pt cunmku [19M He TToKa3aHBI
Mo MpUUYMHE cxoAacTBa). BugHo, UTo 1mocie peakuunu
yacTuilpl Pt umetot opmy, 6JIM3KYIO K Toaychepu-
YECKOi1, COXpaHSIIOT BICOKYIO TUCIIEPCHOCTb U pac-
MnpeaeaeHbl paBHOMEPHO. DTU pe3yabTaThl, HAPSIIY C
npeAcTaBlIeHHbIMU paHee B [37, 46], moaTBepXKIaioT
COCTOSITEJIBHOCTb MeTOAa COPOLIMOHHO-TUAPOJIUTU-
YECKOTO OCaXXIeHUsl KaK TOAX0Aa, MO3BOJSIONIETO
MoJy4yaTh KaTajanu3aTophl C XOPOIlIei BOCIIPOU3BOIU-
MOCTbIO pa3Mepa 4YacTUll HAHOCUMOTO MeTaJlia.

W3 pacmipenenenmii yactuir Pt mo pasMmepam
(puc. 5), MOCTPOCHHBIX 110 JaHHBIM [1DM, cienmyer,
YTO TSI BCeX 4-X 0Opa3lioB CPemHUIt pa3Mep YacTHII
Pt He npesreimraer 2 HM. [Ipy 3TOM CTOUT OGPATUTH
BHMMaHUe, 4To B cirydae Hocurelrss CeZr oH, He3aBU-
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Puc. 4. Mukpodotorpaduu [T1DM mwisa o6pasios 5.0% Pt/CeZr (a—B) u 5.0% Pt/CeZrYLa (r—e) mocine I1K CO.

5.0% Pt/CeZrYLa 1.9% Pt/CeZrYLa

30 35¢
dp=1.7£0.4 um dp,=1.6 £ 0.4 1M
g g
= S
S S
< <
5 &
o o
5 S
= S
=N =N
02 06 10 14 18 22 26 3.0 02 06 10 14 18 22 26 3.0
dPl’ HM dPt7 HM
30 - 5.0% Pt/CeZr 2% 1.9% Pt/CeZr
dp=13 % 0.4 ™M dp,=1210.4HuMm
= =
= S
= =
2 S
5 &
o o
= =
Q Q
= =
=N =N
02 06 1.0 14 1.8 22 26 3.0 02 06 10 14 18 22 26 3.0
dp, HM dp, HM

Puc. 5. Pacnipenenenust yactuil Pt 1o pasmepam, paccuntaHHble U3 faHHBIX [ITDM. [1J1s TOCTpoeHMsI KaXI0To U3 pacripeaelie-
Huit ucnonp3zoaiu 100—130 gactuir.
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Tabmuuna 2. YnenbHble TUIOMIAAN TTOBEPXHOCTU U pa3Mephl
yactul, Pt, paccuuTaHHble U3 JaHHBIX XeMocopouuu CO

SPU SPU dpt,

Qopasett | W o | M/rp | am
1.9% Pt/CeZr 1 23 | 121 2.3
2 33 174 1.6

5.0% Pt/CeZr 1 3.3 65 4.3
2 4.0 81 3.5

1.9% Pt/CeZrYLa 1 1.9 100 2.8
2 4.1 215 1.3

5.0% Pt/CeZrYLa 1 2.4 49 5.7
2 3.4 68 4.1

CHUMO OT 3arpy3ku Pt, oka3piBaeTcst MEHbIIIE MO CpaB-
HEHUIO C TaKOBBIM ISl KaTajlM3aTOPOB Ha OCHOBE
CeZrYLa. BeposiTHO, 3TO cBI3aHO ¢ Oofblieil Sgyt
Hocutens CeZr (Tabu. 1).

HeoxmnmanHo cpemumii pasmep gactuil Pt, paccum-
TaHHBII M3 MaHHBIX xemocopounu CO, Bo Bcex 4-x
oOpa3siuax oka3zajcs B 2—3 pa3a 00oJbllle oIpeaeieH-
Horo u3 1aHHbIX [19M (Tabi. 2) 1 MeTona pacrpeae-
JIeHusT aToMHBIX nap. C y4eToM U3BeCTHOro ¢akra o
“IeKOpUpPOBAaHUN "’ YAaCTUI] METaJJIa HOCUTEJIEM IpU
HaJIMYUW CUJIBHOTO B3aMMOICHCTBUS MeXIy HUMU
MOXHO IIPEIIOJIOXUTD, YTO YaCTh MOBEPXHOCTH Ya-
ctun, Pt HegoctynHa s xemocopouuu CO. Takke
CTOUT UMETH B BU/IY, YTO Ha pe3yJIbTaT CLIOCOOHO MO~
BJIMSITh HETOYHOE COOTBETCTBHME PEaJIbHOM KapTUHE
HMCIOJIb3YEMBIX JISI pacuyeToB AOIYIIECHU 0 cepu-
yecKoil (popMe YacTUll ¥ aacopOLIMK OTHOI MOIEKY-
e CO Ha ogHOM atoMme Pt. Ciemyer OoTMETUTB, 4TO

0.75

0.60 |-

0.45 -

0.30 |-

W, MOJbcq Ty 4!

0.15 -

T'OPJIOBA wu nap.

MOCJIe IIEPBOTO LIMKJIa XeMOCOPOIIMHY Y BBIIEPXKKY HA
BO3AyXe MOBTOPHBIC M3MEPEHMsS MPUBEIN K OOJIb-
MM 3HAYEHUSIM YOCIbHOM IUIOLIAAN IIOBEPXHOCTU
M, cliefoBaTeJbHO, MEHBIIIEMY pa3Mepy dacTtull Pt.
Oco0eHHO 3aMeTHa 3Ta pa3HUlIa B cIydae KaTajau3a-
TopoB Ha ocHoBe CeZrYLa. be3 momonmHUTEIbLHBIX
WCCJIENOBAaHUII TPYyIHO TOBOPMTH O MpHMYMHAX Ha-
OJII0HAaeMOro SIBJICHUSI, OHAKO MOXHO ITIPEIIOoJIo-
XKUTh, YTO IIPU BBIHOCE KaTaJM3aTOPOB Ha BO3OYyX
MNPOUCXOAUT BBIXOA Ha MOBEPXHOCTh yacTull Pt, 3a
CUET Yero AOoJIsl AJOCTYITHOM IMOBEPXHOCTU MeTajlia
cTaHOBUTCS 00JblIe. Kpome Toro, Takxke U3B€CTHO O
cerperaiuu 4vactul, Pt mipu oOpaboTKe B OKUCIU-
TeabHOI aTMocdepe [47].

K coxxaneHuto, KOppeKTHBIN pacueT yuciaa 06o-
poTOB (yIEJIbHOM KaTAIMTUUYECKON aKTUBHOCTU) Ka-
TaJM3aTopa B HallleM cJlydae 3aTpyIHEeH BBUIY HEO/-
HO3HAYHOCTU JAHHBIX O TUIOIIAAW IOCTYMHON TMO-
BEPXHOCTM HAHECEHHOM IUIaTUHBI, IOJYyYEHHBIX
MeTogoM xemocopdbunu CO, TT03TOMY O BIMSIHUU CO-
CcTaBa HOCHUTEJSI Ha CKOPOCTh peakIIMi MOXHO Cy-
JIUTH TOJIBKO KOCBEHHO. PacyeT ckopocTu peakiiuu,
oTHeceHHoM Ha | r Pt, m1sa kaTaan3aTopos ¢ coaep-
xaHueMm 5.0 Bec. % Pt cBUAETENLCTBYET, YTO MpPHU
crenenu npespaiieHus CO meHee 30% 3TOT noka-
3aTejib HEMHOTO BBIIIIE AJIs KaTaau3aTopa Ha OCHOBE
CeZrYLa 110 cpaBHEHUIO C TAKOBBIM IJjIsI 00pa3lioB
Ha ocHoBe CeZr (puc. 6). YUuTbIBas MCHBILIMIA pas-
Mmep gactull Pt B ciaygae CeZr, MOXHO TIPEIIOJIO-
XUTh, 4TO cKopocTh peaknu [1K CO B mepecyere Ha
aKTUBHBIN LIEHTP TaK>KE BHILIE B CIyYae KaTaanu3aTo-
poB Pt/CeZrYLa. Ongnako 3Ta pa3HuIiia, IIo-BUANMO-
My, HEBEJIMKA, II03TOMY KOMIIEHCUPYETCS pa3aindy-
€M B YIEIbHOM IIOBEPXHOCTU HOCHUTENCH, IPUBOISI
TaKMM 00pa30oM K OIMHAKOBOI 3(P(PEKTUBHOCTHU Ka-
Tanu3aTopoB (puc. 1).

5.0% Pt/CeZrYLa

5.0% Pt/CeZr

200

205 210
T,°C

Puc. 6. Cxopocts peakinu ITK CO, npuBeneHHast Ha rpamm Pt, 11s1 KaTaauszaTopoB ¢ comepxanuem 5.0 Bec. % Pt. CocraB

ncxonHoit cmecu (06. %): 10 CO, 15 CO,, 45 H,, 30 H,O; ckopocTs notoka cmecu — 30000 vt r;,;T .

1
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3AKJIIOYEHHME

IIpoBeneHO  cpaBHUTENIbHOE  HMCCledOBaHUE
CTPYKTYPHBIX M KaTaJTUTUYECKUX XapaKTEPUCTUK 00-
pasuoB X Bec. % Pt/Cey5Z1),50, u X Bec. %
Pt/Ce 421y sY05Lap 050, (X = 1.9, 5.0). MeTtomom
peHTreHo(a30BOro aHajn3a MokKa3aHo, YTO 00a OK-
CUJHBIX HOCUTEJIS MPEACTaBISIOT COOOI TBepible
pacTBOPHI 3aMEIIEHUSI C KyOMYeCKOI CTPYKTYpOii Ha
ocHoBe cTpykTypel CeO,. Hocurens Ceg 571,50,
uMeeT OOJIBIIYIO YAEJNbHYIO TUIOIIAAb OBEPXHOCTH,
YTO, BEPOSITHO, CTaJI0O MPUUYMHOUN OoJiee BBICOKOI
JIUCIEPCHOCTU HAHECEHHBIX Ha Hero yactull Pt. Pe-
3yJbTaThl KaTAJIMTUYECKUX MCHBITAHUIN TOBOPSIT O
TOM, YTO TMPU OJUHAKOBOM CONEPKAHUU TLJIATUHBI
COCTaB HOCUTEJISI HE OKa3bIBACT CYIIECTBEHHOTO BJIK-
SIHUSI Ha TeMIIepaTypy NOCTUXKEHUSI MaKCUMabHOM
koHBepcuun CO, KOIuM4ecTBO 00pa3yIollerocsl B pe-
3yJIbTaTe MOOOYHOM peakiuu MeTaHa U CKOPOCTh pe-
aK1uu, IpuBeneHHo Ha rTpaMM Pt. Takum o6pazom,
MOHO ClieJIaTh BBIBO/, UTO yIeJIbHasl KaTaJauTuye-
CKasl aKTUBHOCTD B paCcye€Te Ha OIVH HOBerHOCTHbIﬁ
atoM Pt MoxkeT ObITh HEMHOTO BHIIIIE B cllyyae oopas-
11oB Ha ocHoBe Cej47Zr;5Y,osLay0s0O,, 0oHaAKO 3TO
MPEBOCXOACTBO KOMIIEHCUpPYeTCs OONbLIMM pa3zMe-
pom yactull Pt, 4To NMPUBOAUT K OAMHAKOBOM 3d-
(hbeKXTUBHOCTHU KaTaIu3aTOPOB.
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Ceria—Zirconia Supported Platinum Catalysts for Water Gas Shift Reaction:
Influence of Support Composition

A. M. Gorlova®>% *, V. P. Pakharukova'-2, O. A. Stonkus® 2, V. N. Rogozhnikov,
A. Y. Gladky', P. V. Snytnikov!, and D. 1. Potemkin'- 2

! Boreskov Institute of Catalysis, Acad. Lavrientieva ave. 5, Novosibirsk, 630090 Russia

2Novosibirsk State University, Pirogova str. 1, Novosibirsk, 630090 Russia
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The study is presented on the influence of the composition of a ceria-zirconia support on the structure and
the activity in water gas shift reaction of platinum catalysts (Pt/Ce 7521 150, 1 Pt/Ce 4Zr 5Y( 95L29 ¢507)-
The structure diagnostics of the samples were performed using high-resolution transmission electron micros-
copy, powder X-ray diffraction, CO chemisorption and X-ray atomic pair distribution function method. It
was shown that the catalysts contain highly dispersed platinum particles not exceeding 2 nm in size. Platinum
particles supported on Ce 7521 550, are smaller due to the higher specific surface area of the support. The
catalysts Pt/Ce 7571, .50, and Pt/Ce 4Zr 5Y, osLag 50, proved to have similar efficiency while having the
same platinum content. It was assumed that the catalysts supported on Ceg 4Zr, 5Y ¢sLag 5O, demonstrate a
slightly higher turnover frequency per platinum surface atom, but it is likely compensated by the difference in

the supported metal particle size.

Keywords: water gas shift, hydrogen purification, platinum catalyst, ceria-zirconia
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