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Karanusatopbi Cr,05-Zr0,-Si0O, B HEOKUCAIUTENbHOM AernapupoBaHUKU NPonaHa:
BAnAHue BBeaeHua CeO, Ha KaTaIMTUYECKUE CBOMCTBA
lopogHoBa A.B., KanauH WU.10., Nloktesa E.C., UcalkunHa O.A., Macnakos K.U., FonybuHa E.B.

Mockosckuli 2ocydapcmeeHHsil yHusepcumem umeHu M.B. /lomoHocosa, Poccus
agorodnova6@gmail.com

Katanutuueckoe gerngpuvpoBaHue nponaHa — NEepPCneKTUBHbIA METO, CMHTE3a MPOMNUAEHa],
KOTOPbI ABASIETCA Ba*KHbIM CbIpbeM AAS NOJMMEPHON MPOMbILWIEHHOCTU, U BO3MOXHbIA NyTb
NnonyyeHMa BOAOPOAA — IKOJIOTMYECKM HGe3onacHoro sHeproHocutena. Ha cerogHsAWHMA AeHb B
NPOMbILLAEHHOCTU LWMPOKO UCNOJb3YHOTCA CUCTEMbI Ha ocHoBe YacTul Pt nam CrO,, HaHeCceHHbIX
Ha Al,O3. MnaTMHOBbIE KaTanM3aTopPbl 4OPOrMe N HELONTOBEYHbIE, @ BbICOKOE COAEepKaHNe Xpoma
B CUCTEMAX MOXKET NpPeacTaBAAaATb Yyrposy ANA 340POBbA YesIOBEKA M3-3a HANMUYMA TOKCUYHbIX
coeauHeHuit Cr'®. MepcneKTMBHbIMM KaTanM3aTopamu B NPOLECCE AErMAPUPOBAHWA MPOMaHa
(Arn) ssnatoTca cTpYKTYpHO-MoAMOUUMPOBaAHHbIE cMCTEMbI Ha ocHoBe ZrO, u SiO,, cogepKalme
Hebonblme Konnyectsa CrOy B KaYecTBe aKTUBHOIO KOMMOHeHTA [1]. MOXHO NpeanoioKnTb, YTO,
N3-3a JIEFKOCTU MPOTEKAHUS OKUCANTEIbHO-BOCCTAaHOBUTE/NbHbIX peakunit Ha nosepxHocTn CeO,,
BBeAEHME ero B cocTas KaTanmsaTtopos AT no3BoanT Aobutbea nydwiei ctabunbHoctn [2].

B HacToAwen paboTe nccnenoBaHbl KaTanutuyeckme csonctea B AN cmelaHHbIX OKCUAHDIX
cuctem Cr,03-Zr0,-SiO, (yCrZrSi, roe y — maccosoe cogepraHue Cr,03), Ce0,-Zr0,-Si0; (CeZrSi_x,
roe X — MosibHoe cooTHolweHue (Ce+Zr) u kpemHus), n Ce0,-Cr,03-Zr0,-Si0,, CUHTE3UPOBAHHbIX C
ncnonbsoBaHmem Temnnata CTAB. B obpasuax yCrZrSi y = 4, 7 wam 9 macc.%, a mosbHoe
COOTHOLWEHME aKTUBHbIX MmeTannoB (Cr+Zr) n KpemHua coctasnano 0.8. CopeprkaHue Cr B
MOANPULMPOBAHHBIX AMOKCUAOM Lepua obpasuax 6bl10 OAMHAKOBBIM M COCTAaBWMAO OKOMO 6
macc.%. B CeZrSi_x n CrCeZrSi_x 3HavyeHua x = 1, 2 nnm 4, B TO Bpemsa Kak cooTHoweHune Ce:Zr
0CTaBasoCb NOCTOAHHbLIM M cocTaBasno 1:3. KaTannTnyeckyro akTUBHOCTb 06pasL0B Mcc/ea0Banmn
B peakummn AN Ha yctaHosKke Y/1Kat-1 (YHUCUT, Poccua), paboTatowein B NPOTOYHOM peEKUME,
npu Temnepatype 550°C. CoctaB peakumoHHomn cmecu: 40 06.% CsHg, 60 06.% N, CKOPOCTb NOTOKa
— 30 1 20 ma/MUH. AHanU3 NPOAYKTOB NPOBOAUAN METOAOM ra3oBoi xpomaTorpadpumn (Kpucrann-
5000.2, XpomaTaK, Poccusa), npumeHsanm konoHky HP-PLOT “Al,05”-S (Agilent, CLLUA). B npouecce
AN o6pasey 9CrZrSi ¢ HanboONbWKMM COAEPXKAHMEM XpOomMa MPOAEMOHCTPUPOBAN Ayylume
KaTa/IMTUYECKNEe CBOMCTBA, NO3TOMY CUHTE3 moanduumpoBaHHbix CeO, cuctem 6bin npoBegeH c
pacyeTHbIM cogepaHnem Cr,Os, COOTBETCTBOBABLUMM €ro COAEPKAHUIO B Hanbonee akKTUBHOM
obpasue (9 macc.%).

B xoae KaTanMTMYECKMX UCMbITaHUI YCTAHOB/AEHO, YTO LLEPWIA OKasbiBaeT NpPomMoTupyloLLee
AEeNCTBME HA aKTUBHOCTb B HayaibHbIA Nepuog paboTbl KaTanm3aTopoB. Hanbonblwmne 3HaYeHUA
KOHBEpCUM JocTuralotca B npucytctBum obpasua CrCeZrSi 2 (93%). Cuctembl CrCeZrSi_x
OEMOHCTPUPYIOT BbICOKYIO CENEeKTUBHOCTb MO MPOMNUAEHY, MaKCMMa/ibHble 3HAYEHUS KOTOPOWM
pocturatotca B npucytctBumn CrCeZrSi_4. Ha HayanbHbIX 3Tanax CKoOpocTn obpa3oBaHMA NponuaeHa
B npucytcTBun CrCeZrSi_x Bbille, NO CPaBHEHUIO C HemoandpuunpoBaHHbIM obpasuom 9CrZrSi. Mo
MEpPEe HAXOXAEHUA B NMOTOKE PEAKLMOHHON CMECK BCE CUCTEMbI NOCTENEHHO AE3aKTUBMPYHOTCA U
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CKopocTn obpasoBaHuA C3Hg cTpemATca K npefenbHblM 3HAYeHUAM. B HaummeHbluel cTeneHu
Ae3akTnBauus Habnoaaerca ana obpasuyos CrCeZrSi 1 wn 9CrZrSi (Puc. 1, a).

Ha TMB npodunsax cucrem CeZrSi Habnogaetca nuk npum 500-650°C cBA3aHHbLIA C
BocctaHoBneHuem CeQ,. obasneHne Cr npuMBOAMT K CMELLEHUIO AAHHOrO CUMrHana B obnacTb
b6onee HM3KMX TemnepaTyp (480°C), 4To CBUAETENLCTBYET O CUNBHOM B3aUMOAENCTBUN ANOKCMAA
uepua ¢ okcngamum xpoma. MoagmnoumumposaHme cuctembl CrZrSi gMOKCMOOM UepUA NPUBOLAUT K
YMEHbLUEHUIO yAeNbHOM NioWwaam NnoBepxXHOCTU NPUMEPHO BABOE C COXPAaHEHMEM ME30MOPUCTON
CTPYKTYpbl 06pasyo.. Mo gaHHbiM PDA, copep:Kawme LepUin cMcTembl UMelT 6onee BbICOKYLHO
CTeneHb KPUCTAN/IMYHOCTKU, NO cpaBHeHuto ¢ yCrZrSi. B cnekTpax KOMBWHAUMOHHOrO pacceaHus
moamdbunumposaHHbix CeO, obpasuos HabaogaeTca MHTeHcMBHAA Fog AnHMA Kybuueckoro CeO,. B
obpasuyax CrCeZrSi_x oo npoBeaeHUA KAaTaNUTUYECKUX MUCMbITAaHUM TaKKe NPUCYTCTBYIOT ropasao
MeHee MHTEHCUBHbIE M0JI0Cbl, OTHOCALLMECA K OKCUOaAM cr¥* ucr®. BKP cneKkTpax obpasuoBs nocne
200 MUHYT HaxoXKAeHuA B NOTOKe peakuuoHHoi cmeck (ac_CrCeZrSi_x u ac_9CrZrSi) nossnsatoTca
JINHUN, OTHOCALLMECA K pasindyHbiM ¢opmam yrnepoaa, a nonocbl B obnactu 500-800 crv\’l,
OTHOCALLMECA K coeAUHEHUAM Cr3+, CTAaHOBATCA MeHee UHTeHCUBHbIMUK. B obpa3uax ac_CrCeZrSi_1
n ac_9CrZrSi oTCYTCTBYIOT IMHUM, XapaKTePHble AN COeQUHEHUN cr® (Puc. 1, 6). BeposTHO, B 3TUX
obpasyax npoucxoauT 6onee NONHOE BOCCTAHOBAEHME XPOMa [0 aKTUBHOM GOpMmbl crt, B

pe3ynbTate Yero gaHHble CUCTEMbI ,E€3aKTUBUPYIOTCA B MEHbLLUEN CTEMNEHM.
16
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Puc. 1. CpasHeHue ckopocmeli obpazosaHus CsHg 8 npucymcmeuu CrCeZrSi_x u 9CrZrSi (a);
Cnekmpbl KOMbBUHAUUOHHO20 paccesHUA obpa3yos nocae kKamanus3sa (6).

Cuctembl CrCeZrSi_x ABNAOTCA aKTUBHbIMW B HEOKUCAUTENBHOM AETMAPUPOBAHUM NPONaHa m
AEMOHCTPMPYIOT BbICOKYIO CENEKTUBHOCTb MO nponuneHy. CeO, oOKa3sbiBaeT NpomoTUpyloliee
aencrteme Ha Katanmsatopbl Cr,0s-Zr0,-Si0, B HayanbHbIi nepuoa peakumn AT, oaHaKo He
BNMAET CYLLEeCTBEHHO Ha UX CTabUNbHOCTD.

bnaroaapHocTu: PaboTa BbinosHeHa Npu puHaHcoBoM nogaepxke PH® B pamkax Hay4yHOro npoekTa
Ne 22-23-00445 c ncnonb3oBaHnem obopyaoBaHus, npuobpereHHoro no MNporpamme pasBuUTUs
MOCKOBCKOTrO rocyaapcTBeHHOro yHusepcuteTa umeHun M.B. JlomoHocoBa.

Nutepartypa:

[1] E.V. Golubina, I.Yu. Kaplin, A.V. Gorodnova, E. S. Lokteva, O.Ya. Isaikina, K.I. Maslakov // Molecules.
2022.V. 27.P. 6095.

[2] T.T. Miki, M. Ogawa, N. Haneda, A. Kakuta, S. Ueno, S. Tateishi, M. Matsuura // J. Phys. Chem. 1990. V.
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