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CuHre3upoBaHbl kKaTanu3aTopsl Sr, _ ,La, TiO4 (x = 0—2.0) Ha ocCHOBe TUTaHATa CTPOHLMS CO CTPYKTYPOii
cjoucToro nepoBckuTa. MccienoBaHo BAUSIHUS CTENIEHUW 3amellleHus St Ha La Ha pu3uko-xuMmuueckue
(ba3oBwIit cocTaB, TEKCTYPHBIE XapaKTEePUCTUKH) M KaTATUTUYECKUE CBOMCTBA OKCUIIOB B peaKIIMU OKUC-
JINTEJIbHOI KOHIeHcauuy MeTaHa npu Temneparypax 700—800°C. YcTtaHOBIEHO, YTO HanboJiee aKTUBHbBI-
MM U CEJIEKTUBHBIMU B UCCIIEAYEMOI1 peaklIMU SIBIISI0TCSE MHOTO(da3Hble 00pasusl Sr, _ ,L.a, TiO,4 co cremne-
Hb1o 3aMeleHus x = 0.8—1.8, 4To, Mo-BUIMMOMY, CBSI3aHO C HAJIMYMEM B HUX IIPHUMeECE OKCHUIOB JJaHTaHa
U CTPOHILIMSI, C ONITUMAJIBHBIM MX pacIpefieieHUeM 0 TTOBEPXHOCTH, a TakKKe BEJIMUMHOU YAEJIbHOMN Mo-

BEPXHOCTHU.

Knrouesoie crosa: okucnuTenbHas KOHIEHCALWS METaHa, CUHTE3 KaTaJInu3aTOpOB, CJIOUCTbLIC ITEPOBCKUTHI,

TUTaHAT CTPOHLIMS
DOI: 10.1134/S0453881119030109

TpamuimoHHble MeTOABI TTIepepabOTKM MeTaHa B
KUAKWE YTJIEBOAOPOABLI OCYILIECTBISIIOTCS uepes
CITOKHBIE MHOTOCTaAUITHbIE MPOLIECCHI, peain3als
KOTOPBIX COMPSTKEeHA ¢ OOJBIIMMU KAUTAIOBIOXKE-
HusiMu. bojee pallMOHAJIBHBIMU TPEACTABISIIOTCS
ogHOCTaAuitHbIe (6€3 CTaIuK NOIyYeHUSI CUHTE3-Ta-
3a) METOOBI MmepepaboTKM MeTaHa ¢ oOpa3soBaHUEM
C—C-cBs3eil B pe3yabTaTe OKUCIUTEIbHON KOHIEH-
cauuu MetaHa (OKM). B npouiecce OKM MeTaH npu
BeICOKMX TeMItepaTypax (800—900°C) okucisercs Ha
KaTajm3aTopax ¢ 00pa30BaHUEM 1IEIEeBbIX IPOIYKTOB —
STaHa U 3TUJIEHA, Y TTOOOYHBIX — OKCHUIOB yIiaepoaa
[1, 2]. Cxemy peakiiuy MOXHO IIPEICTaBUTH CJIEIYIO-
ILIUM 00pa3oM:

CH4+ O, — (C,H,, C,Hg) + H,0, (D
CH,+ 0, 5 (CO, CO,) + H,0. (11)

HecMoTpss Ha MHOTOYMCIICHHBIE MCCIIETOBAHUS,
MPaKTUYECKOM peajnm3aluu 3TOT IpollecC MoKa He
MOJTyYWJT U3-32 HEJOCTATOYHO BHICOKUX BBIXOI0B C,-
YIJIEBOAOPOIOB, YTO B OCHOBHOM CBSI3aHO C HU3KOI
3 heKTUBHOCTHIO (CEIEKTUBHOCTBIO, CTAaOMIbHO-
CThIO) pa3pabaThiBaeMbIX KaTajaus3aTopoB. ITosTomy

"o marepuaiaM V MexIyHapoaHO HaydyHOI IKOJIbI-KOHbe-
PEHLIMU MOJIOABIX yUeHbIX “KaTanus: oT HayKu K TPOMBIIILIEH-
Hoctu”, Tomck, 25—29 centsiopst 2018 r.

paboThI IO CUHTE3Y MEPCIEKTUBHBIX KaTaIn3aTOPOB
HEMPEPHIBHO MPOAOIIKAIOTCS.

B pesynbrare mpoBeIeHHBIX OOIIMPHBIX UCCIIEI0-
BaHUI1 ObLIO YCTAaHOBJICHO, UTO KAaTAJIMTUYECKOM aK-
TUBHOCTBIO 00JIaIaeT IIMPOKUM KPYT OKCUIHBIX CH-
CTeM: OKCUBI IIEeJIOYHO3eMEbHBIX METAIJIOB (MO-
InUIUPOBaHHBIE MOHAMM IIEJIOYHBIX METaJlIOB
[3]), okcuapl peaKo3eMeabHBIX METAJIJIOB, CMEIIaH-
Hble OKCUBI IIEJOYHO3EMEJIbHBIX U PEeIKO3eMeb-
HBIX METAJJIOB [4—6], a TaK3Ke CI0XKHbBIE OKCUIBI, CO-
JiepXalle B CBOEM COCTaBe OKCHUI MapraHiia [7—9].
HauGonee nepcneKTMBHBIMY C 3KOHOMUYECKOI TOY-
KU 3pEHMUS SIBJISIIOTCSI KAaTaIl3aTOPbI, AKTUBHEIE B 00-
Jnactu 6onee HU3Kux Temneparyp (<800°C). Tak, B
3TOM 00J1acTy 3 (PEKTUBHBI KaTajIn3aTOPhl HA OCHO-
BE CMEIIAaHHBIX COCAMHEHUIT 1IeJT0YHO3EMEIbHBIX 1
peIKO3eMeIbHBIX 3JIEMEHTOB. B OCHOBHOM OHM CO-
nepxat La,0;, pOMOTUPOBAaHHbBII MOHAMU 1IEI0Y-
Ho3eMeJIbHbIX MeTaJlToB St, Mg, Ba u np. [10—13].

HauGonbinit MHTEpeC NpeacTaBIsIIOT MaTepua-
Jibl Ha ocHOBe Sr—La,05, B peakunu OKM oHu npo-
SIBIISTIOT BBICOKYIO aKTUBHOCTH [12, 14—17]. Ocoboe
BHUMaHME, HapsIly ¢ HAHECEHHBIMU OKCUIHBIMU CU-
cTeMaMU, 3aCIyKMBAlOT CMEIIaHHBIE OKCUIHbBIE CH-
crembl StO u La,0; co cTpykTypoil mogoOHoi me-
poBckuty (neposckut — CaTiO;). biaronaps cBoeii
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KPUCTAJIJIMYECKOI CTPYKTYype (TIoTHeli11as Kyouye-
CKasl yIakKoBKa M3 MIOHOB KUCJIOPOa U KATUOHOB Me-
TaJljla) OHU O0JIaJaoT PSIAOM YHUKAJIbHBIX CBOWCTB
(CMOCOOHOCTHIO K MIOHHOMY OOMEHY M MHTEpKasi-
LIMM MOHOB KHMCJIOPO/Ia, BBICOKOI TepMOCTaOUIbHO-
CTBIO U T.1.), KOTOPbIE SIBJISIIOTCSI BAXKHBIMM B KaTa-
Juze. pyroil pa3HOBUAHOCTHIO CMEIIAHHBIX OKCH-
JIOB SIBJISIOTCSI CJIOMCTBblE TE€POBCKUTONONOOHbIE
CUCTEMBbI, COCTOSIIIIME W3 TEPOBCKUTHBIX CJIOEB
(ABO,), uepenytoniuxcs co ciaossMu okcuaa (AO).
Bsenenue B cTpyKTypy IepOBCKUTOIIOTOOHBIX OKCH -
JIOB MHOBAJIEHTHBIX U MHOPa3MEePHbBIX KATUOHOB Me-
TaJIJIOB OKa3bIBAET BIAUSIHUE HA TPOYHOCTD CBSI3U M€ -
TAJLTI—KUCJIOPOJ, U OTKPBIBAET IOMOJHUTENIBHYIO BO3-
MO>KHOCTb PETYJIMPOBATh X CBOMCTBA, KOTOPHIE BIMUSIIOT
Ha KaTaJIUTUUYECKYI0 aKTUBHOCTb. B pabote [16] GbuIO
MOKa3aHo, YTO OKcUaHas cucrteMa Sr, TiO,, nomydeH-
Hasl MEXaHOXUMUUYECKUM METOIOM, MOXET BBICTYIIATh
B KauecTBE OCHOBBI JJIsI pa3pabOTKU TMEPCIEeKTUBHbIX
Katanm3aTtopoB s peakimn OKM.

Lenpro Hatreit paboTHI IBJISIJICS CUHTE3 CIIOXKHBIX
OKCUIHBIX CUCTEM CO CTPYKTYPOI CJIOMCTOTO MEPOB-
ckuta Sr, _  LaTiO, (x = 0—2) u uccienoBaHue Baus-
HUS CTEeNIeHU 3aMellieHns Sr Ha La Ha pu3mKo-xumMu-
yeckue ((pa3oBblii cOCTaB, TEKCTYPHbIE XapaKTEPHUCTU-
K1) M KaTaJINTUYeCKHE CBOMCTBA KaTaJM3aTOpOB B
peaKIy OKUCIUTEIbHOM KOHACHCAIINN MeTaHa.

OKCINTEPUMEHTAJIbBHAA YACTb
IIpucomoenenue obpa3uyo6

OOpa3lbl TOTOBMWJIM OCaXXICHWEM M3 pacTBopa
Hutpata cTpoHLus St(NO;), B IPUCYTCTBUU CYCIIEH-
3uM nuokcuga tutraHa TiO,, nmpenBapuTeNbHO W3-
MEJIBYEHHOTO B IIApOBOI LIEHTPOOEXKHO-IUIAaHETAP-
HOM MenbHUIIE ITpu ycKopeHuu 40 g B Teuenun 90 c.
B xauecTtBe ocamures ucrnoab3oBanu 0.4 M pactBop
K,CO;. OcaxaeHue Bequ Npyu KOMHATHOM TeMmepa-
Type oo pH 9.5, 3areM ocamok oTdMILTPOBHIBAJIN,
npoMbiBain 10 pH 7 u cymmmmnu B TedyeHue 10 4 npu
temneparype 120°C. Bee noaydyeHHbIe 00pa3libl MpoKa-
JmBaiy ipu temieparype 1100°C B reuenue 4 4 [17].

Memoobt uccaedosarnus

OmnpeneneHre KOHBEPCUM METaHa 1 CEJIEKTUBHO-
CTH T10 TIPOAYKTaM (3TaH, 3TUJIEH) MPOBOAWUIIU B TIPO-
TOYHOI YCTAaHOBKE C HEMOABIIKHBIM CJIOEM KaTaJlM-
3atopa [17]. 3apaHee TIpUTOTOBJIEHHAsS CMECh pea-
TEHTOB M3 OaJUIoOHA 4Yepe3 PeryjasiTop pacxoja rasa
IOCTYyIIajla B PeakTOp C KaTaJlru3aTOpPOM IIpU JaBJie-
HUU, OJIM3KOM K atMochepHoMy. KBapiieBhIit peak-
Top (BHYTPEHHUI TraMeTp 6 MM) 000rpeBay BbICO-
KOTeMIIepaTypPHOI 3JIEKTPOIIEYbIO C IICEBIOOXKIIKEH-
HBIM cioeM mnecka. Ha Bwixome u3 peakrTopa
OTOUpav MPOoObl PEaKIIMOHHONW CMeCU, KOTOphIe B
peXuMe OHJIAH IOCTYIIaJd Ha aHaIu3 B COeOIMHECH-
HBIE TIOCJenoBaTebHO xpomartorpader JIXM-80

IMETPOB wu np.

(Poccus) u LIBet-500 (Poccmst), cHaOXeHHBIE TeTeK-
TopaMu 1o teruionposoaHoctu. I'azel CO, u C,-yr-
JIEBOJIOPO/IbI PA3/IEJIsIU Ha KOJIOHKE C TTOJTMMEPHBIM
copboentom HayeSep, a H,, O,, N,, CH, u CO — Ha
TaKOM XK€ KOJIOHKE C IICOJTUTOM SA IIpu TeMIiepaType
kosioHoK 60 1 90°C cooTBeTcTBeHHO. B KauecTBe ra-
3a HOCHUTEJIST UICTIOJTb30BAIN TEJTHIA.

AKTHUBHOCTh KaTajim3atopoB B peakuun OKM
omnpenesyii Ipu BpeMeHax KoHTakta 0.02—0.06 c.
HcxonHas peakiiMoHHasl cMech coaepxana 46 moi. %
CH,, 11.5 mon. % O,, 42.5 mon. % N,. YcioBust akc-
MEPUMEHTOB ObLIU CJIEAYIOIMMU: TemIiepatypa 7' =
= 700—800°C, naBinenue P=1aTMm, 00beM KaTajinu3a-
topa 0.5 mi, ¢ppakuus 0.25—0.5 mm (pasdaBiieHHas
kBapueM 0.25—0.5 MM B 00bEMHOM COOTHOIIEHUU
1:4), oObeMHass CKOPOCTh IIOJAYM pEeaKIMOHHOMN
cmecu 30 /4.

IMopuctyo cTpyKTypy 00pa3loB aHAIM3UPOBAIN
METOJIOM PTYTHOU MOPOMETPUM T0H AAaBJICHUEM Ha
noposumetrpe AutoPore IV 9500 V1.09 (“Micromerit-
ics”, CIIIA).

Benvuuny ynenbHON moBepxHOCTH (S, M2/T)
onpenesyii MetogoM BOT mo TeniaoBoii gecopoLumn
aproHa.

da3oBHIiT cOCTaB MCCIIETOBAI METOIOM PEHTIE-
HodazoBoro aHaim3a (PP®A). PeHTreHOrpaMMbl I10-
Jdydyanu Ha gudpaktomerpe Bruker D8 (“Bruker”,
lepmanus) ¢ wucnonp3oBaHueM CukK, -u3aydeHust
(A = 1.5418 um). Kaxmslit 06pa3el] CKaHUPOBAJIU 10
ToukaM ¢ uHTepBaysioM 0.05° B tnana3one 20 ot 10° no
70°. CocrtaB (a3 omnpeaensyiu Mpu COMOCTaBIEHUU
BKCTIEPUMEHTATBHBIX PEHTTeHOTpaMM ¢ 6a3oif maH-
HbIX JCPDS. PacueTt cTpyKTYpHBIX TapaMeTPOB IIPO-
BOAMJIU ¢ oMolilblo mporpaMmmbl Full Proff.

PE3VJIBTATBI 1 X OBCYXIEHHUE

Cunme3 u uccaedosanue U3UKO-XUMUHECKUX
ceoiicme o6pasuoe

s uccienoBaHus TPUHUIMITMATBHON BO3MOXK-
HOCTU IMPUTOTOBJIEHUS] OKCUAHBIX CUCTEM — TUTAHATOB
Sru La co cTpyKTypoil CIOMCTOTO MEepPOBCKUTA —
METOJOM OCaXIEHUsI CHHTE3UPOBaIv 00pasLbl St, _ -
La,TiO,, pasnuuaroiiuecsi cooTHolleHueM Sr u La
(x = 0—2.0 ¢ marom, paBHbIM 0.2).

Ha puc. 1 npeacrasiieHbl naHHble PDA mis mmosy-
YyeHHbIX o0pasuoB Sr,_,LaTiO,. O6paseu Sr,TiO,
(I4/MMM) ob6namaeT XOpOIIO OKPUCTAJIM30BaH-
HOI CTPYKTYpPOM, TTOTOOHOI CIIOMCTOMY IT€POBCKMU-
Ty, 6e3 mpuMeceit mocTopoHHUX ¢a3. B crpykrype
006pasLoB co creneHsaMu 3amerneHus x = 0.2—0.6 mo-
MHUMO OCHOBHOM (a3bl St, TiO, MosABIASIOTCS IpUMe-
cu ¢as TiO, (P42/MNM) u La,0; (P3-M1). B 06-
pasie ¢ x = 0.8 HabmonaeTcss odopazoBaHue dassbl,
nonob6Hoit neposckury SrTiO; (PM3-M), a daza
Sr,TiO, nepectaet 6bITh OCHOBHOM (puc. 1a). B 06-
pasuax ¢ x = 1.0 da3za Sr,TiO, orcyrcTByeT. OCHOB-
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NCCIEJOBAHUE OKUCJIUTEJIBHOM KOHJIEHCALIUU

HBIMHU (pazamu B obpasnax ¢ x = 1.0—1.2 gpagrorcs
SrTiO; u La,0;. JanbHeiilee yBeIuYeHUE CTENEHU
3aMelIeHUS 10 X = 1.4 MPUBOAUT K 00pa30BaHUIO HO-
Boil dazbl La,TiO5 (PNAM), KoTopasi cCTaHOBUTCS
OCHOBHOI1 B obpasnax x = 1.6—2.0, a daza SrTiO;,
HaoOOpOT, IMOCTEeIIEeHHO ncYe3aeT. B obimactu 6071b-
IIMX cTeneHeil 3aMmelneHus (x > 1.4) IpUCYTCTBYeT
Takxe haza okcukapboHara jaHTaHa — La,0,(CO;)
(AMA?2), uyto oOycioBieHO criocobHocThio La,0;
Jierko ancopobupoBath CO, U B3aMMOJECTBOBATD C
HuM [1] (puc. 16). MHTeHCcuBHBIE pedaeKChl (a3bl
SrO (26 =29.77°, 34.69°, 49.88° 1 59.33°) [18] Tpyn-
HO pas3jiuyaTh Ha pPEHTreHorpamMMax oOpaslioB C
OOJIBIIMMU CTEIICHSIMU 3aMelieHns x > 0.8 n3-3a me-
PEKpBIBaHMS C CUTHaJIaMU ApYrux a3, HO BEpOsT-
HOCTb ITpucyTcTBUs SrO B oOpa3liax He UCKJIIoUeHa.

CornacHo TUTepaTypHBIM TaHHBLIM, COCIUHEHNE
SrLaTiO, co cTpyKTypoii CJIOUCTOTO MEPOBCKUTA MO~
JIYYUTh CI0KHO [19] B crity 3HAUUTEAbHBIX PA3JINUMIA
aTOMHOI KoopauHauuu B cioax SrO° u LaO*, yto
MPUBOIUT K CUJIBHOMY HaIpsSDKEHUIO BHYTPEHHErO
2JIEKTPUYECKOro IoJist B pemeTke okcuna [20]. Tem
He MeHee La BXOOUT B CTPYKTYpYy TUTaHaTa CTPOH-
uusi. AHalu3 TIOJIOXKEHUST OCHOBHBIX pedeKCcOoB
KpUCTAITHIECKOM cTpyKTyphI Sr,TiO, (6 = 31.35° n
32.57°) nmokaskiBaeT, 4To B 0obOpa3nax ¢ x = 0.1-0.8
MaKCUMYMblI UHTEHCUBHOCTU pPedIeKCOB CIBUTAIOT-
CSI B CTOPOHY MEHbIIIMX YIJIOB. DTO MOXET 03HAYaTh,
YTO aTOMBI JIAaHTaHA BXOIST B KPHCTAJUIMYECKYIO
ctpyktypy Sr,TiO, u 3amelnaloT atrombl Sr, a TO-
ckoubKy panuyc La’* (0.819 A) Gosbiue pannyca Sr2*
(0.683 A) mapaMeTpbl KPUCTAIMYECKON pELIETKU
YBEJIUYMBAIOTCSI, YeM UM BbI3BaH CABUT pedJIEKCOB B
CTOPOHY MEHBIIINUX YIJIOB.

B Tabn. 1 mpencraBiaeHbl JaHHbIE MO YIEIbHOM
IMOBEPXHOCTH 00pa3lOB, KOTOpasi B 3aBUCUMOCTH OT
cocraBa MeHseTcsa B unrepsaie 0.6—3.3 m2/r. OnHo-
¢aznblii obpazen Sr,TiO, ob61agaeT caMbiM HU3KOM

BEJIMYUHOIA yienbHOM moBepxHocT 0.6 M2/T. Yieb-
Hasl TIOBEPXHOCTh OOpa3lOB YBEJIMYMBAETCSI C PO-
CTOM CTEIIeHU 3aMelleHusT 10 x = 1.6, a 3aTeM yMeHb-
mraercs Wit x > 1.6. U3MeHeHUe yoeabHO# oBepXx-
HocTu o6pasuoB Sr,_,LaTiO, B 3aBUCUMOCTU OT X
OTpaxaeT, MOo-BUAUMOMY, U3MEHEHUE NUCTIEPCHO-
CTH YacTUIl, YTO, BEPOSITHO, CBSI3aHO C TMOSIBJICHUEM
HOBbIX (ha3. JelcTBUTENbHO, IO HaHHBIM PEHTTEe-
HOBCKOTO aHajln3a, pa3Mepbl 00J1aCTU KOTEPEHTHOTO
paccessHust (OKP) ocHOBHBIX (ha3 MpoxoasiT uepes
MUHUMYM (Ta0I. 1).

JaHHble CKaHUPYIOLIEH 3JIEKTPOHHONH MUKpPO-
ckonuu (COM) NoATBEpKIAOT yMEHbILIEHUE pa3Me-
poB dyactul odpasuos (puc. 2). Tak, pasMep 4acTuI]
ogHodaszHoro obpasua Sr,TiO, (x = 0) cocrasiser
3—5 MKM, a aJ1s1 MHOroa3HbIX 00pa3loB COCTaBa X =
= 1 yacTHUILIBI UMEIOT pa3zMep 1—2 MKM, a cocTaBa x =
= 1.6 — 0.5—1.0 MKM.
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Ta6mma 1. @a30Bblit coCTaB OKCUIHBIX cucTeM St,_ La TiO,
B 3aBUCUMOCTH OT cofepxaHus La

X S;us Viop, |OcHOBHBIE| OKP, Mpuveci
M2/t | cem?/r | dassl A
0 | 0.6 0.08 |Sr,TiO, | 650 _
02| 08| — |[SnTiO, | 510 |TiO,, LayO,
04| 08| — |S,TiO, | 470 |TiO,, Lay0,
06| 1.0| — |SnTiO, | 300 |SrTiOs, TiO,
os| _ | _ [5TiOs 230 -
La,0;, 580
SITiO 300 .
1.0 | 1.3 [0.122 La2033 630 TiO,
SITiO 350 .
12 18| — La2033 470 TiO,
La,TiO; | 440
14| 2 | 0.200| SITiO; 310 | TiO,, La,0,(CO;)
La,0;, 310
1.6 | 33| 0210/ La,TiOs | 580 ii&’cggb
1| 25| 011 |F2TiOs | 540 [SITiO;, TiO,
La,0;, 620 |La,0,(CO5)
ol 15| _ [taTiOs | 740 [TiO,,
La,0, 580 |La,0,(CO;)

Takum obpazom, B cucreme Sr,_  LaTiO, BO3-
MOXHO (OPMUPOBAHUE OrPAaHUYECHHBIX TBEPABIX
pacTBOPOB CO CTPYKTYPOIi CIOMCTOTO MEPOBCKUTA B
YKa3aHHBIX YCIOBUSIX CUHTE3a. YBeJIMYeHUE COmep-
xanus La B McxomHoM npenniecTBeHHMKe 10 x < 0.8
MPUBOAUT K 00pa3oBaHUIO, TOMUMO (a3bl CJIOUCTO-
ro reposckurTa Sr, _,L.a, TiO,, a3 SrTiO; u La,TiOs,
atipu x 2 1.0 pasa cironcToro nepoBCcKUTa HE 00pas3y-
ercs. Ilpu 3ToM HabJIOHaeTCS YMEHBIIEHUE pa3Me-
POB YacTUIl, O YeM CBHUIETEILCTBYIOT JaHHbIe OKP,
BET (t1a6xa. 1) u CBM (puc. 2).

Hccenedosanue kamarumuueckou
aKmueHocmu 00pasyos

Ha puc. 3 npencraBieHbl JaHHbBIE 110 U3MEHEHUIO
KOHBEPCHHM MeTaHa U CeJICKTUBHOCTH 110 C,-yTJIeBO-
JIopoaaM B 3aBHCHUMOCTU OT comepxkaHus La (x) B
CUHTE3UPOBAHHBIX OOpasIiax.

ITpu moBBIIIEHNY TEMIIEPATYPhI UCTTBITAHUIT KOH-
BepcHsl MeTaHa Ha BceX oOpasliax Bo3pacTaeT, a IpU
YBEJIMYEHUU X — U3MEHSIETCSI HEMOHOTOHHO (puc. 3).
Tak, npu 800°C mnsg obpasuoB coctaBa x = 0—0.6
KOHBepcHus MeTaHa cocTanisieT 15—20%, a Boixon C,-
npoaykTtoB — 9—12% (puc. 3), 4TO corjiacyercst ¢
MaHHBIMUA paboTel [16] mis karammsaropa Sr,TiO,
(mpu Temmneparype wucnbiTaHuii 850°C ceneKTUB-
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Puc. 1. Janusie POA u1s katanms3atopos cocTasa Sty _

+La, TiO4 mpy pasnuyuHbIX 3HaYeHUAX x: a —x = 0 (1), 0.2 (2), 0.4 (3),

0.6 (4, 0.8 (5), 1.0 (6); 6 — x—12(7),14(8),16(9),18(]0) 2.0(1D).

HOCTb coctaBmia 60%, a BeIxom C,-TIPOOYKTOB —
~12%). MakcuManbHasg KOHBEpCHSI MeTaHa IIpH
800°C mocTturHyTa mjist oopasna ¢ x = 0.8 1 cocTaBIIsI-
eT ~30%, 41O IIPU CEJIEKTUBHOCTU 64% obecrieunBa-

eT Bbixon C,-TipomyKToB, paBHEIN 19.2%. [1pu mo-
HoM 3amelieHuur St Ha La (x = 2.0) BbIxoa CHUZKaeTCs
o 13%, T.e. B cucreme Sr,_ ,La TiO, HaGmonaeTcs
cuHepretTnaeckuii apdexr. [TomyaeHHBIE HAMY TaH-
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Puc. 2. COM-cHuMKM 00pa3lioB ¢ conepxkanueM La (x), pasabsim 0 (a) u 1.4 (0).

HBIE CBUIIETEILCTBYIOT O 00Jiee BEICOKOIT KOHBEPCUU
metaHa npu 800°C mist MHorodasHbIX 00pa3lioB B
obyiactu coctaBoB x = 0.8—1.8, 4TO MOXeT OBITH O0Y-
CJIOBJIEHO HaJIMIMEM B 3TUX 00pasiax IIpuMeceit oKk-
CHUIOB CTPOHIIMS U JJAHTaHAa, a TaKKe 6oJiee BEICOKOI
yIIeJIbHOI MMOBEPXHOCTHIO 3TUX 00pa3loB. Tak, B pa-
6ote [13] Bbixom C,-MpPOAYKTOB Ha KaTaau3aTope
Sry15Lag 55O cocraBun 18% npu tremmneparype 750°C.

MakcuManbHBIe 3HAUEHUS KOHBEPCUM MeTaHa U
CeJIEKTUBHOCTH 110 C,-TIpOIyKTaM IIpH TeMIiepaType
ucnbiTaHuii 700°C gocturaiorcs B 0oJiee y3KOM MH-
TepBajie cocTaBoB (x = 1.2—1.4) u cocTtaBusioT 26 u
62% COOTBETCTBEHHO.

YBenmuuenue BpeMmeHH KoHTakta (0.02—0.06 ¢)
TIPY UCTIBITAHUSX TIPUBOIUT K TTOBBIIIIEHUIO BBIXOA
C,-TIPOYKTOB 3a CYET YBEJIMYESHUSI KOHBEPCUU MeTa-
Ha, TMOCKOJBbKY CEJeKTUBHOCTh Mo C,-mpoayKTam
MPaKTUIECKNA HE U3MEHSIETCS.

AxktuBHOCTb okcuaoB SrO [21] u La,04 [21, 22] B
peaknuu OKM Kak MHOIWBUAYadbHBIX, TAK 1 HAHE-
CEHHbIX Ha pa3JIMYHble HOCUTEIN LIIUPOKO O0CYKIa-
eTcsl B IuTepaType. B obpa3iiax ¢ HU3KOi CTENeHbIO

Xew, %

30 sooc

20
10
110
L L L 0
0 0.5 1.0 1.5 2.0
x

Puc. 3. I3MeHeHMe KOHBEPCUM METaHa U CEJICKTUBHOCTU
obpaszoBanus C,-yrieBonoponos npu tremmnepaTypax 700
1 800°C u BpeMmeHu KoHTakTa 0.06 c.
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3amenieHus 10 X = (.8 aToMEI Sr, O-BUINMOMY, CBSI-
3aHBI B CTPYKTYpax IEPOBCKUTA U HE BHOCST AOITOJI-
HUTEJbHOTO BKJana B peakiuio OKM. 3amenieHue
CTPOHILIMS Ha JIJAaHTaH HapylllaeT CTPYKTYpy CJIOUCTO-
ro TIEPOBCKUTA U TIPUBOIUT K 00Pa30BaHUIO OTIE]Ib-
HbIX okcuaHbIX da3 La,0;, TiO, u, BeposaTtHo, SrO.
OtHeceHue peduekcoB SrO Ha peHTreHorpammax
MHOroga3HbIX 00pa3loOB OCIOXHEHO M3-3a IIepe-
KpbIBaHUS ¢ pediieKkcaMu TePOBCKUTHBIX (a3 Sr,.
TiO4 n SrTiO;. [loaTOMy He UCKITIOYEHO, YTO OoJee
BBICOKAST AKTUBHOCTb OOPAa3IIOB CO CTEITEHIMU 3aMe-
menusd x = 1.2—1.4 npu temneparypax 700—800°C
oOycioBeHa 00Jiee BBICOKON yIEJIbHOUW MOBEPXHO-
CThIO M TIPUCYTCTBUEM akTUBHBIX B OKM okcumos
La,0; u SrO, ux onTUMaJIbHOU AUCTIEPCHOCTHIO U
B3aMMHBIM paclpeneieHUeM OTHOCUTEIbHO IpyT
apyra.

3AK/IIOYEHHME

Takum 0O6pa3om, CUHTE3UPOBAHBI KaTaaIn3aTOPhI
Ha OCHOBE TUTaHaTa cTpoHuus (A,TiO,, roe A — ka-
TnoH St, La wiu Sr/La) pa3nuaHOro cTeXxruoMeTpuye-
CKOI'0 COCTaBa U UCCIEAOBAHO BIUSIHUE CTEIIEHU 3a-
memieHus Sr Ha La Ha dumsuko-xummaeckue (pazo-
BRI COCTaB, TEKCTYpHBIE XapaKTePUCTUKH) U
KaTaJIUTUYECKUE CBOMCTBA OOPa31OB.

ITokazaHa mpUHLMNHAIbHAsS BO3MOXHOCTb CUH-
Te3a OBOWHBIX OKCUIHBIX cucteM Sr,_,LaTiO, co
CTPYKTYPOIi CJIOUCTOTO MEPOBCKUTA B 0Opasuax ¢ x <
< 0.8. YBennueHue colepXaHus JaHTaHa B peakliu-
OHHOI1 cMecH 3aTpyaHsieT odpazoBaHue (ha3bl CIOU-
CTOTO IIEPOBCKMUTA, U B o0pa3lax ¢ x = 1 oHa oTCyT-
cTByeT, a hopmupyrotes dasnl SrTiO; u La,TiOs, Ha-
psiAy ¢ KOTOPbIMU NPUCYTCTBYET Npumecu ¢a3 La,0;
u, BeposaTHo, SrO. VYBemmueHume copepxaHus La
MPUBOAUT K HEMOHOTOHHOMY YBEJIMYEHUIO TUCTIEPC-
HOCTH 00pa3loB 3a cCYeT UX MHOTO(a3HOCTH.

CuHTe3MpOBaHHbIE 00pa3ilbl KaTaJIM3aTOPOB Ha
OCHOBE TUTaHATa CTPOHIIMSI Pa3JIMYHOIO COCTaBa ObI-
JIM MCITBITAHBI B peaKiii OKMCIMTEbHON KOHIEeHC Ca-
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Uy MetaHa npu temmneparypax 700 u 800°C. Ycra-
HOBJICHO, YTO HanboJiee aKTUBHBIMU U CEJIEKTUBHBI-
MU TIpUM 3TUX TeMIepaTypax SBISIIOTCS OOpa3libl
Katanu3saropa St,_,LaTiO, co cTeneHblo 3ameliie-
Husg x = 0.8—1.8, 9TO, ITO-BUANMMOMY, CBSI3aHO C OII-
TUMaJILHBIM COJepXXaHWeM M B3aMMHBIM paclipe/ie-
JICHUEeM TIPUMECHBIX aKTUBHBIX OKcHIOB La,0; u
SrO, a Takke 00see BBICOKOI yOeJIbHON MOBEPXHO-
CThIO 3TUX 00Pa31I0B.

OUNHAHCHUPOBAHUE PABOThHI

PabGora BeITOSIHEHA B paMKaxX rocyIapCTBEHHOTO
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