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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 o5La) ¢50,). CTpyKTypHas 1MarHocTuka oo6pasLoB
MpOBEJICHA C UCITIOJIb30BaHUEM MPOCBEUNBAIOLIEH 3JIEKTPOHHOI MUKPOCKONUM BBICOKOTO pa3pelleHusl,
MeTOza OPOIIKOBO nudpakunu, xeMocopdbunu CO u peHTreHorpadyecKoro MeToia aHaau3a pacrpe-
JieJIeHUs aTOMHBIX 1ap. [TokasaHo, 4To KaTaau3aTophl COAEPXKaT yAbTPaLiUCIIEPCHbIE YACTULIbI TUTATUHBI CO
cpenIHUM pa3mMepoM He 6osiee 2 HM. O6pa3siel Ha ocHOBe Hocutenst Ceg 7521 550, XapakTepusylorcs 6osee
BBICOKOM TUCIIEPCHOCTBIO YaCTHULL TUTATUHBI B CBSI3U C OOJIbILIEH yAEeTbHOM MIoLablo TOBEPXHOCTU HOCHU-
tenst. [lokazano, uro katanusaropsl Pt/Ce 7521 550, u Pt/Ce( 471, Y, o5Lag o5O, IEMOHCTPUPYIOT CXO-
XKy10 3(pPEeKTUBHOCTH MPU OAMHAKOBOM conepxKaHuu Pt. CoenaHo mpeanoiokeHue, 4To yaeabHas KaTa-
JIMTUYECcKasl aKTUBHOCTb, IIPUBENEHHAsI Ha OIMH ITOBEPXHOCTHBII aToM Pt, BeIle B ciydae o6pa3LioB Ha
ocHoBe Ceg 471 5Y ¢5Lag 950,, OIHAKO 3TO MPEUMYLLECTBO, NTO-BUAUMOMY, KOMIIEHCUPYETCs Oojiee HU3-
KOM TMCIIEPCHOCTHIO HAHECEHHOTO MeTaJlIa.
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BBEIAEHUE

IIpoGaema Tpou3BOACTBA YHUCTOTO BOIOPOIA SIB-
JISIeTCSI OMHOM M3 KITFOUYEBBIX IUISI BOOTOPOIHOI 3HEP-
retTuku. HawmydimmmMm mogxomoM, TpeOYIOIIMM MU-
HUMAaJIbHOTO KOJIMYECTBA CTaIuii OYMCTKHU U pasle-
JICHUSI CMeCH TPOAYKTOB, CUYUTAETCI TeHepalus
BOJIOPO/Ia 3 BOABI, OAHAKO TAJIEKO HEe BCETAA OH OKa-
3bIBACTCSI S9KOHOMUYECKU U DHEPTeTUYECKHU 1IeJIeCOo-
00pa3HbIM. [103TOMY BEICOKYIO aKTYaJIbHOCTh UMEIOT
HCCeA0BaHMs, TTOCBSIIIEHHEIE ITpolieccaM, HEOOX0-

Cokpamennsi u ooo3nauenus: [IK CO — mapoBast KOHBepCHSI
CO; ADC-UCII — aTOMHO-3MUCCUOHHAsI CIIEKTPOCKOTIHUS C
MHIYKTUBHO CBsI3aHHOI 1a3moii; PMA — peHTreHoha30BbIi
a"Hanu3; OKP — oGnacts korepeHtHoro paccessHust; PDF —
MeTo[ pacapeneeHus aToMHbix map; [I9M BO — npocBeun-
BaloLlasl SJIEKTPOHHAsE MUKPOCKOITHSI BBICOKOTO pa3pelleHus ;
TIIB — teMnepaTypHO-IpOrpaMMUpyeMOe BOCCTAHOBJICHUE;
TIIJ1 — TeMrniepaTypHO-IporpaMMupyeMast Aecopoums; Sgot —
yIejbHasl IUIOIIAAb MOBEPXHOCTH; Vl10p — o0wuii 06BeM TIop;
Vmxponop — 00BEM MEKDOTIOP.

JIUMBIM ST BbIACJICHUSI BOAOpPOAA M3 CUHTE3-Tra3a,
KOTODHIi, B CBOIO 0Yepelb, MOXET OBITh ITOJYYEH My~
TeM nepepaboTKU IIMPOKOIO CIIEKTPa OPraHMYECKUX
coequHeHM [1, 2]. OmHOI M3 OCHOBHBIX 3a7a4 IPH
TaKOM IOAXOME SIBJISIETCS ITOJTHOE yIaJIcHUE U3 BOMIO-
pona npuMecu CO, MOCKOJIBKY OH SIBJISIETCST KaTaJlh-
TUYECKUM SITOM, B YACTHOCTH, IS TUIATUHOBBIX
BJIEKTPOKATAIM3AaTOPOB B  HU3KOTEMIIEPATYPHBIX
TOILUIMBHBIX 3JIEMEHTAaX C IPOTOHOOOMEHHON MeM-
OpaHoIi, 1 ero KOHLIEHTPALMsI He JOJXKHA TTPeBbIIIATh
10 ppm [3]. 119 DOCTIKEHUS 3TOTO ITOKa3aTesl Ipel-
JlaraeTcsl TpoBeIeHKE IBYX3TAITHOTO MPOLIecCa OUMCT-
ku. IlepBas ero cramuss — mapoBast KouBepcuss CO
(ITK CO, B 3apyOexHOI JuTepaType — water gas
shift), mocpencTBoM koTopoii Oombmras yacte CO
OKWUCJISIETCSI A0 JIETKO YAAISIEMOTO aacOpOLMOHHBIMU
metogamu CO,. Ocrapmmiics CO (~1%) manee Tak-
Ke MOXeT ObITh okucieH g0 CO, kuciaopoaom [4]
WK Xxe BocctaHosiieH 1o CH, [5].
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IMocnenHue necaTuieTrs: KaTaTUTUYECKME CUCTe-
MbI Ha ocHOBe CeQ, paccMaTpuBaloTCs Kak OfHa 13
OCHOBHbIX aJIbTEPHATUB UCIOJIb3YEMbIM B TPOMBILII-
nenHoM BapuaHTe 1K CO Cu—Zn oKcMIHBIM KaTa-
nm3atopaM [6, 7]. B yacTHOCTH, IEpBbI€ BBITOTHO OT-
JINYaeT OTCYTCTBHME HEOOXOAMMOCTM B IJIMTEIbHOM
aKTUBALIMM Mepe HayalloM Mpoliecca, a TaKXe ToJie-
PaHTHOCTb K cliegaM Kuciaopopda [7]. HaHeceHnue Ha
CeO, 6naroponHbix MeTasuioB (Pt, Au) naeT Bo3MoxX-
HOCTb MOJIyYUTh KaTaJIM3aTOPhbl, MO3BOJISIIOIINE TIPO-
Bomuth peakuuio I1K CO ¢ Beicokoil 3ddeKTuBHO-
CTBIO MPU OTHOCUTENILHO HU3KUX TeMIepaTypax [8, 9].
CHIXeHue TeMIiepaTyphl rpoiiecca B ciiydae [TK CO
OCOOEHHO BaXXHO, TOCKOJIbKY C €€ TMOBBIIIEHEeM
paBHOBecHasi cTereHb mnpeBpaiieHus CO mnagaer
[10]. [ToaTOMY aKTMBHBIMA B 001aCTH HU3KMX TEMIIE-
paTyp KaTajau3aTop IOTeHIMAILHO MOXET MO3BO-
JIMTb YMEHbIIUTb KoHLeHTpauio CO B cMecu 1o
TpeOyeMbIX 3HAaYCHU I B OMHY CTaAUIO.

OddexTuBHOCTD KaTanu3zaTopoB Ha ocHoBe CeO,
B IIK CO o0O0ObBscHsIeTCSI UX CUIBHBIM B3auMOMCHi-
CTBMEM C HAHECEHHBIM METAJUIOM, a TaKKe BEICOKOM
KMCJIOPOTHOM MOABMXKHOCTBIO U JIETKOCTBIO IIEPEX0-
na Ce3*—Ce*", 4TO B BOCCTAHOBUTEIBHBIX YCIOBUAX
peakny CIiocoocTByeT (POPMHUPOBAHNIO OOJIBIIIOTO
KOJIMJeCcTBa KUCIOPOOHBIX BakaHcwii [11, 12]. He-
CMOTPS Ha OTCYTCTBHE OOTHO3HAYHOIO OTBETAa Ha BO-
IIPOC O IIPUPOJIe aKTUBHBIX LICHTPOB B KaTaIn3aTopax
Ha ocHoBe CeQO,, B mocjeaHue ToAbl pacTeT YMUCIIO
paboT, MOATBEPKIAIOIINX TUIOTE3y O MPOTeKAHUU
peaxkiny Ha TpaHMIIe KOHTaKTa HAHECEHHOTO MeTall-
na m Hocutelst: CO amcopoupyercst Ha atome Pt, B To
BpeM:I KaK aacopOnus U AMCCOLMAIINS BOIBI IIPOMC-
XOIST Ha KMcioponHoii BakaHcnu [ 13—15]. Takum 00-
pa3oM, YMCJIO KUCIOPOMHBIX BAKAHCHI Ha TOBEPXHO-
CTH OKCHIA MOXET OBITh OMTHUM 13 (haKTOPOB, OIIpe-
JeJISTIOIINX aKTUBHOCTD KaTanu3aTopa B [1K CO.

Hecmotpst Ha omucaHHble nocTomHCcTBa, CeO,
obJagaet v HemocTaTkaMu. B yacTHOCTH, 3TOT OKCHL
MOJABEPKEH CUJIBHOMY CIIEKaHUIO TIPU MOBBIIIEHHBIX
TeMmIieparypax, a TakXke XapaKTepus3yeTcsl HU3KOM
MeXaHNYeCKOI CTabMIbHOCTHIO [ 16, 17], 94TO SIBIISIET-
Csl BaXKHBIM B Clly4yae rpaHyJIMPOBaHHbBIX KaTalu3aTo-
poB. C 1efblo YAy4yllIeHUs 3TUX XapaKTepUCTUK
MpEeIIOKEHO TONMUPOBATh OKCUI HUpKoHUEM [17].
bruto nmokazano [18—22], uyto Ce, _,Zr, 0, 1eMOH-
CTPUpYET JIYUIIYl0 TEPMHUUYECKYI0 CTaOWJIbHOCTh U
KUCJIOPOIHYIO MOABUKHOCTD, a TAKXKE CIIOCOOCTBYET
¢opMUpPOBaHUIO OOJIBIIIETO KOJIUYECTBA KUCIOPOI-
HBIX BaKaHCHI1 HAa MOBEPXHOCTU OKCUJA, YTO TIPUBO-
AT K POCTY aKTUBHOCTH KaTajinzaTopa. B To xke Bpemst
mpu x = (.45 cyuiecTByeT BEpOSITHOCTh (DOPMUPOBA-
Hus daszbl ZrO,, KoTopasi OyaeT 6JI0KUpOBaTh KOHTAKT
metaiia u CeO,, cHuxast aktuBHocThb [20]. [Tomumo
Zr, B KauyeCTBe JOITaHTOB JJIsl TIOBBIIIICHUS 1e(peKTHO-
CTH OKCHJIa TaKKe ucrofib3yloT La [23—28], Y [25, 29,
30], Gd [24, 28, 31], Sm [26, 30, 32], Pr[33—35] u npy-
T'Me PEAKO3EMENbHbIE U NEPEXOIHBIE METAILIbI.

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

T'OPJIOBA wu nap.

Cey4Z1)5Y00sLag 050, TIpoBeAeHO HccenoBaHue
BJIUSIHUSI COCTaBa CMEIIAaHHOTO OKCHUIA Lepus—
LIMPKOHUS Ha CTPYKTYPY HAHECEHHBIX TUIATUHOBBIX
KaTajJn3aTopoB Ha ux ocHoBe. [IpoBeneH aHamu3
B3aUMOCBSI3M TEKCTYPHBIX XapaKTePUCTUK HOCUTE-
Jisl, IMCTIEPCHOCTY HAHECEHHO! TUTaTUHBI U KaTalu-
TUYECKOU aKTUBHOCTU MOJYYEHHBIX 00pa3LOB B pe-
akoum 1K CO B cMecn, UMUTHpPYIOIIEH TTPOIYKT
MapoBOif KOHBEPCUU METaHa.

OKCITEPUMEHTAJIbHAA YACTb
Ilpueomoenenue Kamaau3zamopog

OkcunHblid Hocutesnb coctaBa Ceg 7521, ,50, (ma-
nee CeZr) OBLT MOJIydeH METOIOM coocaxineHus. B
KayecTBe IIPEAIIECTBEHHUKOB OKCHUIOB ILIepUsT U
HMPKOHMS ObUIM Mcronb3oBaHbl Ce(NO5);6H,0 u
ZrO(NO;),'8H,0. B kauecTBe ocaguTessi IpUMEHS -
JIM BOOHBIN pacTBOp aMMMaKa. JJIst IpUTOTOBICHMUS
Hocuteneit Ceg75Z1,,50, conu HUTpaToB Opanu B
MOJBHOM cooTHommeHnu Ce : Zr = 3 : 1 1 pacTBOpsUTH
B BOAE TpU TEepeMENINBAHUM OO ITOJTYYEHUS IPO-
3pavyHoOro pactBopa. [MIpoKcuabl Lepust U LIUPKO-
HUsI COOCAXIaJIM METOMOM OOpPaTHOTO OCAXKICHMSI,
T.€. BOOHBINA pacTBOpP HUTPATOB HEPUs U IIUPKOHUS
MIPYTMBAJIHM 110 KaIUISIM K BODTHOMY pacTBOpPY aMMUa-
ka. [locne cMmeniMBaHUsI pacTBOPOB MOJYyYEHHbIMN
0CaIoK TTOABEpTrav cTapeHuIo B TeueHue 30 MuH, 3a-
TeMm unbrpoBasiu. Ocanok cymuau npu 80°C B Te-
yeHue 15 4 u mpokanuBaim npu 450°C. Takske mist
MIPUTOTOBJIEHUS KaTaINn3aTOPOB UCTIOIB30BaIU KOM-
MepYeCKUii OKCUAHBbIN HocuTesb (Optalys ®) cocraBa
Cey 421y 5Y 05120 050, (CeZrYLa). O6a HocuTtens ume-

JOT COIOCTABUMYIO HACKIITHYIO TUIOTHOCTD ~0.4 1/cM>.

HaneceHue miaTUHBI HA HOCUTENU B KOJMYECTBE
1.9 1 5.0 Bec. % TIpOM3BOAMIN METOIOM COPOLIMOH-
HO-TUIPOJIMTUYECKOTO ocaxaeHus [36, 37]. HaBecky
K,PtCl, pactBOpsiiu B AUCTUUIMPOBAHHOU BOJE B
TePMOCTaTUPYEMOM CTaKaHe, 3aTeM 100aBJsLId Ha-
BecKy rnopoiika okcuaa. [Ipu nepemenivBaHuu Ha
MAarHUTHOI Melllajike mpuKanbiBavd pactBop Na,COs
(~0.05 M, Na,CO; : K,PtCl, = 1.1 : 1). [Tocne nepe-
MeIIMBaIu cycrnieHs3uio npu 25°C B TedeHue 15 MuH,
3aTeM IOBBIIIaNM TeMIieparypy no 80°C u mepeme-
mBanu emie 40 muH. [1o ncreyeHUM 3TOTO BpEMEHM
pacTBOp IMPOBEPSIIM Ha HAJIMYME UOHOB TUIATUHBI C
nomoiiiblo NaBH, — HU B o1HOM M3 ciiydyaeB OHU He
OBLTM OOHApPYKEHBI, TO3TOMY AEJIAJIU BHIBOI O TIOJI-
HOM OCaXJE€HUU TJIaTUHBI Ha MTOBEPXHOCTb HOCUTE-
Jist (MO3aHee 3TO Takke ObLIO MTOATBEPXKICHO aHAJIM -
30M IOTOBEIX Kataiau3aTopoB MeTogoM ADC-MCII).
PactBop otTnensuin ot TBepaoil (asbl, IPOMBIBAIU
~100 mJ1 ropsiueit Boabl, CyIIMJIM B TeUeHUE 9 U B Ccy-
miIbHoM 1ikady npu 80°C. BoccraHoBiaeHue 00-
pasuoB npousBoausu B Toke H, nmpu 350°C B Teue-
Hue 1 4.
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Hccnedosanue kamarumuueckux ceolicme

KaTtanutnyeckme MCOBITAHUS TIOIyYEHHBIX 00-
pasnos B [1K CO mpoBoanian B MpOTOYHOM peXXUME
B CTeKIgHHOM TpyOuatoM U-o0OpasHoOM peakTope
(BHYTpeHHUI guaMeTp — 3 MM). 3arpy3Ka KaTajain3aTo-
pa cocraBisuia 125 mr, ppakums 0.2—0.5 MM, CKO])OCTB

rmogaun peakuMoHHoN cmecu — 30000 mut ., 4.

KaT

CocraB nmogaBaemoii cmecu (06. %): 10 CO, 15 CO,,
45 H,, 30 H,0 (c TounocTsio =1 abc. %). TeMnepaTy—
py B ClIo€ KaTallM3aTopa KOHTPOJIUPOBAIHA C MTOMO-
IIbIO TEPMOMAPHI, ITOMEIIEHHO B eTo cepeauny. [1o-
Jady BOISHOTO Iapa OCYIIECTBISUIM MOCPEACTBOM
caTypaTopa, 4TO MO3BOJISIJIO TTOAAC PXKUBATh CTAOWITb-
HYIO KOHIIEHTPAIINIO B TeUeHUE IKCIepuMeHTa (060-
IpeB Ta30BhIX JIMHUI ObLI 0O6ecIieYeH U 10, U TTOCe
peakTopa). AHalIu3 CMeCH IO W IIOCJe peakTopa
IIPOM3BOIMIIN C TIOMOIIBIO Ta30BOr0 XpoMaTorpada
I'X-1000 (“Xpomoc”, Poccusi), oCHaIIEHHOTO Ie-
TEKTOPOM ITI0 TETIOIIPOBOIHOCTH (KOJOHKA C MOJIe-
KynsipHbiMu cutamu CaA) U IuIaMeHHO-MOHU3alI-
OHHBIM JIeTeKTOopoM (KomoHka Porapak Q) ¢ meTaHa-
TOpOM ¢ 4YyBcTBUTeNIbHOCTBHIO TT0 CO, CH, u CO,
okoso 1 ppm. Pazaenenue Ha kosonke CO, CH, u
CO, ¢ mocIenymIM MeTaHNPOBaHNEM OKCUIOB yT-
Jiepoa Mo3BOJIeT aHAJTU3UPOBATh BCE 3TU COETUHE-
HUS Ha IUIAMEHHO-WOHM3ALMOHHOM JETEKTOpE C
TOYHOCTBIO +3 oTH. %.

Hccaedosanue obpaszyos
@PUBUKO-XUMUYECKUMU MemooamU

HMccaenoBaHue TEKCTYPHBIX  XapaKTepPUCTHK
(yoenbHas Iuioliagb MOBEPXHOCTU (Spmr), OOLIMIA
06beM Top (V;,p) M 06beM MUKPOTIOP (¥, uxponop))
OKCHUIHBIX HOCUTEJIeHl M KaTallu3aTOpOB Ha UX OC-
HOBE METOIOM HHU3KOTeMIIepaTypHOM amcopOoLuun
N, npu —196°C ocyluiecTBAsIM Ha aHaJIM3aTope
yaeapHoi moBepxHocT ASAP 2400 (“Micromeritics
Instrument Corporation”, CIIIA).

JudpakiimoHHbIE 2KCIIEPUMEHTHI (peHTreHoha-
30BbIil aHanu3 (PMA)) nmpoBeneHbl B TEOMETPUU HA
IIPOCBET C MCIONMb30BaHneEM MoK, -usnydenus (A =
=(0.7093 A) Ha npu6ope STADI MP (“STOE”, I'ep-
MaHus) ¢ mpuMeHeHueM nerekropa MYTHEN2 1K
(“Dectris AG”, IBeiinapust). MaMepeHus: BBIIIOJ-
HSUIA CKaHMPOBaHUEM B MHTEpBaJjie yrioB 1°—137° ¢
maroM 0.015° o 20. CpenHuii pasmep o61acTH KOre-
pentHoro paccesHus (OKP) 3adukcupoBaHHbIX a3
HaXOIWJIH TT0 YIIUPEHUIO ITMKOB C TTOMOIIBIO YpaBHe-
Hus Llleppepa, TIpy 3TOM YYUTHIBAJIOCh MHCTPYMEH-
TaJlbHOE YIIMPEHUEe, OMpeAeIeHHOE II0 PEHTIEHO-
rpammMe atatoHHoro oopasma NIST SRM 660c (LaBy).

JJ1s1 IUarHOCTUKU CTPYKTYPBI BEICOKOAUCITEPCHBIX
COCIMHEHMI TUIATUHEI B KaTaJI3aTOpax Ha aTOMapHOM
YPOBHE CTPYKTYPHI NUCHOJIb30BaIN peHTreHOrpadu-
yecKuii MeTo pacnpenesieHus: arToMHbIX map (PDF)
[38—40]. dyukuuMg pacrpenejeHrus aTOMHBIX I1ap,
G(r), oToOpaxaeT pacipeaejieH1ue MeXXaTOMHBIX pac-
CTOSHUII B uccliemyeMoM Matepuane. [lonoxeHus
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KOOPIMHAIIMOHHBIX IMTMKOB COOTBETCTBYIOT pPaBHO-
BECHBIM MCXKATOMHBIM pPACCTOAHUAM, aMIIINTYIbI
IIMKOB 3aBUCAT OT KOOPIMHAIIMOHHLIX YMCEJI U pacC-
cenBarolIeit CIIOCOOHOCTH aTOMOB.

Ddyukuus G(r) paccuntbiBaetcst Dypbe-Tmpeodbpa-
30BaHMEM MHTEP(HEPEHIIMOHHOM (CTPYKTYPHOI1) ya-
CTU pacCesTHUSI PEHTT€HOBCKUX JTyUeii:

o

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

0

rme Q = (4msin0)/A — MOIyIb BOIHOBOTO BEKTOPA;
A — UtMHA BOJIHBI M3nydeHus; i(Q) —uHTepdepeH-
LIMOHHAST YaCTh MHTEHCUBHOCTU pPacCesTHUSI.

OcHOBHBIC 3TaItbl 00Pa0OTKM ITIOTYYEHHBIX TH-
¢dpakIIMOHHBIX JAHHBIX BKJIIOUAIOT BBEIEHUE MOIpa-
BOK Ha ¢OH, TOMIOIIEHNE, UCKITIOUEHNE BKJIaaa He-
KOT€PEHTHOTO KOMIITTOHOBCKOTO PAacCesiHUS, BblIe-
JIeHUe UHTep(PEepeHIIMOHHON YaCTU UHTEHCUBHOCTHU
paccesiHus, OOYCJIOBJIEHHOM YMOPSIIOUYEHHBIM pac-
nojioxxeHueM atomoB [38]. Paspemenne ¢yHKINHT
G(r) 3aBUCUT OT MAaKCUMAaJIbHOM BEJIMYMHBI MOJIYJISI
BOJIHOBOTO BeKTOpa Q... [1oJlyueHHbIe B HACTOsI1Ie
paboTe 3KCHepUMEHTaJIbHbIE JaHHBIE COOTBETCTBY-
10T 3HaueHuto Q. = 15.8 A~!.Pacuer dpynkumit G(r)
MPOBOAWIN C MCIOJb30BaHUEM MporpamMmmbl PDF-
getX2 [41]. Pacuer momenbHbIX YHKUUK G(r) BbI-
MOJIHEeH ¢ moMoIbio MporpaMmmbl PDFfit2 [42] Ha oc-
HOBaHUM CTPYKTYPHBIX JaHHBIX, TTPEACTaBIEHHBIX B
6aze ICSD [43]. YueT BIMsSHUS MaJIOTO pa3Mepa MO-
JeJIbHBIX YaCTULl OCYIIIECTBISLIM BBeAeHUEM chepu-
yeckoro ¢gopm-daxkropa, “odOpe3arollero” paccum-
ThIBaeMmyto pyHk1uw G(r) [44, 45].

HccnenoBanre o6pas3iioB METOIOM ITPOCBEYNBA-
Io11ei 21eKTpOoHHOU Mukpockomnuu (ITOM) BeImno-
HEHO Ha IPOCBEYMBAIONIINX 3JIEKTPOHHBIX MUKPO-
ckommax JEM-2010 u JEM-2200FS (“JEOL”, fno-
HUSI) C yckopsomuMm HamnpsokeHuem 200 kB u
paspemenneM 1.4 n 1 A no peureTke cOOTBETCTBEH-
Ho. OOpa3nbl MperapupoBaii Ha METHBIE CETKH
IaMEeTPOM 3 MM, TOKPBITHIC YTJIEpOTHOM TIEHKOM ¢
ceTbio oTBepcTUil. CITMPTOBBIE CYCIIEH3UH 00pa3IioB
IHUCITepTUPOBAIH YIIBTPAa3ByKOM M HAHOCWITU Ha IO -
JIOXKKMU.

M3ydyenue o6pasuoB MeTogoM xemocopouuu CO
nposonwiau Ha TIIB/TIIH anaimuzatrope ChemBET
Pulsar (“Quantachrome Inst.”, CIIA). Ins 3toro
0.05 r obpasiia noMeliaad B KBaplieBylo TpyOKy, Ha-
rpeBanu B Toke 10% H, B He no 250°C co ckopocThio
10°C/MUH ¥ BBIACPXKUBAIM NPU 3TOM TeMIlepaType
emie 25 MUH, II0 IOIJIOIIEHUIO BOAOPOIa CYIUIN O
TTOJTHOM BOCCTaHOBJICHNM 00pa3oB. [ajee o6pa3iisl
oxyiaxaanu B Toke He mo 30°C u mpoBOIMIN UM-
nyiabcHoe TuTpoBaHue cMmechbio 10% CO B He. Iocie
00pa3lbl OKUCIISUIY HA BO3AYXE MPU KOMHATHOM TEM-
neparype B TedeHre 30 MUH U TOBTOPSIIN MK, M3
MMOJIyYEeHHBIX JAHHBIX PACCYUTBHIBAIM YIEIBHYIO TJI0-
IIaIb MOBEPXHOCTU U pa3Mep yacTul Pt, mpuHuMast,
4yTo 1) Ha OMHOM aTOMe MeTaJljIa aaCopOMPYETCs OMHA
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Taomna 1. TekcTypHBIE XapaKTepUCTUKU 00pa3lioB HOCUTE-
JIeit ¥ CBEXXMX KaTaInu3aTtopoBs, coaepxaiux 5.0 Bec. % Pt*

Ogpwen || | P
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 ompeneeHust ST, Viep ¥ Vyukponop COCTABISIET

10 otH. %.

mojsiekyina CO; 2) gacTUObl MMEIOT C(pepruIecKylo
dbopmy.

PE3VYJIBTATBI 1 UX OBCYXIEHHUE

TekcTypHbIe XapaKTepUCTUKU CBEXUX 00pa3IloB,
comepxaiux 5.0 Bec. % Pt, a TakxKe YMCTBIX HOCUTE-
Jiel ObUTM HMCCleAOBaHbl METOIOM HU3KOTeMIlepa-
TypHOU aacop6bumu azora (Tada. 1). C yyeTom 1o-
I'PELTHOCTU onpeneieHus Sy nopsinka 10 otH. % Ha
OCHOBAaHUM MOJYYEHHBIX JAHHBIX MOXHO CHeaaTh

(a)

[CO], 06. %

-
-

200 220 240 260 280 300 320 340
T,°C

T'OPJIOBA wu nap.

BBIBO[I, UTO HaHeceHue Pt He IpUBeENO K 3HAYNMOMY
U3MEHEHHUIO YIEJIbHON MOBEPXHOCTU U GIOKUPOBKE
TPaHCITIOPTHBIX MOP.

Hcnmitanusa katanuzaropoB B [IK CO B cmecn,
VMUTHUPYIOLIEH TIPOAYKT MTApOBOM KOHBEPCUU METa-
Ha, MoKa3ajlu, YTO TPU OAWHAKOBOM COAEPKaHUU
TUJIaTUHBI 3HAYUTEJIbHOTO BIMSIHUASI HOCUTEIST Ha 3¢~
¢GheKTUBHOCTH IIpoliecca He HabmonaeTcs (puc. 1a). B
OTHOIIEHUM TOOOYHOI peaklMu MeTaHUPOBAHUS
OKCHUJIOB yTJjiepoia, KOoTopas MOXET MNpoTeKaTb B
JNaHHBIX YCJIOBUSIX, TakKXe He OOHapyXeHO Ccyllle-
CTBEHHBIX OTJIMUMit (puc. 106).

CTOUT 3aMETUTh, YTO YBEJIMUCHUE 3arpy3KH Ijia-
TUHBI TTOJIOKUTEIHLHO BIUSET Ha TeMIIepaTypy Mak-
cuManbHOM cteneHu TnpespaiieHuss CO. Tak, B ciy-
yae KaTtaiau3aTopoB ¢ 5.0 Bec. % Pt mMuHMMAanbHas
koHueHtpanusa CO ormeuvaercs ipu 7' = 280°C, B To
BpeMsI Kak 11t oopasia ¢ 1.9 Bec. % Pt — Tonbko npu
T = 310°C. IIpoBenenue npoiecca I1K CO mpu 60-
Jlee HU3KUX TeMIlepaTypax IIpearoYTUTESIbHO He
TOJIBKO C TOYKH 3pEHUS YBEIIMUECHUSI CTEIICHU TIpe-
BpaiieHusi CO B CO,. 13 puc. 16 BUIHO, 4TO NpU
T < 280°C Bkj1am NoGOYHOM peakliMi MeTaHUPOBa-
HHUS MUHUMAaJICH, YTO IIO3BOJISIET IIOJIYYUTH OoJjiee
YUCTHIM BOAOPOI Ha BBIXOJIE U3 peaKkTopa.

(©)
0.20 -

—o— 5.0% Pt/CeZrYLa
—m— 5.0% Pt/CeZr
—O0— 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 Beixozne us peakropa [1K CO. IlynkrupHas muHus —

pacyeTHast paBHOBecHasi KoHUeHTpauust 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 BHIE ObLIN UCCICAOBAHBI METO-
noM PDA (puc. 2). CornacHO NoJiydeHHBIM JaHHBIM
matepuai Hocutesst CeZr coctaBa Ce 7521 50, 51B-
JIsIeTCsl OMHO(a3HBIM TBEPIBIM PACTBOPOM 3aMellle-
HUSI ¢ KyOWUYeCKOM CTPYKTypoil Tuma dawoopura

(mpocTpaHcTBeHHas rpymrma Fm3m) (puc. 2a). 3Ha-
YeHHWe MapaMeTpa KyOMIeCcKOM STYeiikKu a cMelraH-

451

Horo okcuma Ce,_ Zr,O, cocraBusier 5.352(1) A.
OnpenenaeHHOE 110 TTapaMeTpy PeeTKN COOTHOIIIE -
HUE KaTUOHOB COOTBETCTBYET 3alaHHOMY IPU CUH-
Te3e, YTO yKa3bIBaeT Ha OMHOPOTHOCTb MPUTOTOB-
JICHHOTO OKcuJIa Imo coctaBy. CpemHuii pa3Mmep 00-
Jactu korepeHTHoro paccessHuss (OKP) Dyrpp =
= 5.0 £ 0.5 am. Marepuan Hocureas CeZrYLa co-
craBa Cej4Zry5Lay0sY,050, mpencrasnsieT coboit
CMEIIaHHBI OKCUJl CO CTPYKTYpOIi TMa ¢oopuTa
(puc. 20). 3HaueHMe IIapaMeTpa pelmeTKu a

(a)
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Puc. 2. IudpakiimoHHbIE KApTUHBI HOCUTENEH U KaTaTM3aToOpOB Ha X OCHOBE, conepkaimx 5.0 Bec. % Pt: CeZr (a), CeZrYLa
(6); 1 — HocuTenb, 2 — kKatanusatop Ao I1K CO, 3 — karanuszarop nocie [1K CO.
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T'OPJIOBA wu nap.

-2
W

G(r),

~

Puc. 3. PasHocTtHbie byHKLIMKM d—G(r), ONMMCHIBAIOIINE JOKATbHOE YIOPSIOYSHIE aTOMOB B Katanu3aropax 5.0% Pt/CeZrYLa
(3)n5.0% Pt/CeZr (4) B cpaBHEHUU C MOACAbHBIMU (YHKIMAMU G(F) IJIs1 4aCTULL METAJLTMYECKOM IutaTuHbl Pt”, paccuntaH-

HbIMM 0e3 yuyeTa pazmepa yactull (/) v wist yacTul pazmepom 1.5 M (2).

= 5.251(1) A MeHblIIe ITO CPABHEHMIO C TAKOBBIM IS
nuokcuga uepusi CeO, (PDF#00-043-1002, a =
= 5.411 A) 3a cuyeT CHIIBPHOTO KATHOHHOTO MOAM(HILIU-
poBaHUs ¢ 0O0pa3oBaHNEM TBEPIOTO pacTBOpa 3aMe-
wenust. Cpenunii pazmep OKP Dypp = 8.0 £ 0.5 HM.

ITokazaHo, yTo 06a Karajau3aTopa g0 U ITocje Ka-
TAIUTUYECKUX HCTIBITAHUN COJAEp>XKaT BbICOKOAMC-
MepCHbIe COENMHEHUS MIAaTUHbI, HE TeTeKTUpyeMble
MmeTonoM P®PA. Tlpu cpaBHeHUM AnbPaKIIMOHHBIX
KapTUH KaTaJIM3aTOPOB U HocuTesielt (puc. 2) He oT-
MeyJaeTcsl JOOMOJHUTENbHBIX pedIeKCOB OT OKpHU-
CTAJNIM30BaHHbIX IJIaTMHOCoAepxXalux ¢as. [ToaTo-
My 0Opa3lbl JOIMOJHUTEIBHO OBLIM MCCJIEIOBAHBI
METOIOM paclipelieJieHUsi aTOMHbIX nap. B ciyuae
HaHEeCEeHHBIX KaTaan3aTOpOB KpUBas pacipeneeHus
aTOMHBIX TIap G(r) comepXuUT UHGOPMALIUIO O MEX-
ATOMHBIX PACCTOSIHUSIX KaK B HAHECEHHBIX YaCTUIIAX,
TaK U B MaTepuayie Hocutes. s u3piedyeHus naH-
HBIX O JIOKJILHOM YMOPSAOYEeHUNU aTOMOB B YacTH-
1ax aKTUBHOTO KOMIIOHEHTAa PAacCUUTBHIBAIU pa3-
HOCTHBIE KpuBbIe (d—G(r)) MeXITy HOPMUPOBAHHBIM
KpuBbIMU G(r) KaTaM3aTopa U MaTepHrajia HOCUTENS
(puc. 3). Ha ocHoBaHmMu aHanm3a HAOIOJAEMBIX
KOppeJISiliiii B pacrojioXeHUU aTOMOB clieJIaH Bbl-
BOJI, YTO 00a MCMBITAHHBIX KaTaJiu3aTropa coaepxaT
VJIBTPAAVICIIEPCHBIE YACTULIBI METAJJIMYECKOM ILIa-
tunbl Pt°. Ha pasHocTHBIX KpuBbIX d—G(#), oTOOpa-
JKaloIUX YIOpSA0YeHMEe aTOMOB TIJIATUHBI, OTMeYa-
IOTCSI MHTEHCHUBHbIE KOOPAWHALIMOHHBIE TMKW Ha
paccrostHusIX = 2.75, 4.80, 7.32 A (puc. 3). laHHbIe
MEXaTOMHBIE PACCTOSIHUSI XapaKTepHbI IS KpU-
CTAJIJIMYECKON CTPYKTYPhl METAJUIMYECKOM TJIaTUHBI.
MopnenbHas kpuBasi G(r), pacCunuTaHHAS IJIS1 YaCTHUIL
Pt’, xopowo COOTBETCTBYET 3KCIEPUMMEHTAILHBIM

pesyibTaTaMm. HaGirogaemoe Ha 3KCHepUMEHTalb-
HBIX KpUBBIX d—G(7) MOCTEIIEHHOE YMEHBIIICHUE aM-
TUTUTYJ, KOOPAWHAIIMOHHBIX MUKOB C YBEJIMYEHUEM
pacCTOSTHUSI CBSI3aHO C pa3MepHBIM 3(hdeKToM (YiIb-
TpaMaJIbIM pa3MepoM 4YacTuil). MopenbHas KpuBast
G(r) nns yactuy, Pt® pasmepom 1.5 HM HAMHOTO JIyy4LLe
COOTBETCTBYET IKCIIEPUMEHTATILHBIM KPUBBIM d—G{(r).
Takum oOpa3oM, aHAIU3 OJIMKHETO IOpsiAKa aTOMOB
rokaszajl, 4To ucnbslTaHHble B peakiuu ITK CO kata-
JIN3aTOPbI MPEUMYILIECTBEHHO COIEpXKaT YIbTpaauc-
MEPCHBIE YACTULILI METAUINYecKOil tuiatuHbl Pt?. C
TMOMOIILIbIO METO/Ia pacTipeeIeHUsI aTOMHbIX T1ap Mpo-
BECTU TIPEUMU3UOHHBINA aHaJIU3 pa3Mepa 4yacTull 3a-
TPYAHUTENIBHO, JIJIS1 3TOr0 HEOOXOIMMO MpPUBJICUECHE
JIOTIOJTHUTETbHBIX MOIXOA0B.

KatanusaTopsl 1Tociie peakiiny Takske ObLUIA U3Y-
yeHBI MeTogaMu [1OM n xemocopoimu CO. Tak, Ha
puc. 4 ipencraBiaeHb MUKpodoTorpadm o0pas3noB
KaTanu3aTopoB ¢ comepxkaHueM 5.0 Bec. % Pt (mns
obpasua c 1.9 Bec. % Pt cHumku [1DM He moka3aHBI
o MpUYMHE CXOACTBA). BumaHO, 4TO IoCiie peakunu
gacTullbl Pt mMeroT popMy, OIM3KYIO K TToIychepu-
YeCKOi, COXpaHSIIOT BHICOKYIO TUCIIEPCHOCTh U pac-
npeaeyieHbl pABHOMEPHO. DTU pe3yIbTaThl, HAPSIIY C
npeiacTaBieHHbIMU paHee B [37, 46], moaTBepKIalOoT
COCTOSITEJIBHOCTb METOAa COPOLMOHHO-TUIPOIUTU-
YEeCKOTO OCaXIEHUSI KaK IIOAXOHa, IMO3BOJISIONIETO
MOJy4YaTh KaTaJlnu3aToOPhl C XOPOIIEi BOCIPOU3BOIU-
MOCTBIO pa3Mepa 4YaCcTUIl HAHOCMMOTO MeTallia.

N3 pacnpenenennii yactur, Pt mo pasmepam
(puc. 5), IOCTPOCHHBIX 110 JaHHBIM [1OM, cienyer,
4TO JJISI BCeX 4-X 00pa3loB CPEIHUIN pa3Mep YaCTHI]
Pt vHe nmpeBpimaer 2 uM. IIpu 3TOM cTOUT OOPATUTH
BHHMMAaHMe, 9TO B ciydae Hocutesrst CeZr oH, HE3aBU-
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Puc. 4. Mukpodotorpaduu [TDM mwia 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 1.0 14 1.8 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 13 faHHBIX [ITDM. [1j1s moCTpoeHs KaXa10To U3 pacripeaelie-
Huit ucnonb3zoaau 100—130 gactuir.

KMHETUKA U KATAJIN3 tom 64 Ne 4 2023



454

Tab6muuna 2. YnenbHble TUIOMIANN TTOBEPXHOCTU U pa3Mephl
yactul, Pt, paccuuTaHHble U3 JaHHBIX XeMocopouuu CO

SPU SPU dpt,

Qopasett | W o | M/rp | aw
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

CHMO OT 3arpy3ku Pt, oka3zbiBaeTcs MEHbIIIE ITO CpaB-
HEHWIO C TaKOBBIM [UISI KaTaJM3aTOPOB Ha OCHOBE
CeZrYLa. BeposTHO, 3TO cBsi3aHO ¢ 6onbleid Sgyt
Hocutens CeZr (Tabu. 1).

Heoxunanao cpenHmit pasmep yactul Pt, paccun-
TaHHBI M3 MaHHBIX xemocopounu CO, Bo Bcex 4-x
oOpa3snax oka3zajics B 2—3 pa3a 00Jbllle oIpeaeieH-
Horo u3 nanHbix [I9M (tabn. 2) u MeToma pacnpene-
JIeHUsI aTOMHBIX TTap. C ygeToM M3BeCTHOTO hakTa o
“IeKOpUpPOBAHUN’ YACTUI] METaJJIa HOCUTEJIEM IpU
HaJIWMYUM CHJIBHOTO B3aMMOIEUCTBUS MEXITYy HUMU
MOXHO TIPEIITOJIOXNTh, YTO YaCTh MOBEPXHOCTH Ya-
ctun, Pt HegoctynHa st xemocoponuu CO. Takke
CTOUT MMETH B BUAY, YTO Ha pe3yIbTaT CIIOCOOHO IT0-
BJIMSITH HETOYHOE COOTBETCTBHME peabHON KapTUHE
WCTTOIBb3YEMBIX TSI pacdeTOB JOMYMICHUI O cepr-
YeCcKoi (hopMe JacTUIl M aICOPOIINU OMHOM MOJIEKY-
ae1 CO Ha ogHOM atoMme Pt. Ciemyer oTMETUTB, 4TO

0.75

0.60 |-

0.45 -

0.30 |-

W, MOJbcq Ty 4™

0.15 -

T'OPJIOBA wu nap.

MOCJIE IEPBOTO LIMKJIA XEMOCOPOLIMU U BBIIEPXKKU HA
BO31yXe ITOBTOPHBIE M3MEPEHMUS IpuUBEIU K OOJIb-
IIAM 3HA4YEHUSIM YAEAbHON IJIOLIAAN OBEPXHOCTU
M, cledoBaTeIbHO, MEHbIIeMy pa3Mepy dactul Pt.
Oco0eHHO 3aM€eTHa 3Ta pa3HULIa B caydae KaTaau3a-
TopoB Ha ocHOBe CeZrYLa. Be3 momomHUTENBEHBIX
HUCCIeAOBaHUN TPYAHO T'OBOPUTH O IIPUYMHAX Ha-
0J1I0JAEMOr0 SIBJIEHMSI, OMHAKO MOXHO IIPEINOJIO-
XKUTb, YTO IIPU BBIHOCE KaTaJM3aTOPOB Ha BO3IYyX
NPOMCXOAUT BBIXOI Ha IOBEPXHOCTH yacTull Pt, 3a
CYET Yero A0Jisd JOCTYIHOI IOBEPXHOCTU MeTajlia
cra”HoBUTCH OoJibliie. Kpome Toro, Takke M3BECTHO O
cerperauuu 4dactuy, Pt mpyu oOpabGOTKE B OKMCIIM-
TenbHOI atMocdepe [47].

K coxaneHuto, KOppeKTHBIN pacdeT ynucia 060-
poOTOB (YIEIbHOI KaTaTUTUIECKO aKTUBHOCTH) Ka-
TaqM3aTopa B HallleM ciIyJae 3aTpyaIHeH BBUIY HEOmI-
HO3HAYHOCTU JAaHHBIX O TUTOIIATA TOCTYITHOM ITO-
BEPXHOCTM HAHECEHHOM TIUIATUHBI, ITOTYYECHHBIX
meToaoM xeMocopouuu CO, Mo3ToOMY O BAMSIHUM CO-
cTaBa HOCHUTENSI Ha CKOPOCTb peaKIIMd MOXKHO Cy-
INTH TOJILKO KOCBEHHO. PacdyeT ckopocTH peakiinm,
OTHeceHHOI Ha 1 T Pt, my1s KaTaanu3aTopoB ¢ coaep-
xkaHueM 5.0 Bec. % Pt cBHIETENILCTBYET, YTO MpPU
crenieHu TipeBpaleHnss CO meHee 30% 3TOT moka-
3aTejIb HEMHOTO BHBIIIIE 17151 KaTaJln3aTopa Ha OCHOBE
CeZrYLa mo cpaBHEHMIO C TaKOBBIM IJISI 0Opa3lioB
Ha ocHoBe CeZr (puc. 6). YuutbiBasi MEHBIIIU pa3-
mep vactull Pt B cimygae CeZr, MOXHO IIPEAIIOJNIO-
XUTh, 4T0 cKopocTh peakuuu [1K CO B iepecyere Ha
AKTUBHBIN IIEHTP TaK3Ke BBIIIIE B CITydae KaTaanu3aTo-
poB Pt/CeZrYLa. OngHako 3Ta pa3Huiia, II0-BUAUMO-
MY, HEBeJIMKa, TIO3TOMY KOMIIEHCUPYETCS pas3iIndm-
€M B yIOEIbHOM TOBEPXHOCTH HOCHUTENEi, TTPUBOIS
TaKMM 00pa30oM K OOMHAKOBOM 3(p(EeKTUBHOCTH 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, m1s1 KataauszaTopoB ¢ coaepxanuem 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

I[IpoBeneHO  cpaBHUTENBHOE  UCCIEIOBaHUE
CTPYKTYPHBIX U KaTaJIUTUYECKUX XapaKTEPUCTUK 00-
pasuoB X Bec. % Pt/Cey5Z1),50, u X Bec. %
Pt/Ce4Zr)sY05Lag 050, (X = 1.9, 5.0). Metomom
peHTreHo(a30BoOro aHaan3a MokKa3aHo, YTo 00a OK-
CUIITHBIX HOCHUTEJISI MPEACTaB/ISIIOT cO0Ol TBepiAble
pPacTBOPHI 3aMELLIEHUS C KyOUUYECKOH CTPYKTYpPOil Ha
ocHoBe cTpykTypel CeO,. Hocurens Ceg 571,50,
“MeeT OOJBIIYIO YACIbHYIO TUIONIAAb MOBEPXHOCTH,
YTO, BEPOSITHO, CTAJI0O MPUUYUHOI OoJiee BBICOKOI
JIUCIEPCHOCTU HAHECEHHBIX Ha Hero yactull Pt. Pe-
3yJIbTaThl KaTaTUTUYECKUX UCHBITAHUI TOBOPSIT O
TOM, YTO TMPU OJUHAKOBOM CONEPKAHUM TLIATUHBI
COCTaB HOCUTEJISI HE OKa3bIBACT CYILIECTBEHHOTO BJIK-
SIHUSI Ha TeMIIepaTypy NOCTUXKEHUSI MaKCUMabHOM
koHBepcuu CO, KonM4yecTBO 0Opas3youierocs: B pe-
3y/ibTaTe MOOOYHOI peaklluu MeTaHa U CKOPOCTh pe-
aKIuu, IpuBeneHHO Ha TpaMM Pt. Takum oOpazom,
MOXHO CleJIaTh BBIBOJ, UTO yI€JIbHasl KaTaluTU4ye-
CKasi aKTUBHOCTb B pacueTe Ha OUH MOBEPXHOCTHBIMN
atoM Pt MoxxeT ObITh HEMHOTO BHIIIIE B cllyyae o0pas-
noB Ha ocHOBe Cej4Zr1)5Y 051200502, OOHAKO 3TO
MPEBOCXOACTBO KOMIIEHCUpPYETCs OOIbLIMM pa3zMe-
pom yactull Pt, 4To NMPUBOAUT K OAMHAKOBOU 3d-
(hbeKXTUBHOCTHU KaTaInu3aTOPOB.
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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

*e-mail: gorlova@catalysis.ru

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 50, 1 Pt/Ce 4Zr 5Y( 95129 ¢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, 250, 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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