YK 665.656.2; 66.694

AY. JKAXAHOB, H. A. 3AKAPHHA, I'. B. AKVJIOBA
N30MEPU3ALNA n-' EKCAHA HA Pd-CHJIMKOA/TIOMO®OC®PATAX

CHHTE3MPOBAHEI M HCCIICAOBAHBI KATATHTHICCKHC CBOICTBA CHHKoaTFOMo(pocaros SAPO-5 u SAPO-11, mogu(mpo-
BaHHbIX MeTawiaMu VII u VIII rpynm B mponecce ruApon30MEPU3aLUH #-TEKCAHA.

Nzomepuzanms #-ankaHOB MPOTEKAET HA TBEPIBIX
KHCJIOTHBIX KaTaTH3aTOPaxX M HCIONb3VEeTCA KaK s
MPOU3BOACTBA BHICOKOOKTAHOBHIX KOMITOHCHTOB TOII-
JUBA, TAK U AJS TIOTYICHHS CMa30YHBIX Macel € BBI-
COKUM YHCJIOM HHACKCA BA3KOCTH [ 1]. s 3Tor0 Hy%-
HBI ON( VHKITHOHATBHBIC KATATH3ATOPHI, COACPIKALIIC
METATHISCKHE AKTUBHBIC LICHTPHI J1s IPOLIECCa TH -
PHPOBAHUS — ACTHAPUPOBAHUS U KHUCIOTHBIC LICHTPHI
JUISL CKEJICTHOHM m3oMepusanuu. [ IpucyrcTBre Kucmor-
HBIX [ICHTPOB U CEICKTHBHOE MOBEICHHE LICOTUTOB HHH-
LUUPOBATH OOJBIION HHTEPEC K CO3AAHHIO HOBBIX Ma-
TCPHANIOB, TAKUX, KaK CUTHKoATIoModochaThl A1 UA-
pousomepusanuu napaGuHoBsX yriaesoaopoaos. Co-
¢AWHEHHUE KpeMHHA ¢ GocdopoM 1 aTIOMHHHEM B pe-
nieTke ¢ 00pa3zoBaHHEM MHUKPOIOPUCTOH KPUCTAIIIH-

YECKOM PEIETKH OKCHAOB puBeno B 1984 r. k cunTe-
3y cunukoantomodocharos (SAPO) [2]. s pazauy-
HBIX CTPYKTYPHBIX THIIOB OTHOCUTEIBHBIC KOJTHIECTBA
KpeMHHUs, amroMuHUS U Qocdopa B peleTKE MOTYT
BapLUPOBATHCA TAKUM 00Pa30M, UTO CTAHOBUTCS BO3-
MOJKHBIM MOCTCHECHHBIH MEPEXO OT PELICTKH, OCHO-
BaHHOH Ha (ocdare, k pemerke, OCHOBAHHOH HA CH-
JMKaTE.

B nacrosmeli padote nccienoBaHa KaTaauTHYCC-
Kasi aKTUBHOCTH O yHKUMOHATRHBIX Pd-Kkaranmzaro-
POB ¢ 10OaBKaMH B MPOLECCE THAPOU3OMEPH3ALIMH H-
IeKCaHa HOBBIX ME30MOPHCTHIX MATCPHAIOB METALI-
cumukoamtomodocparos (SAPO) ¢ pazmuuneiM coort-
nomenuem Si0, : ALO, : P O, xoToprie oTHOCATCS K
MOJICKVILIPHBIM CHTaM.
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IKCITEPUMEHTAJIBHAA YACTD

Kartanuzatoprl GbITH HCCIETOBAHBI B MPOLIECCE
HM30MEpPH3aLNH H-TEKCaHa HAa UMITYJIbCHOH YCTAHOBKE B
unaTepBane temmeparyp 250+400 °C noa gaBiacHueM
0,12 Mlla, masecka katamusatopa 0,2 r, KOTHICCTBO
BBOAUMOrO rexcana | M. IIpoxykTel aHATH3HPOBATH
METOAOM ra30’KUIKOCTHOH Xpomarorpaduu. Y IenbHYIO
MTOBEPXHOCTh U PACHpECICHNE IOpP IO pa3MepaM OIl-
PEICTsUT O HU3KOTEMIIEPATYPHOU aacopOLuu asoTta
meronoM BOT.

Cunukoamomodocdarsl B kommiectse 15% cme-
HIUBAJTU C AKTUBUPOBAHHBIM KJIHHONTHIONUTOM YaHka-
Hatickoro mecroposkacuus (H). Meranasl BBOguIHu B
MAaTPHIy METOIOM MPOTTUTKH.

PE3VJIBTATBI U UX OBCYXIEHHE

OxHuM 13 HaKTOpPOB, ONMPEACTSIIOMIX AKTHBHOCTD
OU(YHKIIHOHATBHBIX KATATIH3aTOPOB B MPOLIECCE H30-
MEPHU3ALUH, SABJSICTCA MPUCYTCTBUE METAIIA, KOTOPBIH
BBITIONHACT THAPUPYIOLIC-ICT U IPUPVIOIIYIO (PYHKLHEO.
B xauecTBe TaKOro aKTHBHOTO KOMITOHEHTA OBLITH HC-
nonb3oBanHbl MeTamael VIII u VII rpynn mepuogmacc-
kol cucremsbl. Ha puc. | mpencraBnena 3aBHCHMOCTB
CTCTICHH MTPEBPALLCHHS H-TEKCAHA OT TEMITCPATYPhI IS
karann3atopos Pd/SAPO-35, Co-SAPO-5 u Mn-SAPO-
5. Kak BugHo, Ha katamuzarope Pd/SAPQO-5 koneep-
CHSl H-TCKCAHA PACTET C MOBBIIICHHEM TEMIICPATYPHI
CHauajla MEJJICHHO, a 3aTeM 0ojee HHTCHCHBHO, NOC-
TUracT noctossHaoro 3uaveHud mpu 350-400 °C u co-
craBmser 91,8% (xkpusas 1). Ha karamuzatopax Co-
SAPO-5 u Mn-SAPO-5 (kpuBast 2 u 3) KoHBEpCHS
H-TCKCAHA YBEIHYMBACTCSA MCIJICHHO, OOCTHTAs NPH
400 °C 23% s Co-SAPO-5 u 17% nist Mn-SAPO-5.

Hsmenenne cenekrupHoctu 1o C -u3omepaM oT
temmeparypsbl qus karanmusatopos Pd/SAPO-5, Co-
SAPO-5 u Mn-SAPO-5 npeacrasneno Ha puc. 2. Ce-
nexktuBHOCTh N0 C -usomepam Ha Pd/SAPO-5 Brime,
geM Ha Co-SAPO-5 u Mn-SAPO-5, u ¢ nOBHIIICHHEM
TEMIICPATYPBl VBEIHMUNUBACTCS, OOCTHras MaKCHMAalb-
Horo 3Ha4eHus 75% npu 300 °C, a 3ateM pezko nazaert
™ 4% |\ 400°C. Ha Co-SAPO-5 1 Mn-SAPO-5 mpu
nmemnepanypax 250, 300 °C H-rekcaH HE MPETEPIICBACT
NEb:p:a\l ,0 | Tk 350°C CeneKTHBHOCTB MO H30TEKCa-
Ham gocruract 30%, a 3aTeMm mamacr.

W3 monyueHHBIX JaHHBIX MOXKHO CIAETATh BBIBOJ,
410 00JICE BHICOKAsI KOHBEPCHS H-TCKCAHA U CCICKTUB-
Hocth mo C -uzomepam B npucyrcteun Pd/SAPO-5
00ycIIoBIIcHA ONaronpHUATHEIM COOTHOLICHUEM METall-
JMYECKUX M KUCTIOTHBIX aKTHBHBIX LICHTPOB, 00CCIICUH-

BAIOIIUX MMPOTCKAHUE PEAKLIUH H30MEPH3ALMH IO 001IIe-
MPUHATOMY KapOOHUH-HOHHOMY MEXaHH3MY: 00pa3oBa-
HUE KapOOHNUN-HOHOB, H30MEPHU3ALHS HA KUCIbIX LICHT-
pax v ruApupoBaHUe 0Opa3yomKXcs onehHHOB Ha Me-
TATAYCCKUX [ICHTPAX.

Karanuruueckas aktusaocts SAPQ-5 o0ycioBie-
Ha SAPO-momeHamMu, TA¢ aTOMbI KPEMHHS OMIPEICIISI-
eT OpeHCTeIOBCKYIO KHCIOTHOCTh. B mpouecce kpuc-
TAJTH3ALUH OTPULATCIBHBIN 3apsi] PEICTKH 00V CI0B-
JICH BHEAPCHUEM aTOMOB KPEMHHS M YPaBHOBCIIHBA-
erca xarnoHamH. [losTomy GpeHCTEIOBCKHE KHUCIOT-
HbI¢ HEHTPBI B SAPO-q0oMeHaX H30JUPOBAHBL APYT OT
Jpyra v TOMOTEHHO pacripeneieHsl [3.4].

[Ipeacrapasno MHTEpEC COMOCTABUTH CBOHCTBA
CHITUKOATIOMO(OC(ATOB, OTIHUAIOIIUXCS CTPYKTYPHBI -
MH Xapakrtepuctukamu (tabdmi.l).

Tabmuna 1. du3nKo-XUMIYecKHe XapakTepucTuka SAPO-5 n

SAPO-11
CoctaB ITnomann O6beM Paanyce
KatanmmsaTopa HOBEPXHOCTH, M%/T nop, eM3/r | nop,um
SAPO-5 1258 0,57 9.1
SAPO-11 96,3 0,28 5.8

N3 Tabn. 1 BUIHO, YTO 0OGBEMBI U pa3Mephl IOpP IS
SAPO-5 B 1,5-2 paza Gonbiue, uem aast SAPO-11.

Ha puc. 3 mpeacTaBicHa 3aBUCHMOCTh CTCICHHU
MPEBPAILCHUS H-TCKCAHA OT TEMIICPATYPHl HA KaTalu-
saropax Pd/SAPO-5+Y u Pd/SAPO-11+Y. U3 puc. 3
BHJHO, YTO XOJ KPUBBIX TSl 000OMX KATATU3ATOPOB CXO-
JCH U KOHBEPCHUS H-TCKCAHA PACTET C MOBBIIICHUEM
TEMIICPATYPBI CHAYaIa MEIJICHHO, & 3aTeM PE3KO yBe-
JWYUBACTCS U JOCTUTACT MOCTOSHHOTO 3HAYCHUS MPH
350, 400°C. Bo BceM UHTEPBAJIC TEMITCPATYP KOHBEP-
cust H-rekcana Ha Pd/SAPO-11 mpumepuo na 10%
BhIte, ueM Ha Pd/SAPO-5.

Hsmenenne cenekrupnoctu no C -uszomepam ot
TeMneparypsl A karaausaropos Pd/SAPO-5 u
Pd/SAPO-11 npeacraneHo va puc. 4. Ilpu nopsime-
HuH Temmepatypsl ot 250 10 300 °C Ha oboux kaTamu-
3aTOpax CEMEKTUBHOCTD 1O C -u30MepaM pacTeT, a Ipu
JATBHEHINEM MOBBILICHHH TEMIIEPATYPHl PE3KO Maja-
er. Kak BHOHO U3 3TOr0 prUCyHKa, B HHTEPBAIE TEMIIC-
paryp 250+350 °C cenextusHocTh N0 C -U30MEpam Ha
Pd/SAPO-5 na 20-25% gsime, uem Ha PA/SAPO-11.
HuTepecHo otmetuts, uto npu 400 °C 0OCHOBHEIM Ha-
MPABICHUEM PECAKLHN CTAHOBUTCS THAPOKPCKHUHT H B
Katanusate He oOHapyxeHo C -M30MepOB.

Bricokas cenextuBHOCTh MO C -M30MeEpaM Ams
Pd/SAPO-5 obycnosrcHa mO-BUAUMOMY CTPYKTYPHBI-
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Puc. 2. 3aBUCHMOCTL CCIICKTHBHOCTH 110 C -M30MepaM OT TeMIIEPaTypbl

MH XapaKTepUCTHKaMu katamusatopa (tadmn.1). boms-
muii 00bEM U pa3Mep mop A katanuzaropos ¢ SAPO-
5 criocoOCTBYET aACOPOLIHMH U AKTUBALIHH KPYITHBIX, Pa3-
BCTBJICHHBIX MOJICKYJT YIJICBOJOPO/IOB B IIOpax, VBEIN-
UUBasd BbIXOA U30MCPOB.

B pesyapTare rHApPOKOHBEPCHHM H-TEKCaHA Ha
Pd+SAPO-karanuzatopax o0pasyrorcs 2- U 3-METHII-
neHTaHbI, 2,2- 1 2,3-1uMeTUIOYTaHbI, & TAKXKES ra3000-
pasueie C,—C -yraesogopoast (Tabm. 2).

OaHuM U3 OCHOBHBIX (DAKTOPOB, OMPEACISIFOIINX
3¢ dexTHBHOCTS MpoLecca U30MEPU3ALNH, SBISICTCS
TEeMIIepaTypa NpoBeAcHUs mpouecca. B Tadn. 2 npen-
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CTaBICHBI SKCICPUMECHTAIBHBIC JAHHBIC MO BBIXOAY
MPOAYKTOB PEeakuuy npu temreparypax ot 250 go
400 °C ans xaranuzatropos Pd/SAPO-5 wu
Pd/SAPO-11.

N3 Tabda. 2 Bugno, uto mpu 250 °C BEIXOA MPOIYK-
ToB peakuuy He npesbimact 7,4 u 10,3% amsa PA/SAPO-
5 u Pd/SAPO-11 cootBerctBenno. Komnuectso 2- u 3-
METHIIIICHTAHOB cocTaByacT 3,2 u 3,0%, a 2,2-mume-
TUIOYTaH OOHAPYKEH TOIBKO HA GONIEEe KPYITHOIOPHC-
toM Pd/SAPO-5 - 1,2%. KonuuectBo razoo0pasHbIx
C,+C,-yrreBogoposos pacret ¢ 3,0% na Pd/SAPO-5
10 7,6% na Pd/SAPO-11.
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Puc. 4. 3apucumocts cenextuBHOCTH M0 C-H30MepaM OT TemmepaTypbl Ha Pd/SAPO+Y katamusatopax

Tabmuma 2. BeIxoa NpoAyKTOB peaKIiy A3oMepH3anmun H-rekcaHa Ha Pd/SAPO-karammzaropax
B 3aBACHMOCTH OT TeMIlePaTypbI

CocTaB KaTaamsaropa Pd/SAPO-5, ipu T, °C Pd/SAPO-11, ipu T, °C

250 300 350 400 250 300 350 400
Meran 1,2 1,9 12,8 45,9 0,9 13,9 88 98
Otan 0,1 1,2 12,8 36,3 1,3 0,9 0,9 0,6
IIponan 0,2 0,8 9.3 0,9 1,2 1,3 1,2 0,2
Byran 0,1 0,2 1,8 1,7 34 0,6 0,5 0
HM3onenTan 0 0 34 0 03 04 0 0
HeomnenTan 0 0 0 2.3 0 0 0.5 0
Tlentan 1.4 2.1 42 0,8 0,2 0,5 0,3 0
2.2-]JlumeTtnnOyTan 1.2 0 6.2 0 0 04 0.2 0
2.3-JlumeTtnnOyTan 0 1.7 0 0 0 0.6 0 0
2-MetummnenTan 1.6 10 193 19 2.3 10 1.6 0,05
3-MeTunanenTan 1.6 6.7 13.8 2 0.7 7 1 0
T'excan 92,6 754 16,2 8.2 89,7 64.4 5.8 1,1
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Puc. 5. 3apucumocts cymmbl  C +C, yIIICBOJOPOIOB OT TEMIICPATyphl

C noebimenuem TemMneparypal Beixos C -u3omMepos
pacTer, MaKCUMAaIbHBIH BBIXOA IS KaTalU3aTopa
Pd/SAPO-5 nadmwogaercs mpu 350 °C u cocraBisier
39.3%. Ipu 300 °C Berxoa C -u30MEPOB HA 3TOM Ka-
tanu3aTtope He npesbimact 18,4%. Ha xaranmzatope
Pd/SAPO-11 Brixon C -uzomepos npu 350 °C Hesna-
quTeabHBIA — 2,8%, a MaKCHMAaIbHBIH BBIXOA HAOIIO-
paerca npu 300 °C u cocraBmster 18%. OnrtumaneHas
TEMIICPATYPA PEAKIUH H30MEPU3ALUN H-TCKCaHA AT
Pd/SAPQO-3-350 °C, nna Pd/SAPO-11-300 °C.

ITpu 400 °C na Pd/SAPO-5 u Pd/SAPO-11 B mpo-
AYKTaxX B OCHOBHOM cojepxkatcs rassl C —C, yrieso-
nopoasl (puc. 5). M3 puc. 5 BuaHO, uTo coaepikaHue
cymmbl 2C +C,-yrnesonoponos muskoe At PA/SAPO-5
U pacter ¢ noBemeHueM temmepatypsel. [Ipu 400 °C
xonuuecTBo C,+C,-yraeBoaopoaoE COCTABIAET AMs
Pd/SAPO-5 85%, a gna Pd/SAPO-11-99% (puc. 5).
Heobxoanvo oTMETUTD, UTO BO BCEM HHTCPBAIIC TEM-
MEPaTyp KOIMYECTBO razo00pasHBIX YIIICBOJOPOIOB
Boie Ha Pd/SAPO-11 mo cpasnenuio ¢ Pd/SAPO-5.
OCHOBHOE HAIPABICHUE PEAKLIUH IPEBPAILICHUS H-TCK-
cana ipu 400 °C — rHIPOKPEKHHT.

Takum o6paszom, TpH conocraBicHuH cBoicte Pd-
Karaau3aropoB ¢ ucnoiab3oanueM SAPO-5 u SAPO-
11 MOXXHO BUACTE, YTO IO N30MCPHU3VIOMICH AKTHBHOCTH
Pd/SAPO-5 namuoro mpesocxoaut Pd/SAPO-11, B To
BpeMsl KaK THAPOKPCKHUPYIOIIAS AKTHBHOCTD BBIIIC JUTS
Pd/SAPO-11, uto, BeposTHO, CBA3AHO CO CTPYKTYPHBI-
mu corictBamu SAPO-5 u SAPO-11 (tabx. 2, puc. 5).
Kax Buano u3 tabn. 1, pasmep u 00beM mop ropasiao
Hwke y SAPO-11, yem v SAPO-5. Kpowme Toro, 311 cu-
aukoamoModocharsl PasTHIAIOTCS U IO CHUIIC KUCTOT-
HBIX [ICHTPOB, YTO TPEOVET JATBHEHIIErO UCCIICIOBAHUSL.
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N3 u3n0XCHHOTO MOXKHO CAENAThH CICAVIOLIUE
BBIBOJBL:

1. okazano, uro Pd/SAPQO-5-karanm3atop nposs-
JISIET BBICOKYIO AKTHBHOCTE B IPOLIECCE THAPOKOHBEPCHU
n-rexcana. Konsepens #-rexcana mpu 350 °C cocrasmus-
et 83.8% npu cenextuHoCTH 1O C ~13omepam 47%.

2. Haiinena koppensanysa MEX Y CTENICHbIO KOHBEP-
CHH, CCIICKTHBHOCTBIO U PACIPEACICHIEM TIOP IO pas-
mepam 1 Pd-karamuzaropos ¢ SAPO-5 u SAPO-11.

3. YCTaHOBICHO, YTO ONTHMAIBHAS TCMIICPATVpa
PeaKLK H30Mepr3aii Ha katanusaTopax Pd/SAPO-5
350 °C, a va Pd/SAPO-11 300 °C.

4. OCHOBHBIM HANpPAaBICHUCM PEAKLIUU IPEBPALIC-
Hus #-rekcana npu 400 °C na Pd/SAPO-karanmzaro-
pax CTAaHOBUTCS M'MIPOKPEKUHT H-TCKCAHA.
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Peziome

VII xone VIII Tonm MeTangapbiMeH MOAUDUIMPICHTCH H-TCK-
CaHHBIH THApoU3oMepH3anus ypaiciageri SAPO-5 xone SAPO-11
crmKoamoModocdaTTapbIiHbIH KaTaTHTTIK KACH€TTePl CHHTE3EI
3€PTTEII.
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