T'OPEHUE H II/TASBMOXUMHA, 2016, mom 14, Ne 1, c. 73-79

YK 541.126.13:665.26:665.658:62

INEPEPABOTKA MOJIEJIBHBIX C; —-Cy4 - AJIKAHOB
HA HEOJIUTCOAEPKAIIINX KATAJIM3ATOPAX

A.A. Omaposa, A.C.’Kanakosa, I[1.3unaxan
Kazaxckuit HarmonansHbI# yHUBepcuTeT MMEHN anb-Dapadu, Pecnybimka Kazaxcran,
Anmartsl, nip. ans-®apadu, 71, aika_03_79@mail.ru

AHHOTANUA

Huns riryOokoit mepepaboTku HE(TH C IENBI0 MIPOM3BOJCTBA BBICOKOOKTAHOBOIO OCH3MHA peEIIaromiee
3HAQUYEHHE MMEET KATAIUTUYECKUH KPEKHHT, MO3BOJIAIOIINN U3 Pa3sHOOOPAa3HOTO TSHKENIOTO CBHIPhS IMOTY-
YaTh BBHICOKOOKTAHOBBIC OCH3WHBI, CHIPbE AT HE(PTEXMMMH, MPOMU3BOJACTBA TEXHUYECKOTO YITIEpoJa H
kokca. [lapaduHb!l SBISIOTCS OCHOBHBIM KOMIIOHEHTOM MHOTHX (ppakumii Hedti. OHM OTHOCSTCS K TEp-
MHYECKH U TEPMOJUHAMHUYECKH CTAOMIBHBIM OPTaHWYECKUM COEIMHEHMIM. Paciienienne nx Ha KaTajn-
3aTOpax UMEET BBICOKYIO SHEPIUIO aKTHBAIWH, CIECJOBATEIbHO, UIET CO 3HAYUTEIBLHON CKOPOCTHIO TOJb-
KO TIpH MOBBIIICHHBIX TemriepaTypax. [IpeBpaiienns napaduHOBBIX YIiIeBOIOPOAOB HauboJee MOJHO Xa-
PaKTepU3yIOT yCIOBUsI pEaKIMU KPEKUHTa U TOPTOMY B UCCIICIOBAHHUSAX UM YICISIOTCS 0OJbLIOE BHUMA-
nue. OnpenelieHre NEPBUYHBIX MPOIYKTOB KPEKUHIA JaXke MPOCTBIX HU3KOMOJIEKYJISAPHBIX NapaduHOB
CJIO)KHO W3-3a OBICTPBIX BTOPUYHBIX IpeBpalieHui oOpasyromuxcs oneduHoB. B naHHON pabore Ha
npumepe MoaenbHbIX Cg —Ci4 —aNKaHOB paccMaTpUBACTCA BIMSHUE ATUHBI MOJICKYJISIPHOM IIETIOUKH Ha
CTEIICHb KOHBEPCHU U COCTaB 00pa3yIOIUXCsl COSANHEHUH B mporiecce 0e3BOJOPOIHON nepepaboTKu Ha
La-Zn-Co/ Al,O3+ZSM kartanu3zatope. AHaIN3 MONYYCHHBIX PE3yJbTATOB MOKA3bIBAET, YTO B PABHBIX
ycnoBusix crenenb koasepcun Cq-Cyy — yrimeBomoponos MeHsiercst B psany (%) : rexcas (85,0) > terpane-
kaH (73,4) > okran (60,5). BeposTHO, 3TO CBSI3aHO C TeM, YTO B 3aBUCHMOCTH OT JJIMHBI MOJICKYJISIPHOU
LIETIOYKH aJIKaHOB MEHACTCS MX aJCOPOIMOHHAs CIIOCOOHOCTD 3a CHET pa3iIndHoN sHepruu csazeit C-C u
BO3MOKHOCTH Gonbmioro 4ucia paspeioB C-C, C-H — caseii u nepememenus CHy, — rpynn u ap.
CTpyKTypa 1 cOCTaB MPOAYKTOB, 0Opa3yromiuxcs npu nepepadotke Cg-Cyy H-aTKAHOB, CBUICTCIHLCTBYIOT
0 pasButud Ha Katamuzatope La-Zn-Co/ Al,03+ZSM HeckonbKHX HampaBieHHi mpeBpaiieHus mnapadu-
HOB. Ha pa3paboTaHHBIX MOIU(PHIMPOBAHHBIX LIEOTUTCOAEPKAIINX KaTaJIH3aTopax OAHOBPEMEHHO U Ma-
paIETbHO MPOTEKAeT HECKONBKO Peakluil: KPeKUHT, NeTHAPHUPOBAHNE, H30MEpU3aLUs, NEeTUAPOIUKIN-
3anus, ankunupoBanue. C pocToM TeMIepaTyphl IIpolecca CKOPOCTh ITHX PeaKINid 3HAYUTEIBHO BO3pac-
TaeT HEe3aBHCUMO OT JJIMHBI MOJIEKYIAPHOHN IEMOYKH ankaHa. KpekuHr U JeTHAPUpOBAaHUE HCXOIHBIX
AJIKAHOB TPOMCXOAAT ¢ 00pa30BaHHEM IPOMEKYTOUHBIX AKTHBHPOBAHHBIX KOMIUIEKCOB C ITOHM)KCHHBIM
CoJiep)KaHMeM aTOMOB yIJiepoja U aJICOPOMPOBAaHHBIX OJIE(HHOBBIX CTPYKTYp. B nanmbHeiimeM B 3aBH-
CHUMOCTH OT IPHPObI AKTHBHOTO IIEHTpa KaTaJIM3aTopa pa3BUBAIOTCS PAa3IMYHbIC HAIIPaBJICHHS IpEeBpa-
IIEHHS C y9aCTHEM IIPOMEKYTOUHBIX AaKTHBHPOBAHHBIX KOMIIIEKCOB.

KioueBble ci10Ba: 1eoIUTCONEPIKAIINI KaTalu-
3aTop, 0e3BOJIOPOIHAS TTepepadoTKa, KPEKUHT

BBenenune

B nanHoii pabore Ha npuMepe MOJEITBHBIX
Cg —C14 —aJIKaHOB PaCCMOTPEHO BIIMSHUE JJIUHBI
MOJICKYJIIPHOM IIENOYKH Ha CTETICHh KOHBEPCUH U
cocTaB 00pa3yroIIMXCS COCIUHEHHN B IpPOIECCe
Oe3BogoponHoii mepepabotkn Ha La-Zn-Co/
Al,O3+ZSM xaranuzarope. [TokazaHno, 4to B 3a-
BHCHMOCTH OT MOJICKYJISIPHOW MacChl H-aJKaHOB
CTENEHb KOHBEPCUU MEHSETCS B pAMLy: TeKcaH >
Terpagekan > okrTaH. [IpeBpamenus Cg —Cyy —
QIKaHOB B OTCYTCTBHE BOJOpOJaA COMPOBOXKIA-
FOTCSI 00pa30BaHUEM Ta3000pa3HBIX YTIEBOIOPO-
noB C1-C4 u xunkux Cs-C, — ankaHoB, 0e(prHOB,
apoMaTHUYECKUX M HA(TEHOBBIX YIJICBOIOPOJIOB.

OnpenenerHsl ONTUMANBHBIE YCIOBHSI TPOBEACHUS
IIPOLIECCOB IIPEBPALLEHHUS YTIEBOAOPOIOB.

Pacmmpenune morpeOHOCTH TIepepabaThI-
BAIOUIC MPOMBIIUIEHHOCTH B ChIpb€ U HU3KHUE
TEMITBI OTKPBITHSI HOBBIX HE(TSHBIX MECTOPOXK/Ie-
HUH TPUBJIEKAIOT BHUMAHNE K KPEKUHTY TKENIO-
ro ceipbs [1].

Baxmwnetineit 3anmaueit  Hedremepepabarhl-
BAIOLIEH MPOMBILIJIEHHOCTH HalleW CTpaHbl SBIIS-
eTcs yriyonenue nepepadorku Hedru [2,3]. s
rIyOOKOH mepepadoTKH HEPTH C LETbI0 MPOM3-
BOJICTBA BBICOKOOKTaHOBOT'O OCH3MHA peliaromiee
3HaYeHHE HMMEET KaTaIUTUYECKHH KPEKHHT, I10-
3BOJISTIONINHA U3 Pa3HOOOPAa3HOTO TSHKEIIOTO CHIPHS
MOJTy4aTh BBICOKOOKTAHOBBIE OCH3UHBI, CHIPhE IS
He(TEeXUMHH, TIPOU3BOJICTBA TEXHUYECKOTO YTJie-
poza u KOoKca.
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[Napadunbl ABISIOTCS OCHOBHBIM KOMIIO-
HEHTOM MHOTHX (ppakiuii HeTu. OHU OTHOCATCS
K TEPMHUYECKH U TEPMOJTUHAMHYECKN CTAOMITBHBIM
OpTaHWYEeCKUM coelrHeHus M. Pacmiernnenne wux
Ha KaTaJlu3aTopax UMEET BHICOKYIO SHEPTUIO aK-
TUBAIlUY, CIEIOBATEIILHO, UICT CO 3HAYUTEIBHOMN
CKOPOCTBIO TOJBKO TIPH TOBBIMIEHHBIX TeMIIepa-
Typax. [lpeBpamennss mapaUHOBBIX YTJIEBOAO-
POIIOB HamOOJIEe MOJIHO XaPaKTEPU3YIOT YCIOBUS
peakiuu KpeKWHra W TO3TOMY B WCCIICOBAHUSAX
UM yzaensieTcs: Oonpiioe BHUMaHue. OnpeneneHue
MEPBUYHBIX MPOIYKTOB KPEKUHTa JaXe MPOCTHIX
HU3KOMOJICKYJISIPHBIX TapaUHOB CIOXKHO H3-3a
OBICTPBIX BTOPHYHBIX TIpeBpalieHuil o00pa3yro-
IUXCS OJICUHOB,

B nannoii pabore Ha mpuMepe MOJCTBHBIX
Cs —C14 —JIKAHOB  paccMaTpPUBACTCSl  BIUSHUE
JUTMHBI MOJIEKYJISIPHOW IIETIOYKH Ha CTETIeHb KOH-
BEPCUM M COCTaB OOpPAa3yIOUIUXCS COCIUHCHHIA B
mporiecce 0e3BoOpoaHON mepepaboTku Ha La-
Zn-Co/ Al,03+ZSM karanu3zarope.

BKCHepI/IMeHTaJIbHaﬂ 4acTb

Heonurconepskammii  La-Co-Zn /Al,O3 -
KaTajau3aTop CHHTE3MpPOBaH Ha ocHoBe H-(opmbl
neonuta ZSM-5. KaranuzaTop mpuroToBineH Me-
togoM mporutku Al,O3+ZSM—kommosunuu Bo-
JIOPaCTBOPUMBIMH COJIIMHU JIaHTaHa, KOOANbTa |
uaka. Cootromienue AlyOz @ ZSM paBro 7 : 3,
MOAYJb Heonuta = 35,5; cogep:kaHue npumecei B
neoaute He mpessimano  (%):  Ni<0,0001,
Cr<0,0005, Ti<0,05, Pb<0,0005, Fe,03<0,1,
Mg0<0,1, Mn<0,001. KpucTammu4HOCTh 1Ie0InTa
92 - 93%.

KaranuzaTop MCHBITBIBAIM B MPOIECCE TIe-
pepabotku Cg-C14 — napamHOB B IPOTOYHOH yC-
TaHOBKE B HHEPTHOI1 atMocdepe (aproH) B HHTEP-

Bae Temmeparyp 300-500°C, nmanemmm =
0,IMIIa, ckopocTh moaaum chipbs 1,54,

AHanu3 UCXOAHBIX M OOpa3yIOMIMXCS CO-
eIMHEHUH OCYIICCTBISUIH  XpoMmaTorpadudyecku
Ha npudope «XPOMATEK-KPUCTAJUI». Hus
HCCIIEIOBaHUSl CTPYKTYPBI U COCTOSIHUS TTOBEPX-
HOCTH KAaTallu3aTOpPOB OBUI MPHUMEHEH  METOJ
JIIEKTPOHHOM MUKpOCKomuH [4-6].

Iosepxuocts Al,O3+ZSM  (SiO/AlL0; =
35.5) xoMmo3unuH, W3MEpeHHas MeTogoM bOT,
paBHa 338,3 CMZ/F, obweM mop = 0,39 mi/r, mpe-
obmaznaroT nopsl ¢ Ae=1,0 HM 1 d¢p~6,5-7,5 HM.
IMosepxuocts La-Zn-Co/ Al,03+ZSM katamusa-
Topa paBHa 267,0 M%/r, HMeeTcs [Ba THIIA IIOP C
dep=1,5-2,5 umM 1 6,0 HM. CyMMapHbIii 00beM IO
~224,23mI1/T.

Pe3yabTaTthl 1 ux o0cy:KaeHue

HccnenoBanus npeBpamieHuil yriaeBoaopo-
noB Ha karanmsatope La-Co-Zn /AlL,O; + ZSM
MOKa3alid, YTO CTENeHh KOHBEPCUHU YTIIEBOJOPO-
Jla ¥ COCTaB 00pa3yoIIUXCs COCIUHCHHIA B 3HAa-
YUTENFHOW CTETIeHH OMPENENIOTCS TeMIepaTy-
po¥ peakiuu.

W3 manHbIX, OpeacTaBiIeHHBIX B Tabmuie 1,
BHIHO, 4TO B HHTepBate 350-500°C cremens mpe-
BpallleHHs1 H-TeKcaHa Ha Karaiauzarope La-Zn-Co/
Al,O3+ZSM pacrer ot 80,010 85,0 %.

[IpeBpamiennst H-TeKcaHa B OTCYTCTBHE BO-
JIOpOJIa COTPOBOXKIAIOTCS 00pa30OBaHUEM Ta3000-
passbix yriieBogopoaoB Ci-Cy u sxunkux Cs-C, —
aJIKaHOB, 0JIe()UHOB, aPOMATHUECKUX U Ha(TEeHO-
BBIX yriieBomopoaoB. C pocToM TeMmmepaTypsl OT
350 o 500°C BBIXOJI Ta3000pa3HBIX YTIIEBOIOPO-
noB mensiercst ot 17,0 mo 41,2 %, pu ogHOBpE-
MEHHOM CHW)KEHHUW KOJUYECTBA JKUAAKO(PAZHBIX
npoaykToB ot 82,3 1o 58,8 %.

Tabnuma 1 — BiausiHre TemriepaTypsl Ha TpOIEcC MpeBpaieHus H-rekcana Ha La-Zn-Co/ Al,03+ZSM xkata-

JIA3aTOpE

TpoaykThl, % 350°C | 400°C | 450°C | 500°C
> TlapadunoB 27,4 22,3 17,1 5,6
> 130-aKaHOB 23,1 24,2 23,6 30,0
> OnedunHoB 9,8 11,3 10,8 17,4
> ApoMaTHYeCKUX yriIeBOJA0POI0B 9,6 15,8 16,7 18,0
> HadhTeHOBBIX YTIIEBOAOPOIOB 10,1 10,5 14,9 14,0
Kongepcust 80,0 84,0 83,1 85,0
OKTaHOBOE YKCJIO 110 UCCIICI0BATEN. METOLY 86,1 86,1 91,3 92,3
OKTaHOBOE YHUCJIO TI0 MOTOPHOMY METOJTY 77,4 77,4 74,8 78,0
Brixo xkuaKoi hassl 82,3 70,5 68,5 58,8
ITpumeuanne - P=0,1MIla, V=1 ,Sq'l
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[Ipu G6e3BomopomHON TTepepadoTKe TeKcaHa
Ha La-Zn-Co/ Al,O3+ZSM - xaranusatope mpu
350°C B JKHIKOIT YaCTH KaTalH3aTa COLCPKATCA:
mapapuaoB — 27,4%, m3o-amkanoB -23,1%, oie-
¢uHOB — 9,8%, apOMaTHUYECKUX YTIICBOJIOPOJIOB -
9,6%, nadreHoBbix yriesogopogo — 10,1%.
[Ipu mogpeme Temrmeparypsl 10 500°C BbIxox H-
napaduHOB CYIIECTBEHHO MMOHIKAETCs — A0 5,6%.
OnmHako pacTeT KOJNHWYECTBO H30-aJKaHOB (10
30,0%), omedunoB (1o 17,4%), apoMaTuIecKux u
Ha(TeHOBBIX yraeBogopooB (mo 18,0 m 14,0 co-
OTBETCTBEHHO).

B TemmeparypHoM wuHTepBate 350-500°C
OKTaHOBOE YHCJIO JKHIKOTO KaTaiu3ara, oOpa-
3YIOIErocs MpH MepepadoTKe H-TeKCaHa MEHSET-
csa ot 86,1 mo 92,3 mo uccienoBaTeIbLCKOMY Me-
tony u ot 77,4 no 78,0 — o MOTOpPHOMY.

AXTUBHOCTD U CEIICKTHBHOCTh KaTaIU3aTo-
POB CBsI3aHa CO CTPYKTYpOW MOBEPXHOCTH, (hazo-
BBIM COCTABOM M COCTOSTHHEM MOJH(DUITUPYIOITIX
N00aBOK, H3MEHSIOIINXCS MO/ ACUCTBHEM TEeMIIe-
parypel.  Bbulo  TpOBEAEHO  AIEKTPOHHO-
MHUKPOCKOITUYECKOE HU3yUeHUE CTPYKTYPhl M CO-
CTOSIHUSI aKTUBHBIX IIEHTPOB Katanm3aropa La-Zn-
Co/ Al,03+ZSM. HccnemoBanusi TMO3BOIMINA yC-

TaHOBUTh, YTO HMEETCS HECKOJbKO THIIOB IIO-
BEPXHOCTHBIX CTPYKTYp, CYLICCTBEHHO pa3iiu-
YaIoMMXCs KaK O pa3Mepy, TaKk W 10 XUMHYe-
CKOMY COCTOSIHHIO KOMITOHEHTOB: NPEBaIHPYIOT
obmmpHbIe ckoruteHus yactun La,Oz ¢ d =15,0-
22,0 aM (puc. 1, a) U XJIONBEBUAHBIE CTPYKTYPHI,
o0pa3oBaHHbIE TUIOTHBIMH H TOJYHIPO3PaYHBIMU
gactumamu ¢ d ~20,0-30,0 uM, B cocTaB KOTOPHIX
BxozaT Al;3Co, 1 AlzLa (puc. 1, 6). ObHapyXeHbI
arperatbl ¢ d ~20,0uM, cocTosIINE U3 MOJYIPO-
spaunsix yactun CoSiO; m Cogpzla (puc. 1, B).
Kpome Toro, UMEIOTCS €IMHUYHBIE 0Opa30BaHUS
mwioTHbIX vacTtuil ¢ d = 30,0-40,0 M, uaeHTHDU-
1poBanbie Kak cMech C0,Si u ZNg75Al1 506 (pric.
1, r).

DIIEKTPOHHO-MUKPOCKOITUYECKUE HCCIIe-
JIOBaHWA aKTUBHBIX IIEHTPOB KaTamuzatopa La-
Zn-Co/ Al,03+ZSM cBUIETENBCTBYIOT, YTO UME-
€T MECTO CHJIbHOE B3aUMOEHCTBHE B cucTeMe La-
Zn-Co-Al,03-ZSM, compoBoxaaromieecs: BHEIpe-
HUEM JIaHTaHa, IIMHKa U K0oOajahbTa B KPUCTAJLIH-
gyeckue pemietkd Al,Oz- m neomura ZSM. Co-
rmacHo [7] crpykrypel THma Zng7sAli 506
Al3Co,4, AlsLa, Co,Si, MoryT pyHKIIHOHHPOBATH
KaK JIbIOUCOBCKUE KHCIIOTHBIC IICHTPBI.

Puc. 1 — DnekTpOHHO-MUKPOCKOIIMYECKUE CHUMKH
La-Zn-Co/ Al,03+ZSM —xkartanuzatopa. YBenuuenue 66 000

AKTHBHOCTb KHCIOTHBIX LHEHTPOB U JUC-
MEPCHOCTh METALIMYECKOTO KOMIIOHEHTa B II€0-
JTUTCOJEPKAIUX KaTaau3aTopax CYIIECTBEHHO
3aBUCAT OT TeMIeparypsl nporecca. Kak mokaza-
HO paHee [8-9] ¢ pocToM TemmepaTypbl MEHSIETCS
KOHIIEHTPAIUS MPOTOHOJOHOPHBIX TPYII B II€0-

JIUTaX U COOTHOIIEHHME KOHLEHTpaLuii OpeHcTe-
JIOBCKHUX U JIbIOCOBCKHX KUCJIOTHBIX IIEHTPOB.
Kpome Toro, kak ycranorieno B [10], me-
TalyIMdecKas COCTABISIONIAs KaTaau3aTopa, B
nanHoM ciyuyae La™ , Zn"™-u Co™-comepxarnue
CTPYKTYPBI, B 3aBUCHMOCTH OT TEMIIEPaTyphl MO-
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T'YT OBITh 3aKpPEIUICHB BHYTPH [IEOJUTHBIX TOJOC-
TE WIM Ha BHEIIHEN CTOPOHE KPUCTAJIOB LIEO-
nutoB. C pOCTOM TeMIIepaTyphl YacTUIIBI MeTall-
JYeCKOW (a3bl CKIIOHHBI YKPYITHITHCS U MEHSTh
3IIEKTPOHHOE COCTOSIHUE.

C 1eNbI0 BBHISBIICHUS BIMSHUS JUTUHBI MO-
JEKYJSIPHOW TETMOYKH ajKaHa Ha CTeNeHb ero
KOHBEPCHH M COCTaB 00pa3yIONIMXCsl COCAUHEHHUN
B Ipoliiecce OE3BOJOPOJHON IMepepadOoTKU ObLI
WCCIIE/IOBAH KPEKHHT OKTaHa W TeTpajekaHa Ha
karanusatope La-Zn-Co/ Al,05+ZSM.

W3 naHHBIX, PEICTaBICHHBIX B TaOIHIIE 2,
BHUJHO, YTO KOHBEpPCHUS OKTaHa pacTeT oT 22,8 1o
60,5% npu yBennueHun temmeparypsl ot 350 mo
500°C. B orux YCIIOBHSI BBIXOJ JKUIKOU (ha3bl

cHIkaeTcs oT 86,6 mo 64,0%. CoctaB KHUIKOTO
KaTajau3aTa CyIIECTBEHHO 3aBUCHUT OT TeMIIepaTy-
pBI IpoBeieHus nporiecca. [Ipy MOBBIIEHUH TEM-
nepatypsl ot 350 10 500°C cymmaproe Kommde-
CTBO 00pa3yroIIUX H30aJKaHOB MeHseTcs oT 5,0
1o 22,9%, onedunos ot 6,9 mo 22,3%. Conepxa-
HUE apOMaTHYECKHX M HA()TEHOBBIX YTICBOAOPO-
JIOB 3HAYHMTENILHO HUKE U KOJIeONeTcsl B peienax
1,5-7,6 u 1,0-4,0% COOTBETCTBEHHO.

OxTaHOBOE YHCIIO KaTalu3aTa, 00pa3yro-
merocs mpr 350°C, O MCCie0BATEIBCKOMY Me-
Tomy paBHO 96,4 mpu 500°C — 97,7, a o MoTop-
HOMY METOJY 3TH BEJIMYUHBI PAaBHBI COOTBETCT-
BenHo — 80,1 u 88,1

Tabmuima 2 — BiusiHue Temiiepatypbl Ha Ipoliece npeBparieHus H-oktana Ha La-Zn-Co/ Al,03+ZSM xara-

JHM3aTope

ITponykThl, %

350°C | 400°C | 450°C | 500°C

Y IMapaduHoB 8,4 12,1 115 3,7
> H30-a1KaHOB 50 6,3 15,4 22,9
> OneduHoB 6,9 59 17,7 22,3
> ApoMaTHYeCKUX YTICBOAOPOIOB 15 1,7 1,6 7,6
> HaTeHOBBIX YIII€BOIOPOAOB 1,0 13 1,7 4,0

Konaepcust

22,8 21,7 47,9 60,5

OKTaHOBOE YHCJIO 110 HCCJICA0BATCIbLCKOMY METOAY

96,4 98,2 97,0 97,7

OKTaHOBOE YHCIIO I10 MOTOPHOMY MCTOAY

80,1 79,4 87,5 88,1

Brixo xxuKoii ¢a3sl

86,6 79,2 67,3 64,0

[Ipumeganue - P=0,1MIla, V=l,5t{'1

Tabauua 3 — BausiHue TeMnepaTypsl Ha Iporece npeBpalieHus terpaaekana Ha La-Zn-Co/ Al,O3+ZSM ka-

TaJIU3aTope

[ponyktsl, %

350°C | 400°C | 450°C | 500°C

> TapaduaoB 30,9 12,9 10,5 9,2
> M30-ankaHoB 17,3 18,6 22,3 26,8
> OneduHOB 13,4 15,8 12,7 17,2

> ApoMaTHYeCcKHX YTIeBOIOPOLOB

7,9 8,5 9,0 11,3

> Ha(TeHOBBIX yTIIEBOIOPOJIOB

3,9 6,6 7,6 9,0

KouBepcus

73,4 62,4 | 62,1 75,4

OKTaHOBOE YHCIIO I10 HCCIICJ0BAT. MCTOAY

87,8 | 1009 | 91,2 90,4

OKTaHOBOE€ YHUCJIO 10 MOTOPHOMY METOLY

74,5 77,8 66,4 79,1

Brrxon sxujixoit a3sl

80,0 73,3 66,0 60,0

[Ipumeuanue - P=0,1MIla, V=1,54"

KonBepcus Terpangekana Ha KaTaiu3aTope
La-Zn-Co/ Al,03+ZSM skcTpeMabHO 3aBHCUT
OT TeMIIEpaTypHI Ipolecca: ¢ pocToM to, ot 350°C
110 400°C cHmkaeTcs oT 73,4 o 62,4 %, u 3ateM
pacrer nipu 500°C xo 75,4 %.

[NoBblieHWe TemmepaTypsl B HHTEpBaie
350- 500°C  cOmpOBOXKIAETCS MOHOTOHHBIM I1a-
JICHHEM CYMMAapHOTO BBIXOJIa JKHJIKHX MPOJYKTOB
ot 80,0 1o 60,0%; conepkaHre N30AIKAHOB, OJIE-
(MHOB, apoMaTH4YeCKUX M HA(PTEHOBBIX YIJICBO-

nopoaos pactet ot 17,3 mo 26,8 %, ot 13,4 no
17,2 %, ot 7,9 o 11,3 u ot 3,9 10 9,0 % cooTBeT-
cTBeHHO. Brixon H-mapadumHOB mamaer ot 30,9
(350°C) 110 9,2 % (500°C

OKTaHOBOE YMCIIO KaTallu3aTa, MoJyuYeHHO-
ro B TpoIecce KpeKuHra Tetpagekana mpu 350°C
U ONpEeAeNIeHHOE N0 MOTOPHOMY METOAY paBHO
74,5. C pocrom Temmepatyps 10 500°C ta Beu-
ypHa pocturaetr 79,1. CoOTBETCTBYIOIINE 3HAYEC-
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HUS, TIOJTyYeHHBIE 110 HCCIIEeI0BATEIECKOMY METO-
ny, coctaBisiroT 87,8 u 90,4 (Tabnuua 3).

AHanmmu3 pe3ynbTaToB, TIONYYCHHBIX MPH
n3ydeHnu Oe3Bomopoanoi mepepaboTku Ce-Cig—
yIIeBONOpOaOB Ha Karamuzatope La-Zn-Co/
Al,O3+ZSM, mokasai, 4TO CTENeHb KOHBEPCHH,
Ka4eCTBCHHBIH W KOJIMYECTBEHHBIN COcTaB oOpa-
3YIOIINXCS COEAMHEHUH CYIIECTBEHHO 3aBUCST OT
MOJIEKYJISIPHOH Macchl MCXOIHOTO ankaHa. B ka-
YecTBe NpUMEpa MOXHO PaccMOTPETh 3aKOHO-
MEpHOCTH TIPEBPAIIECHUA YTIEBOJOPOJIOB C pasz-
JMYHBIM MOJIEKYJISIPHONH Maccod Ha KaTaluzaTope
La-Zn-Co/ Al,05+ZSM mpu 500°, P=0,1MIla u
V=1,54"

AHanM3 TOJYYCHHBIX pe3yibTaToB ( Tao-
nunsl 1-3) moka3pIBaeT, YTO B PABHBIX YCIOBHUSAX
creneHb KoHBepcuu Cg-Cyy — yIIIEBOIOPOIOB Me-
usercs B pany (%): rexcan (85,0) > Terpaaexan
(73,4) > oxran (60,5)

BeposiTHO, 3TO CBsI3aHO C TeM, YTO B 3aBH-
CUMOCTH OT JJIMHBI MOJICKYJISIPHOW IEMOYKH aj-
KaHOB MEHSETCS UX aJICOPOIMOHHAs CITIOCOOHOCTh
3a cuer pasznuyHou sHepruu cBszeir C-C u BO3-
MOXKHOCTH OonbIioro grcna paspeiBoB C-C, C-H
— cBaseit u nepementenus C,Hy — rpynm u ap.

Breixon onepuHOB H3MEHSETCS IpPH Kpe-
KWHTE W TPEBPAICHUSX B CIEAYIOMIEH MOCIeno-
BaTenbHOCTH(%):

okTaH (22,3) > rekcan (17,4) = Terpanekan (17,2)

KonmuecTBo 00pa3yromuxcsi H30aJIKaHOB B
3aBUCHUMOCTH OT HMX MOJIEKYJISIPHOW Macchl CHH-
xaetcs B pny (%):

rekcas (30,0) > Terpanekas (26,8) > okran (22,9)

BbIX0J1 apoMaTHYeCKUX COSTUHCHUN TaKKe
3aBUCUT OT MOJ'IeKy.]'I;IpHOfI MacCChbl HCXOOHOTO
ankana (%):

rexcan (18,0) > rerpanekan (11,3) > okrasn (7,6)
3akil0ueHue

CtpykTypa ¥ cOCTaB NpPOAYKTOB, 00pa-
3yromuxcss npu nepepadborke Cg-Ci4 H-aJIKAHOB,
CBHIIETENILCTBYIOT O Pa3BUTUM Ha KaTajlu3aTope
La-Zn-Co/ Al,O3+ZSM Heckonb-KuX Hampasie-
HUI TpeBpamienus napaguHoB. Ha paspaboran-
HBIX MOJU(UIMPOBAHHBIX IIEOJIUTCOACPKAIINX

KaTaln3aTopax OJHOBPEMEHHO H MapaslieNIbHO
MMPOTEKAET HECKOJIbKO PEaKIUil: KPEKUHT, NETH]I-
PHUpOBaHUE, U30MEPU3AIHSI, JETUAPOIIUKITH3AIINS,
ankunupoBanue. C pOCTOM TeMIIEpPaTypbl MPo-
ecca CKOpOCTh 3TUX PEaKIUi 3HAUYUTEIHHO BO3-
pacTaeT HE3aBUCHUMO OT JUTUHBI MOJICKYJISPHOH
[ENOYKK ankaHa. KpekuHr w jeruapupoBaHue
HCXOJIHBIX aJKAHOB IMPOUCXOJIAT ¢ 00pa3oBaHHEM
MIPOMEKYTOYHBIX aKTUBUPOBAHHBIX KOMILIECKCOB C
MMOHWKEHHBIM COJIEPKaHUEM aTOMOB YTIIEpOJia W
a7CcoOpOMpOBaHHBIX  OJNE(UHOBBIX CTPYKTYp. B
JTAIBHEUIIIEM B 3aBUCHMOCTH OT MPHUPOIbI aKTHB-
HOTO IIEHTPa KaTajlu3aTopa pa3BUBAIOTCS pa3iiHy-
HbIC HANpaBIICHUS TPEBpAIICHUS C Y4acTHEeM
IMPOMEIKYTOYHBIX aKTUBUPOBAHHBIX KOMIIJICKCOB.
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Cs-C1s MOJIEJIZI AJTIKAHJIAPJBI HEOJTATKYPAMIBI KATAJIM3ATOPIA OHJIEY

A.A.OmapoBa, A.C.’KanakoBa, [1.3unaxan
on-®apabu areragarsr Kazak ¥YuarTeik yauBepcuteTi, Kazakcran PecmryOnukacsr,
Anmarsl, on-Dapabu nanrsutel, 71, aika_03_79@mail.ru

AHHOTAIUSA

KorapelokTanael O€H3WH OHAIPY MAaKCaTBIMEH MYHAWABl TEPEH OHJAEY YIIiH TYpIl ayblp KalgbIKTapaaH
JKOFapBIOKTAaHIBl OCH3WH ajdyFa MYMKIHAIK OepeTiH, MyHalXWMus IIUKI3aThl PETIHAE XOHE TEXHUKAIBIK
KOMIpTEK MEeH KOKC OHJIpICi YUIIH KaTaluTHUKAIBIK KPEKWHITIH MaHbI3bl oTe 30p. [lapaduuaep kenteHreH
MyHall (paKuusIapbIHBIH HETi3r1 KOMIIOHEHTTepi Oonbin TalObimanel. Onap OpraHUKabIK KOCBUIBICTapFa
TEPMUSUIBIK JKOHE TEPMOIMHAMMKAJBIK TYpayThl Oombin keneni. OnapablH KaTaau3aTopiapAa bIObIPAybl
KOFapbl DHEPrUsl aKTHBALMSIChIHA WeENleHE[i, CoWKeciHme, aWTapiblKTall >KbULOAMIBIKIICH TEK KOFaphbl
Temneparypaaa sxypeai. [lapaduuai kemipcyTekTepHiH aiHaTylapbl KPEKHHT YAEpici IIApThIH TOJBIK
CUNATTalAbl, COHIBIKTAH OJIApFa 3ePTTEy JKYMBICH Ke3iHJe YJIKeH MoH Oepimerni. KpexkwHrTiH OipiHmIimik
OHIMJIEpPIH aHBIKTAy TINTI KapamaiblM TOMEHMOIEKYNanbl MmapapuHaepae e aHbIKTay KHBIH, cebebi
SKIHIIUIIK eHiMaep onedunaep Te3 Tysiaemi. byn sxymbicta Cg-Cyq MOIENII aIKAHIAPBIH MOJICKYJIAIBIK
Ti30eriHiH y3bIHABIFBIHBIH La-Zn-Co/ Al,O; + ZSM karanusaTtopblHIa CYTEKCi3 OHJIEY IpOoIeciHie
KOHBEpCHsIIaHy Jopekeci MEH TY3UITeH eHiMAep KypamblHA ocepi KapacThIphUTFaH. AJIBIHFaH capanTrama
HOTHIKEJIepl MBIHAHBI KepceTeni, Oipaeit sxarnaiinarbl Cg-Ciy KOMIPCYTEKTEPIHIH KOHBEPCHUSIIAHY AdpEKeci
MbIHaal Karapaa e3repeni (%): rekcan (85,0) > Terpanekan (73,4) > okran (60,5). bankim, ankaHnapabiH
MOJIEKYJAJBIK, Ti30€K Y3BIHABIFbIHA OalIaHBICTHI OJIAPJBIH aJCcOPOIMsIIaHy KacHeTi e3repim OThIpabl, Oy
mblH MoHiHAE Typai C-C OaiinanbicTapabiy eceOiHeH skoHe C-C, C-H— OaiytaHbICTapBIHBIH KaIIBIKTHIFbI
caHbIHbIH koHe C Hy, —TtonrapsiHbIH aybicybl eceOiHeH xkypeli kiHe T.0. Cg-Cis H-anKaHIapibl OHIEY
Ke3iHAe TY3UIeTiH OHIMAepAiH KypaMbl MeH KypbUTbiMbl, La-Zn-Co/Al,O;+ZSM karanm3aTopbiHaa
napauHIIK afHATYIapAbIH JaMYbIHBIH OipHeIIe OaFrbITTapbIH IONENACH . CBHIASTEILCTBYIOT O Pa3BUTHU
HA € HECKOIbKMX HalpaBieHWH mpeBpauicHus mnapaduHoB. MoOIUQHUIMPICHIEH IEONUTKYPaMIbI
Karajgu3aTopiapia OipMesriinge oHE mMapayulenbAl OipHemie ynaepicTep JKypeli: KpEeKWHT, IeTHIpIey,
W30MEpIIeHy, JACTHAPOLMKICY, alKWiAey. TemmepaTypaHblH JKOFapbUIaybIMeH OyJl  yAepictepliH
JKBIIAM/IBIFBl  AJIKAHHBIH MOJICKYJIANBIK Ti30CTiHIH Y3bIHJBIFIHA TAYEJCI3 aWTapiIbIKTal KOorapbLUIaiiibl.
Bacrankpl ankaHgapAblH KPEKWHTT MEH JETHIAPJICHYI TOMEH KypamJbl KOMIpTeK aToMaapbl MeH
agopOumsianFad oneUHII KYPBUIBIMHBIH apajiblK OEJICEeHl KeIeHAEPAiH TY3UTyiMeH >Kypemdi. AJmarbl
YaKbITTa KaTalU3aTOPAbIH OCJICEeH/II OPTaJIBIFBIHBIH CHUIIAThIHA Kapall apaliblk OeJICeHIIpUIreH KeeHaepIiH
KATBICYBIMEH 9p TYPJi OaFbITTaFbl aifHATYIAp AaMBITBUTY/IA.

Tyiiingi ce3nep: 1eonuT KaTanu3aTop, CyTeri-epKiH oHAeY, KPEeKHHT

CONVERSION OF MODEL C6-C14 ALKANES BASED ON ZEOLITE CONTAINED CATALYSTS

A.A.Omarova, A.S.Zhanakova, P.Zinahan
al-Farabi Kazakh National university, 71 al-Farabi Ave.,
Almaty, Republic of Kazakhstan, aika_03_79@mail.ru

Abstract

For deep oil refining for the production of high-octane gasoline is crucial catalytic cracking, allows a variety
of heavy raw materials to produce high-octane gasoline, petrochemical feedstock, production of carbon black
and coke. Paraffins are the major component of many petroleum fractions. They are thermally and thermo-
dynamically stable organic compounds. Splitting them on the catalyst has a high activation energy, therefore,
comes at a significant rate only at elevated temperatures. The conversion of paraffin hydrocarbons more fully
characterize the reaction conditions of cracking and therefore, in the studies is paid much attention. The defi-
nition of the primary products of cracking even a simple low molecular weight paraffins is difficult because
of the quick secondary transformation of the formed olefins. In this paper, on the example of model Cs —Cy4—
alkane examines the impact of molecular chain length on the degree of conversion and composition of
formed compounds in the process of hydrogen-free processing at La-Zn-Co/ Al,O3;+ZSM catalyst. Analysis
of the results shows that in equal conditions the degree of conversion of C¢-C,4 — hydrocarbons changes in
number of (%) : hexane (85,0) > tetradecane (73,4) > octane (60,5). This is probably due to the fact that de-
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pending on the length of the molecular chain alkanes changing their adsorption capacity due to the different
bond energies of C-C and the possibility of a large number of breaks C-C, C-H — bonds and moving C,H, —
groups, etc. The structure and composition of the products resulting from the processing of C4-Cy4 n-alkanes,
indicate the development on the catalyst La-Zn-Co/ Al,O3;+ZSM several transformations of paraffins. Devel-
oped on modified zeolite catalysts occurs simultaneously and in parallel several reactions: cracking, dehy-
drogenation, isomerization, dehydrocyclization, alkylation. With increasing process temperature the speed of
these reactions increases considerably regardless of the length of the molecular chain alkane. Cracking and
dehydrogenation of alkanes source occur with the formation of intermediate activated complexes with a low
content of carbon atoms and the adsorbed olefin structures. In the future, depending on the nature of the ac-
tive center of the catalyst develop various directions of transformation with the participation of intermediate
activated complexes.

Keywords: zeolite catalyst, hydrogen-free processing, cracking
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