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CONVERSION OF GASEOUS HYDROCARBONS OVER
MODIFIED ZEOLITE CATALYST

Annotation. The conversion of lower C;-C; alkanes to aromatic hydrocarbons over zeolite catalysts modified
with Mo, Zn, La has been investigated and their resistance to deactivation has been studied. Shown that these
catalysts exhibit different activity and stability in the tested process, the process parameters essentially depend on the
molecular weight of used hydrocarbon in the normal reaction. The method of temperature programmed desorption of
ammonia studied the acidic properties of the catalysts and found the difference in the distribution of acid sites on the
strength and concentration.

Key words: methane, cthane, propane, aromatic hydrocarbons, zeolite, conversion, activity, selectivity,
stabiblity
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MPEBPAILIEHUME I'A300BPA3HBIX YIJIEBOJOPO/IOB
HA MOJIUPUIIMPOBAHHBIX IEOJUTCOJAEPKAIIMX
KATAJIM3ATOPAX

Annoranus. VccrnenoBana konBepcus HU3IMX ajikaHoB C;-C; B apoMaTHueCKHe YIIIeBOAOPO/Ibl Ha LEOIUTCO-
JIepKAIUX KaTaau3aropax, MOIUGUIMPOBaHHEIX Mo, Zn u La, u OleHeHa UX YCTOHYHMBOCTH K JIC3aKTHBAIUH.
[TokazaHo, 4TO MOJTYYCHHBIC KAaTATH3aTOPBI MPOSBISIOT PA3IUYHYI0 aKTHBHOCTh M CTA0MIBHOCTH B HCCIICAYEMOM
mpoIliecce, MPUYeM MOKa3aTeNH Mpolecca CYIIECTBEHHO 3aBHCAT OT MOJICKYJIIPHON MAacChl HCIIONIE3YEMOTO B Peak-
UM HOPMAaJBHOTO YTIIEBOIOPOIa. METOIOM TepMOIPOTrpaMMHUPOBAHHOH 1ecOpOLNN aMMHaKa H3Y9IEeHBI KUCIIOTHBIC
CBOMCTBA KAaTAIM3aTOPOB M YCTAHOBJICHO OTIIMYHE B PAaCHpelelieHHe WX KUCIOTHBIX LIEHTPOB IO CHJIE W KOHIICH-
TpaImuy.

KiroueBble c1oBa: MeTaH, 3TaH, MPOIAH, apOMAaTHYECKHE YTJIEBOIOPOIBI, LIEOJIUT, KOHBEPCHUS, aKTUBHOCTH,
CEJIEKTUBHOCTH, CTAOMITBHOCTD

Brenenue. Co3ganre HOBBIX KaTalIM3aTOPOB M pa3pabOTKa TEXHOJOTHI C MX HCIIOJIB30BAHUEM JIJIs
MOJTyYeHUS [IEHHBIX XUMHUYECKUX MPOAYKTOB M3 MPHUPOIHOTO W MOMYTHBIX HE(TSHBIX Ta3oB, NIMPOKOU
(dpaknuy JIETKUX YTJIEBOIOPOAOB M OTXOIANINX HE(TE3aBOJICKHX Ta30B SBISCTCS OJHUM W3 OCHOBHBIX
HaIpaBJICHUM Pa3BUTHS COBPEMEHHOH Tra3orepepaboTKu U Ta30xXuMUU. OCHOBHBIMA KOMITOHEHTaMHU
YKa3aHHBIX BHJIOB YTJCBOJOPOJHOTO CHIPhS SIBJISIOTCS HU3KOMOJICKYJISPHBIC Mapa(uHbl, KOTOPHIC B
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HACTOsIIIee BPeMsl HE HAXOJAT KBATH(PHUIIMPOBAHHOTO MPUMEHEHHS W3-3a BBICOKOW TEPMOJMHAMHUECKON
YCTOMYMBOCTH MX MOJICKYJI H HCHOJB3YIOTCS B KAYECTBE XUMHUECKOTO ChIPhSI JIUIIb B HEOOIBIIOM YHCIIE
TEXHOJIOTHYECKHX TIPOLIECCOB. Bce MpOMBINIIICHHBIE TPOLECCH TONYyYEHHsI MPOAYKTOB HE(PTEXUMUU-
YEeCKOr0 CHMHTE3a U3 MOIMYTHBIX U CKMKCHHBIX HE(TSIHBIX T'a30B XapaKTEPU3YIOTCS BBICOKUMH SHEPTETH-
YeCKUMH M MaTepHalbHbIMH 3aTpaTamu. OHH CIIOKHBI H, 3a4acTyl0, MallOpPCHTAOEIbHbI BCIICCTBHE
0OJIBIIIOr0 KOJMMYECTBA CTAJMA W HHU3KOTO BBIXOJA IeneBoro mpoaykra. OJHUM W3 TEpPCIEeKTUBHBIX
HaPaBJICHUI KCIOJIB30BaHUS ra3000pa3HBIX YTIICBOJIOPOJIOB SBJISCTCS MOJYUYCHUE U3 HUX apOMaTUYeC-
KUX COCJMHCHWH B TMPHCYTCTBHHM KATATU3aTOPOB. IJTO JOBOJBHO CIOXHBIA Mpolecc M I €ro
OCYIIECTBJICHUS HEOOXOIUMO HCIIONB30BaTh KaTadu3aTophl, oOyamaronie Ou(YHKITNOHATEHBIMHU
CBOﬁCTBaMH, Cp€au KOTOPBIX MOBBIIIICHHBIN HWHTEPEC BBISBIBAIOT BBICOKOKPEMHCE3CMHBIC HCOJUTHI TUIIA
ZSM-5, MOAU(UIIMPOBAHHBIC AKTUBHBIMH METAJUITMYECKUMHU KomrmoHeHTamu [1-5]. CoderaHue B HUX
VHHKAIbHBIX CTPYKTYPHBIX M KHCJIOTHBIX CBOWCTB TCHTACHJIOB C JACTHIPUPYIONIEH CIOCOOHOCTHIO
IMPOMOTHUPYIOIIUX MCTAJIJIOB IO3BOJIACT IMOJIYy4YaTh C BBICOKOH CEJIEKTUBHOCTBLIO JIETKUE apoMaTU4YCCKUEC
YIIEBOIOPOMBI [6-9]. ApoMaTH3aIis HU3KOMOJCKYJISIPHBIX Mapa(uHOB MO3BOJSET PEIIUThH JBE Ba)KHBIC
3aa4d — TMOJyYCHHE JOMOJHHUTEIBHOTO KOJIUYECTBA BBICOKOOKTAHOBBIX KOMITOHEHTOB MOTOPHOTO
TOIJIMBA M WHIUBUYaTbHBIX apOMAaTHYECKUX YTIICBOJOPOIOB /Il HEPTEXUMHICCKOTO CHHTE3a, a TAKKe
BOBJICUCHHE B XUMHUYECKYIO NepepabOTKy IMOMYTHBIX HE(TSIHBIX ra30B, YTO MPHUBEIET K CYIIECTBEHHYIO
VIIYYIICHHIO DKOJOTMYECKO 00CTaHOBKM B paiioHax He(TerazomoObuu. B naHHO!N cTaThe MpUBOIATCS
pe3yibTaThl MO0 W3YYCHHI0 3aKOHOMEPHOCTEH MpeBpamleHus HHAMBUAyaIbHBIX ankaHoB C-C; B
apoOMaTUYCCKUC YTJICBOAOPOAbI HA MOI{I/I(l)I/IHI/IpOBaHHI)IX HCOJIUTCOACPKAIINX KaTaln3aTopax.

3KC]’[epHMeHTaJ’IbHaH 4acTb

[IpuroroBienne MOIUGHUIMPOBAHHBIX [EOTUTCOAEPIKANINX KaTann3atopoB S5%Mo-2%Zn/ZSM-
5/A1,0; (KIIM-16) u 5%Mo-2%La/ZSM-5/A1,0; (KIIM-19) npoBomuin METOIOM MPOIHUTKHA CMECH
LEOINTa ¥ THAPOKCHAA ATIOMUHHS BOIHBIMH PacTBOpaMHM COJIeH LWMHKA, MOMMOIeHa U jJaHTaHa. [locme
(bopMOBaHHs KaTaaM3aTOPOB MPOBOIMIACKH CYIIKA WX rpany. npH temrepatype 150 °C B Teuenue 12 4 u
npokanuBanue mpu 550 °C B Teuenue 6 4.

UccnenoBanne KaTalTUTHYECKOH aKTHBHOCTH W CTaOWJIBHOCTH IONYYEHHBIX LEOIUTCOACPIKAIINX
KaTaJnu3aTOPOB OCYILIECTBISUIM B MPOLIECCaX MPEBpAIICHUs] METaHa, 3TaHa M MpoIlaHa B apOMaTHYECKHE
yriIeBoopoasl (ApY).

HeoxucnurenbHyl0 KOHBEpPCHIO MeTaHa (CTemeHb YUCTOTH 99,99% 006.) mpoBOAWIN B YCTaHOBKE
npoTouHoro tuma npu temmeparype 750 °C u atmocdepHom napiaenun. O6pasen karaauzaropa (V = 1,0
cM’) MOMEIIAIN B TPyOUaThIii peakTop, BBITOIHEHHBIN U3 KBAPLIEBOro CTeKna, auamerpoM 12 mm. Ilepen
HAyajJoOM peakM{ Karalu3arop HarpeBaid B Toke renus 10 750 °C, BblIepKUBadd IPH OTOM
Temneparype B TeueHre 20 MUH, [OCJe Yero HauyMHAIM M0JaBaTh METaH ¢ 00beMHON ckopocThio 1000 1~

[IpoxyKkTsl peakuMy aHaJIM3UPOBANM METONOM Ta30BOH Xxpomarorpaduu, MogpoOHOE OmHcaHue
METO/IMKY TIPOBEJICHHUS SKCIIEPUMEHTOB MPHUBEICHO B padore [10].

UcnplTanust KaTanu3aTOpoB B Ipoleccax MpeBpalleHus dTaHa (CTerneHb 4nucToTel 99,84% 00.) u
nponaHa (cTeneHb YUcToThl 99,95% 00.) mpoBOAMIM B YCTaHOBKE MPOTOYHOTO THIA C HEMOJBM)KHBIM
coeM katammsatopa (V = 3 cM’) mpu arMocdepHOM daBieHHH, Temmeparype peakuun 450-650 °C u
00BEMHO# CKOPOCTH TIOJaYH MCXOTHOTO ChIphs 500 u ', TIPOAyKTH peaKiMy aHAIM3HPOBAIM METOIOM
KX c wucnonp3oBanueM xpomatorpada «Xpomardk-Kpucramn 5000.2». [lns ompeneneHus cocrasa
XKUAKOHW a3kl HCIOIH30BaATH KamWuIIpHyto kKoinoHky BP-1 PONA (100 m x 0,25 MM x 0,5 MkM), a mis
ompejeseHusT cocTaBa ra3oBod ¢asel — xanwuisipayo GS-Gas-Pro (60 M x 0,32 MM) ¥ HaOMBHYIO
Carbosieve S-1I (4 M x 2 MM, 60/80 Melir) KOJOHKH.

Jns  OHeHKM KaTaJUTUYECKOH aKTUBHOCTH HCCIELYyEeMBIX 00pa3loB ONpPEAesUIM  CTENeHb
IPEBPALICHUS HUCXOJHOIO YITIEBOJOPOJHOIO CHIPbS, & TAKKE PACCUUTBHIBANIN BBIXOJ U CEICKTHUBHOCTH
00pa3zoBaHMs Ta3000pa3HBIX U KUAKHUX MIPOAYKTOB PEAKIHH.

KucnorHeie cBOHCTBa IEOJIMTCOAEPKAILMX KATaJM3aTOPOB HCCIENOBAIM METOAOM TEPMOIIPOT-
pammupoBanHoi necopouun (TI1/]) ammuaka mo MeToauke, onmrcanHoi B padore [11]. Cuily KUCIOTHBIX
[EHTPOB KAaTalu3aToOpoB OIEHUBAIM [0 TEMIIEpaTypHBIM MaKCHUMyMaM Ha TepMOJECOPOLNOHHBIX
KPHUBBIX, a2 MX KOHLEHTPAIMIO ONpPEAesUTM MO KOJMYECTBY aMMHaKa, JIeCOpOMPYIOIIErocsi B MOMEHT
¢uKcauny 1ecOpOLMOHHBIX MKOB, U BBIPAXaJIl B MKMOJISIX Ha | T Katanu3aTopa.
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PesyabTaTsl 1 uxX 00cy:KIeHHe

YTIeBOOpOAHBI COCTaB WCXOJHOM Ta30BOM CMECH OKa3blBaeT CYIIECTBEHHOE BIHMSHHE Ha
MoKa3aTeNnu Tpolecca € NMpEeBpalleHUs] B apOMAaTUYECKHE COECOUHEHHA. B CBA3M ¢ 3TUM INpoBeneHBI
WCCIIEJIOBAHUS TI0 W3YyYEHHUIO 3aKOHOMEPHOCTEH NpeBpalleHus] WHAWBHIYATHBIX KOMIIOHEHTOB OJTOW
ra3o00pa3HOi cMecH Ha IeoiuTcoaepxkanux katanmmzaropax KIIM-16 u KIIM-19.

UccnenoBanuss BIUSHHUSA XHMHYECKOTO COCTaBa IONYyYEHHBIX OOpa3loB Ha WX KaTaJUTUYEeCKUE
CBOWCTBa B IMpOIleCCe HEOKUCIUTENHFHOW KOHBEPCHHM METaHa MOKa3ajH, YTO HAamOOINBIIEeH aKTHBHOCTHIO
obnanaer karamuzatop KIIM-19, comepikammii B cBoeM cocTaBe MOJHUOJEH W JIaHTaH. MakcuManbHas
kouBepcus (10,2%) Ha HeM mocturaetcs 3a nepBbie 20 MUH paboThI Katanu3aropa (puc. la). B Teuenue
nepBeIX 60 MuH paboThl karamuszaropa KIIM-19 mabmomaercss HanOoiee pe3Koe CHIKCHHE KOHBEPCHH
METaHa, MOCJEe 4Yero CKopocTh €€ maneHus 3amemisercs. Kartamuzatop KIIM-16 mpossrser ropasno
MEHBIIYI0 aKTUBHOCTh B JaHHOM IIpoliecce. B mccieayeMoM BpeMEHHOM HHTEpBalle KOHBEPCUS METaHa
m3mensercss ot 4,9 (20 mmua) mo 0,9% (140 mmu). Hambompmiee KONMMYECTBO apOMaTHYECKHX
YIIE€BOAOPOI0B 00paszyeTcsa Ha karanuzatope KIIM-19 (8,1%) B mepsbie 20 MuH pabOTHl KaTainuzaTopa
(puc. 10). 3a 60 MuH peakuuu HAONIOJAETCS PE3KOE CHIKCHHWE KOHICHTPALMH apOMaTHYECKHX
yraeBonoponoB (mo 2,9%) B mpoayKTax, a 3aTeM CKOPOCTh CHIDKEHHS 0Opa3oBaHUs apoOMaTHUECKHX
yriaeBomoponoB 3amemsiercs. Ha karammszarope KIIM-16  oOpa3yercs CyImIeCTBEHHO MEHBIIE
apoMaTHUYECKUX YTIEBOJOPOJOB — MAaKCHUMaJbHBI HMX BBIXOJ cocTaBisieT okoio 4% 3a 20 MuH ero

paboTEHI.
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Pucynoxk 1 - I3MeHeHne KOHBepCcHH (a) U BBIXO/Ia apOMATHYECKUX YIIIEBOAOPOAOB ()
O BpeMeHeM paboTHI KaTaIH3aTOPOB B MpoLecce peBpateHns Mertana mpu 750 °C i 1000 o

Ha puc. 2 npuBeieHbI CpaBHUTENBHBIE XapaKTEPUCTUKH aKTUBHOCTH U CEJIEKTUBHOCTH HCCIIETYEMBIX
KaTajqu3aTopoB B MPOIlECCe apoOMaTH3allid dTaHa Tpu Temieparype peakinuun 650 °C u oObeMHOU
CKOPOCTH TIofauH chIpbs 500 u . BigHO, uTo HamGonbIeii aKTHBHOCTBIO B JJAHHOM HpOLecce 06IaaaeT
karanmmuzatop KIIM-16 — koHBepcus 3TaHa M BBIXOJ apOMAaTHYECKHX YIJIEBOJIOPOIOB Ha HEM COCTABIISAIOT
cooTBeTcTBeHHO 86,3 u 15,5%. Karanuzarop KIIM-19 nposiBisier 6onee HU3KYI0 aKTUBHOCTH B IpoLiEcce
MIpEeBpaIlleHus] 3TaHa B apOMaTHYECKHE YIJIEBOJOPOJbI — KOHBEPCHS ITaHAa HAa HEM COCTABIISIET BCETrO
33,5%, a BBIXOJl apOMAaTUYECKUX YIIIEBOIOPOAoB — 8,3%, 9TO COOTBETCTBEHHO B 2,6 u 1,9 pa3 MeHsIIe,
gyem i oOpasma KIIM-16.
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Pucynok 2 - OcHOBHBIE ITOKa3aTeIH Mpoliecca apoMaTH3alMK dTaHa Ha lieonuTcoaepkamux karanuzaropax (T = 650 °C)

JlaHHbBIE TTO U3MEHEHHIO CTETIeHN MPEeBpalleHHs] ITaHa M BbIX0Jla apOMAaTHYECKUX YIIIEBOIOPOIOB CO
BpeMeHeM paboThl HcCIeyeMbIX KaTaau3aTopoB MPeICTaBICHbl Ha puc. 3. BuaHo, 4TO KOHBEpcHs ITaHa
W BBIXOJI apOMAaTHYECKHX VYTIIeBOMOpoMoB B TedeHne 240 muH pabotbl karammzaropa KIIM-19
M3MCHSIOTCS HE3HAYWTENHFHO, B TO BpeMs Kak mia oOpasma KIIM-16 HaOmromaercss TpakTHIECKH
JMHEWHOe CHI)KEHHE KaK KOHBEPCHH 3TaHa, TaK M BBIXOJA apOMATHYECKUX YTIIEBOJAOPOJOB. ITO MOKHO
00BSICHUTH OOJIee HU3KOW NepBOHAYaIbHON aKTHBHOCTHIO oOpasna KIIM-19 B peakium apomaruzanuu
3TaHa, 4YTO U NPUBOJUT K INIABHOMY CHHMIKCHHUIO €r0 aKTUBHOCTH CO BPEMEHEM paboThI.
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Pucynok 3 - l3meHeHue KOHBepcHMHM (a) M BBIXOJA apOMATHYECKUX YIJIEBOAOponoB (0),

o0pa3yromuxcss Ha [EOMUTCOACPKANINX KaTalm3aTopax, CcO BpeMeHeM uX palboTel B Tpoliecce
npesparenus 3tana (T = 650 °C)

IIponan mnoaBepraercs KaTaIUTUYECKOMY NPEBPALICHUI0 B apOMaTHUYECKUE YTJICBOIOPOABI IPHU
Oojee HHU3KOW TeMIepaType IO CpPaBHEHHIO C 3TaHOM. Tak, 3aMeTHOe TMpeBpalleHHe IpolaHa Ha
HCCIIeMyeMbIX KaTain3aTopax HaunHaeTcs yxe npu 450 °C, a mpu temmieparype peakiuu 550 °C u BwIme
MPOUCXOAUT 00pa30BaHUE apOMATHUYECKHX YTJIEBOJOPOOB, COCTOSINUX MPEUMYIIECTBEHHO U3 OeH307a,
TOJIyOJla U KCHJIOJIOB, B HEOOJBIINX KOJWYECTBAX Takke 00pa3yroTcs ankmioeH30m1bl Co., HaTaANHH H

— g4 ——
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ankmiHadTanmuael (Tabdn. 1, puc. 4). [TobouHBIe TPOAYKTHI NMPEACTaBIEHB TA3000pa3HBIMH YTIIEBOIOPO-
JAMH — METAaHOM U ATAHOM, B HE3HAUNTEIHHOM KOJIHYIECTBE MPUCYTCTBYIOT Boopox 1 oieduHsl Cr-Cy, a
TaKXXe HelpeBpalleHHbIH mpornad. C pocTOM TeMIepaTyphl Mpoliecca MPOUCXOIUT yBEIHUCHHE CTECIICHH
MpEeBpalICHUs] poMaHa M BBIXOJa apoMaTH4ecKuX yriaeBomoponos. [Ipu temmeparype peakuuu 600 °C
KOHBEPCHS U BBIXOJl apOMAaTHYECKHX YIIeBOIOpoaoB Ha oOpasue KIIM-16 mocTuraror cOOTBETCTBEHHO
85 u 31,9%. Karammzatop KIIM-19 xapakTtepusyercs HeCKOIbKO Ooiiee BBHICOKOM OOIIEl aKTHBHOCTHIO
(oLeHMBaeMoO#l MO CTENEHHM NpeBpallleHUs] NpolaHa), HO TPH 3TOM OH MpOsBIsET Oojiee HUBKYIO
apOMaTHU3UPYIOUIYI0 aKTUBHOCTb.

Tabmuma 1 - [Tokasarenu nporecca apoMaTH3aIMHK Nporana Ha karanusaropax KIIM-16 u KIIM-19

CeneKTHBHOCTh 00pa30BaHus MIPOIYKTOB,
Karamuszarop T X, A, % mac,
°C % % H CH AnKkaHbl AnKeHbI A
2 4 Cz-CS Cz-C4 PEHBI

450 11 1,9 7,8 15,6 43,8 15,3 17,5
KIIM-16 500 33 5,9 6,9 21,8 42,5 10,8 18,0

550 80 29,8 4,2 20,4 32,7 5,4 37,3

600 85 31,9 3,9 26,8 32,9 3,2 33,2

450 17 0,9 1,9 18,8 60,3 13,4 5,6
KIIM-19 500 35 3,1 3,3 30,1 42,1 15,6 8,9

550 68 22,2 2,8 33,9 19,4 11,2 32,7

600 90 31,7 3,4 37,9 13,7 9,6 35,4

IIpumeuanue. T — Temneparypa; X — KOHBepcus; A — BBIXOJ apOMaTUYECKUX YIIIEBOJOPOIOB.

Ha puc. 4 mpuBeneHbl HaHHBIE IO COCTaBY JKUAKHUX TMPOAYKTOB IMpEBpalleHHs NpOTaHa Ha
HCCIIEyEMBIX IICONIMTCOJEPKAIINX KaTaju3aTopax. MOXXHO OTMETHTh, YTO Ha OOOMX KaTajau3aTopax
oOpa3yercss JOCTaTOYHO OOJBIIOE KOJIMYECTBO MOHOIIUKIMYSCKUX apPOMATHYECKHUX YIIJICBOJOPOIOB
(Oenzouma, ToNyona, KCHIJIONOB), CyMMapHasl JOJS KOTOPBIX B JKHIKOM MPOAYKTE NpeBbImaeT 65%.
3aMeTHO MeHbIIE HapTaIMHA W €ro MPOW3BOAHBIX TMOdydaeTcs Ha Katammsatope KIIM-19. Takum
00pasoM, BBeieHHE B cocTaB Mo-coep Kalux EOTUTHBIX KaTaau3aTopoB [IMHKA U JJAHTaHA MPUBOJIUT K
MOJTyYEHUIO 00Pa3IoB, OTIIMYAOIIAXCS 10 CBOUM KaTAIMTHIECKUM CBOMCTBAM.
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Pucynok 4 - CoctaB XUAKHX MIPOAYKTOB NMPEBPAILCHHUS IPONIaHa Ha HeonuTcoaepxkamux karamsaTopax (T = 600 °C)

Pesynbrarel mccnemoBaHus CTAOMIBLHOCTH pPa0OThI KAaTaIM3aTOPOB B MPOIECCE apoMaTH3aIUH
mpomnaHa npeacrasieHsl B Tabn. 2. s obpasna KIIM-16 Habnromaercst pe3skoe CHMKEHHE Kak OOIIei,
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TaKk U apoMaTU3UPYIOIIEH aKTHBHOCTU CO BpeMEHEM ero paboTsl. Tak, koHBepcus mpomaHa mocie 240
MUH paboThI KaTamm3aropa coctaBmia 33,0%, aro mouyrtu B 3 pa3a MeHbIIE, YeM B Hadaye Ipolecca, a
BBIXOJI ApOMAaTHYECKHX YIIIEBOJOPOJIOB yMEHbIIaeTca mouty B 4 pasa. Karanuzatop KIIM-19 npossiser
OTHOCUTENBHYIO CTa0MJIBHOCTD Pa0OTHl B TeUeHHE MepBbIX 120 MMH, a 3aTeM B T€UEHHUE MOCIETyFOIIIX
180 MuH paboThI MPOUCXOIUT CHIKEHHUE CTETIEHH MPEBPAILECHHUS UCXOIHOTO ChIpbs ¢ 78,3 1o 35,4%, B TO
BpEeMsl KaK CEJIEKTUBHOCTh OOpa30BaHMS apOMATHUYECKHX YITIEBOAOPONOB CHIPKAETCS HE3HAUYUTENIBHO —
Bcero Ha 3,3%.

Tabnuna 2 - 3sMeHeHHe KaTaTuTHYeCKUX CBOUCTB 00pasno KIIM-16 u KITM-19
B IPOILIECCE apOMaTH3aIliK IpornaHa co BpemereM ux pabotsl (T = 600 °C)

Bpewms peakuuu, MuH

Karamasatop 60 120 180 | 240 | 300
Konsepcus, %
KIIM-16 96,9 81,2 51,3 33,0 -
KIIM-19 87,7 78,3 65,8 53,4 42,9

Brixon ApY, %

KIIM-16 32,0 30,9 19,1 8,6 -

KIIM-19 30,5 26,9 17,7 15,4 13,3
CenextuBHocTh ApY, %

KIIM-16 33,0 38,0 37,2 26,1 —

KIIM-19 34,7 34,3 26,8 28,8 31,0

CpaBHEHHE peE3yIbTaTOB, IIOMYUYEHHBIX TP MCCICIOBAHUU TIPEBPAICHUS WHIUBUIYATBHBIX
ra3o00pa3HbIX YIJIEBOJOPOJOB Ha IeonuTcoepxamux katanuszaropax KIIM-16 u KIIM-19,
MOJITBEPIKIAET BHIBOJIBI O TOM, YTO YeM OOIIbIIe MOJEKYJISIpHAs Macca UCXOJHOTO alKaHa, TeM BEIIIE €ro
peaknuoHHAas CIIOCOOHOCTh W COOTBETCTBEHHO OoJibIlle 00pa3yercs TMpH ero KaTATHTHIECKOM
MIpEeBpAaIleHNH IIEJIEBOTO MPOAYKTa 332 OJIMH MPOX0oJ Chipbs [12, 13].

YuuteiBas Ou(yHKIIMOHAIEHYIO MPUPOAY HCCICTYEMBIX KAaTaIM3aTOPOB, 00YCIOBICHHYI) y4aCcTHEM
B peakIuu apoMaTu3anuu Hu3mmx ankaHoB C;-C; Kak MeTauicoAep KalluX akTHBHBIX IEHTPOB, TaK U
KHCIIOTHBIX I[EHTPOB BHICOKOKPEMHE3EMHOTO I[COJINTA, MPEACTABISIIO HHTEPEC UCCICAOBATh KUCIOTHEIE
XapaKTEPUCTUKU JAaHHBIX KATAIUTUYECKUX CHUCTeM. Pe3ynbTaThl HCCIeOBaHHS KHUCIOTHBIX CBONCTB
[EOMUTCOACPIKALINX KATaIN3aTOPOB IPEACTaBICHbI B Tabn. 3, W3 JaHHBIX KOTOPOH BHUIHO, YTO OHHU
MMEIOT JIBa THIA KHUCIOTHBIX IICHTPOB — CIa0ble M CHIIbHBIC, KOTOPBHIM COOTBETCTBYIOT TEMIICPATypPHEIC
MakcuMyMmbl fecopOruu ammuaka Tru Ty va TI-kpuBsix. Katanuzaropsr KITIM-16 u KIIM-19 conepxar
JTOCTATOYHO BBICOKOE KOJIMYECTBO KUCIOTHBIX IEHTPOB — COOTBETCTBEHHO 853 1 999 MKMOIIB/T, IPU 3TOM
IUIS 00OMX KaTaJM3aTOPOB XapaKTePHO CYIIECTBEHHOE MpeoOiamaHue cla0bIX KUCIOTHBIX IIEHTPOB. Jlis
oOpasia KIIM-16 koHieHTpalus ¢iiadbIX KHCIOTHBIX IIEHTPOB COCTABIISAET 732 MKMOJIB/T, OUCHb 0JIN3KOE
KOJIMYECTBO HU3KOTEMIIEPATYPHBIX IIEHTPOB COACpkUT U Katanu3arop KIIM-19 — 766 mxmons/T. B T0 ke
BpeMs KOHIICHTPAILHs CUJIBHBIX KUCIOTHBIX IEHTpoB it oopasma KIIM-16 ra 112 MKMONB/T MEHBIIIE,
yeMm mia karanuzatopa KIIM-19, a ux cuia 3HauMTeNbHO BbIIE. MOXHO TakXke OTMETHUTh, UTO CHUJIA
HU3KOTEMIICPATYPHBIX KHUCJIOTHBIX IIGHTPOB s oOpasna KIIM-16 cylnecTBEHHO BBINIE, YeM IS
karanuzaropa KIIM-19.

Ta6mmna 3 - Kucnorasre cBoiictsa karammzatopos KIIM-16 u KIIM-19

Taxe, C KonmeHTpanus, MKMOJIB/T
KaranuzaTop
T Ty G Cu Cs
KIIM-16 210 440 732 121 853
KIIM-19 175 420 766 233 999

[Mpumeuanne. T, T;; — TemnepaTypsl MaKCHMyMOB HU3KO- M BBICOKOTEMIIEPATYPHBIX ITHKOB HA TEPMOJECOPOIMOHHBIX

kpuBbIxX; C;, Cy 1 Cy — KOHIEHTPALUH CJIa0BIX M CHIIBHBIX IIEHTPOB U HX CyMMa, COOTBETCTBEHHO.
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Taxum 00pa3oM, UCCIIEAOBAHUS KHCIOTHBIX CBOMCTB LIEOJUTCOACPKALINX KaTAIN3aTOPOB MOKa3al,
YTO OHU OTIMYAIOTCS APYT OT Apyra PacHpeAeiIeHUEM U COOTHOIIEHHEM KHCIOTHBIX LEHTPOB PAa3IUYHON
npupoabl. Hanbosee cyniecTBeHHbIE OTIIMYHSL HAOMIOAAIOTCS B KOHIICHTPALUK BICOKOTEMIIEPATYPHBIX H
CHJIE KHCIJIOTHBIX HEHTPOB 000X TUMOB. OCOOEHHOCTH B COOTHOIICHUH CNA0BIX U CHUJIBHBIX KHCIOTHBIX
LEHTPOB HCCIENyEeMbIX OOpa3LOB CKa3bIBAIOTCSI Ha WX KaTAIMTHYECKUX CBOMCTBaxX B INpeBpaIlCHUH
ra3o00pa3HbIX YIJIEBOJOPOJOB B apOMAaTHYECKHUE YIJIEBOAOPOIbI, TaK KaK OINpPE/EeJICHHbIC aKTHBHBIC
LEHTPHl OTBETCTBEHHBI 32 MPOTEKAaHUE TOM MM NHOW XUMHUYECKON PEaKIIHH.

CyMMupysl TIONlyYCHHBIE PE3YJIbTaThbl, MOXHO OTMETHTb, YTO H3Y4YCHHBIC IICOJIUTCOACPIKAIIUE
KaTaJlu3aToOpbl MPOSBISIIOT OTHOCUTENIBHO BBICOKYIO AaKTMBHOCTh M CTAaOMJIBHOCT B IIpolecce
apomatu3aiuu ankaHoB Ci-C;, u HauOonee 3(pHEKTHBHBIM B IPOLECCE HEOKUCIUTEILHOW KOHBEPCHUU
MeTaHa ABJSIETCS LEOTUTCOAEPKAIIMKA KaTaau3aTop ¢ J00aBKOH MoIMOAeHa M JaHTaHa, a B Mpolecce
apoMaru3allMd 3TaHa W IpONaHa — KaTalau3arop, colepxaummid moinubaeH u nuHK. [lokasarenn
3 PEKTHBHOCTH TIpollecca apoOMaTH3alMK Ta3000pa3HBIX  YIJIEBOJOPOJIOB HA  IIEOJUTCOAEPIKAIINX
KaTanu3aTopax 3HAuYUTEJIbHO TOBBIIIAIOTCS NMPH NMEpeXoie OT METaHa K MpoIaHy, MpU 3TOM C POCTOM
MOJIEKYJISIPHOH Macchl HPEAETIbHOrO YIIeBOAOPONA CHMKAETCS TeMIlepaTypa Hadajga oOpa3oBaHHS U
JOCTIPKECHHUS MaKCHUMaJIbHO BO3MOXHOT'O KOJIMYECTBA LIEJIEBOr0 MPOLYKTA.

Hcrounnk  ¢uuancupoBanusi wucciaegoBanuii. Pabora BbINONHEHA TIPH  YaCTHYHOM
¢uHaHCHpOBaHWN B paMmkax mpoektoB 218/I'®4 «HoBas TexHONOrus mnonydeHwsl ONEe(UHOBBIX U
apOMAaTUYECKUX YIJICBOJOPOAOB U3 CEPOCOIEPM AILIMX IMOIyTHOTO U CXKMXEHHOTO HE(TSHOro razos» u
220/T®4 «KomriekcHass 0e30TXOIHAsl KaTaJUTHYeCKas mepepaboTKa TsOKeNblXx ¢pakuuii HedTu B
MOTOpHBIE TOIUIMBA M apoMaThueckue coenuHeHus» Komwurera Haykum MunHmcTepcTBa 00pa3oBaHHS U
Hayku PecrryOnmka Kazaxcran.
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A. B. BOCMepHK0B2 ,b.T. TyKTnHl, JI. H.
Bocmepuxosa’, H. H. Hyprammues', JI. JI. Kopoounsina®

J.B. Cokonbckuil aTeIHIAFEI JKaHAPMal, KaTaIH3 XoHE AeKTpoxuMust HHCTHTYTH AK, Anvatsl, Ka3akcTan;
’PFA CB Mysait xumusichl mHCTHTYTHI, ToMcK, Peceit
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KOMIPCYTEKTEPIIH O3I'EPICKE ¥IIBIPAYbI

AnHotanusi. Mo, Zn u La-MeH MoanHUUMpIIeHTeH LEOJUTKYpaM/bl KaTalu3aTopiap KaTbIChIHAAZ TOMEH
MOJICKYJTAJIbl aTKaHIApIBIH apOMATThl KOMIPCYTEKTepre KOHBEPCHSCHI 3ePTTEINIHII JKOHE OJIap.IbIH Je3aKTHBALHSFa
TYPaKTBUIBIFBl AHBIKTAJBI. 3epPTTEIIHI€H MPOLECTe ANbIHFAH KaTaJIW3aTOpJIapJblH aKTHBTUIIN MEH TYPaKTBUIBIK
IraMaiapsl dpTyp:i OONABI, COHBIMEH KaTap IPOLECTIH KOPCETKIMTEP] peakusiaa KOIIaHbUIFaH KaJBIITEl KOMIipCy-
TEKTIH MOJIEKYJIaJIBIK MacCcachlHa Toyeni 0omaapl. AMMHAKTHIH TepMoaecopOuus 6armapiamMachl apKeIIbl KaTaau3a-
TOPJIAPAbIH KBIIIKBUIABIK KAaCHETTepl 3epPTTENHAl XKOHE JIe OJIapAbIH KBIIKBUIIBIK OPTAJbIKTApBIHBIH KYLI MEH
KOHLIEHTPALUSICHIHBIH 06JIIHY1HIH epeKIIeNiri aHbIKTalIb.
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