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N3O0OMEPU3ALIIUA H-TEIITAHA HA MOJAN®UITUPOBAHHBIX
INJIATHHOLEOJIMNTHBIX KATAJIN3ATOPAX

A.3.MamenoBa, C.E. Mup3aauena, 3.U.Axmenon, C.9.Mamenos

Bakunckuii eocyoapcmeennulil ynugepcumem
AZ 1148 baxy, yn.3 Xanmunosa, 23; e-mail: eldar_akhmedov@mail.ru

B peaxyuu uzomepusayuu H-eenmaua YCmMAaHo1eHbl 6bICOKAS AKMUBHOCTHD U CEeKMUBHOCHDb
NIAMUHOBLIX KAMATUZAMOPO8 HA OCHO8E YIbMPACAOUILHO20 YeOonumd, MoOUpuyupo8anHozo
JIAHMAHOM, 0080M U (POCPHOPOM, UMO 0OYCIOBIEHO COZ0AHUEM ONMUMATLHOZO COOMHOULEHUS UX
2uopo-oezudpupyowjetit u Kuciomuou @yuxyui. Mooupuyuposanuem niamuHOBbLIX KAMaiu3d-
Mopos 006a8KAMU C PATUYHbIM MEXAHUSMOM OeLliCMEUsl NOKA3AHA 803MONCHOCIb NPUSOMOGILe-
HUsL OUMEMANIUYECKUX KOMNO3UYULL, HA KOMOPuIX 21youna usomepuzayuu (62-66%) oocmueaem-
51 npu cpasnumensvio nuskux memnepamypax (300-310°C).

Knrwouesvie cnosa: n-cenman, usomepusayus, YIbmpacmabuibHulil yeoium muna Y, oexamuo-

HUposanue, Mooupuyuposarue

BBEJIEHHME

H3o0ankanpl, HeOOXOAUMBIE I IOBBI-
IIEHUS] OKTAaHOBOTO YHCJIO MOTOPHBIX TOIUIUB,
MOJIy4aloT HM30MEpU3alel HOpMalbHbIX all-
KaHOB Ha OM(YHKIIMOHAIBHBIX KaTalu3aTopax
[1-4], cpean KOTOPBIX 0COO0O€ MECTO 3aHMMa-
I0T METaJUILEOJIUTHbIE KOHTAKThI, HE TpeOyro-
1I1e TIyOOKOM OYMCTKH ChIPbSl U YCTOMUHUBOIO
K KOoppo3uu obopyznoBanus. X akTUBHOCTb U
CEJICKTUBHOCTh B M30MEpHU3ALUU H-aJIKaHOB
3aBUCUT OT COaJaHCHUPOBAHHOCTU JETUJIPU-
pyomet GyHKIMH MeTaula W KUCIOTHOU

¢dbyakun neonuta [5-6]. DT GyHKIIMK HETO-
CPEICTBEHHO CBSI3aHbl C TUIIOM U CIOCOOOM
MOAU(PUIMPOBAHUS LIEOJIUTOB B cocTaBe B Pt-
COJIepKaliuX KaTalu3aToOpOB.

enp wHacTosmieil pabOThI— M3y4EHHE
BIIMSHUS J100aBOK JIaHTaHa, 0Ji0Ba U Pocdopa
Ha aKTUBHOCTb U CEJIEKTHUBHOCTbH IJIATHHOBBIX
KaTaJu3aTopoB Ha OCHOBE JI€KaTHUOHHPO-
BAHHOTO U YJIbTPAacTaOMIbHOTO II€0JIUTa THUIIA
VY B peakiuu u30MepHu3aluu H-renTaHa.

IKCIHHEPUMEHTAJIBHASA YACTb

Kartanmzaropsl TOTOBWIM W3 IEOJHUTA
NaY ¢ mousHBIM oTHOIIEHHEM Si0,/AlLO3=5
npou3BosictBa 3A0 «Huxeropoackue Cop-
OCHTBI».

Na-dopmy 11€onuTa IEPEBOIUIHN B Jie-
KaTHOHHpOBaHHYI0 H-dopmy Meromom KaTH-
onHoro obmena Ha NH; B IN BomHOM pac-
tBOope NH4Cl ¢ mocnenyromumM npoKaJnBaHH-
em ipu 500°C B Teuenme 4 .

VYabsTpactabuneubiii neoaut USY Obur
CHHTE3MPOBAaH B TIpoIecce IeaTlOMUHHPO-
BaHUS JIEKATHOHUPOBAHHOTO II€0JuTa Y BOJ-
HbIM pactBopoM (NH4),SiFs ¢ mocnenyromumu
CTaMsMU JIEKaTUOHUPOBAaHUA U 00pabOTKOM
neosuta paszbaBieHHbIM pactBopoM NaOH

(pH=9). DOkcrpynatsl HOocuTenen cocraBa 70%
neomut u 30%AL0s; nuamerpom 2 MM | UTH-
HOW 4YepeHKOB 3-4 MM, ObLIM MOIY4YeHBI Pop-
MOBaHUEM CMECH MOJAU(PUIIMPOBAHHOIO I€0-
JIUTa CO CBSI3YIOIIUM THUIPOOKCHIOM aTIOMH-
HUsA. ODKCTpyZAaThl CYIIWJIM Ha BO3JAyXe IpHU
KOMHATHOM TemmepaType, 3arem npu 110-
120°C u MpOKaJIUBajdu Ha Bo3ayxe npu 350 u
550°C 1o 4 4. COOTBETCTBEHHO.

Hanecenne na karamuzatopsl 0.5% Pt
OCYILIECTBIISUIM METOJIOM IPOMUTKH 3KCTpYia-
ToB pactBopoMm [Pt(NH3)4]Cl, ¢ mocnemyro-
IIIUM BBIIAPUBAHUEM PACTBOPA, CYIIKOW TIpH
110°C u npoxamnsanmem npu 500°C B Tewe-
Hue 4 4. [2].
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Monudunuposanue H-popm 1ieonuron
JAHTAHOM IPOBOJMIA METOJIOM HOHHOro 00-
MeHa, a ojioBa u ¢docdopa - METOJAOM IPOIHT-
ku. Jlyig HaHeceHMsl 0JI0Ba UCMOJIb30BaIM pac-
TBOP JIBYXJIOPUCTOTO 0JIOBA B U30NPOMUIOBOM
cnupte. Jns BBenenust Gpocdopa B coCTaB Iie-
OJIUTA UCTIOH30BAJH BOJHBIA PACTBOP TUTHI-
podocdara ammonus [2].

Karanutuueckyro akTUBHOCTH 00pa3-
[[OB HM3yYaJld B pEaKIUH H30MEpU3AlUU H-
rernraHa B MPOTOYHOW YCTAHOBKE IPH aTMO-
cepHOM JaBICHHM B MHTEpBAJIC TEMIIEPATYP
280-320°C, 00BEMHONH CKOPOCTH MOA4H H-
rentaHa pasHou 1.0 9! M MONBHOM OTHOIIE-
nue H,/u-C;H 6=5:1. [lepen ombiTom Karamu-

3aTOPBI IETUIPATHPOBAIN B TOKE BO3AyXE NPH
400-500°C B Teuenue 2 4., a 3aTeM BOCCTAHAB-
JNIMBAITH BOZOPOAOM B Teuerue 4 4 mpu 380°C.
[IponykTel anamm3upoBasim merogom [OKX
[2].

B o0pa3siie ynpTpacTabMiIbHOTO 11€0JH-
Ta MOTYT TPUCYTCTBOBATH BHECTPYKTYPHBIC
COCIIMHEHUS AIOMUHUS, B TOM YHCIIE B BHJIE
KJIACTEPHBIX COCIMHEHHWN aTIOMHUHHS, 00pa-
3ylomuxcs B mporecce cuHTe3a. ObpaboTka
YIBTPACTaOMIIBHOTO II€0JUTa CIabbIM PacTBO-
POM IIEJI0YH CIOCOOCTBYET BHIMBIBAHHIO BHE-
CTPYKTYPHBIX COCAMHEHUH W3 TOJIOCTEH
yIIbTPacTabMIbHOTO LIE€0JINTA.

PE3YJIbTATBI U OBCY/XKAEHUE

PCSy.]'IBTaTBI HU30MCEpHU3aAllM H-TCIITaHa
MPUBEICHBI B TA0JI. 1, 3 KOTOPOH CIEAyeT, 4TO
IJIATUHOBBIM KaTaau3aTop Ha OCHOBE JIeKa

THOHHUPOBAHHOI'O U JACAITIOMHUHHUPHPOBAHHOTO
1eoJauTa 001aJatoT CPABHUTEIIBHO HEBBICOKOM
M30MEPU3YIOIIEN AKTUBHOCTBIO.

Tabu.1.130mepu3anus H-renrtada Ha MOJU(PUIIMPOBAHHBIX YIbTPACTaOUIbHBIX
L[eOJINTaX TUNa Y

o KaranuzaTopst T°,C Brixon mpoaykToB, Mmac% Cenextus
C,.Cs n30-C;H H-C;H 6 THUB-
HOCTE,%

1 Pt /0.90HY 280 6.1 49.4 44.5 89.0
300 12.3 56.1 31.6 82.0

320 20.4 50.4 29.2 71.1

2 Pt /0,95HUSY 270 7.3 52.1 40.6 87,7
280 10.8 58.2 31.0 84.3

290 14.1 56.4 29.5 80.0

300 16.2 54.5 29.3 77.1

3 Pt/0.10 La 0,85HUSY 280 4.6 54.7 50.7 92.2
300 9.4 62.1 28.3 86.8

320 13.7 60.8 25.5 81.6

4 Pt/0.10 La 0,85 HUSY-0.2Sn 280 2.2 53.1 44.7 96.0
300 4.7 64.7 30.6 93.3

320 9.3 62.5 28.2 87.5

5 Pt/0.10 La 0.85 HUSY-0.3 P 280 1.7 49.5 48.8 96.7
300 3.8 60.8 35.4 94.1

310 53 67.1 27.6 92.6

320 8.8 65.2 26.0 88.1

Tpu 280°C comepKaHne H30TENTAHOB
coctaBnsieT 49.4-58.2% mnpu CeNneKTUBHOCTU
84,3-89.0%. IloBbplieHue TEMIIEpaTypsl 10
300°C 3aMETHO MOBBIIIACT H30MEPH3YIOLIYEO
aKTUBHOCTH Katanu3aTopoB (54.5-56.1%), on-
HAaKO TIPpH JTOM COJIEpP)KaHHE IIPOJYKTOB
KpekuHra coctaniser 12.3-16.1%, uro npuso-

IIUT K CHIDKEHUIO CEJIEKTUBHOCTH 10 77.1%.
JlanpHeuee NOBBILICHHE TEMIEPATypsl 10
320°C MPUBOJHUT K CHIKEHHUIO BBIXOJlA H30-
TeNTAaHOB U CEJICKTUBHOCTH KaTalu3aTOPOB.
MoauduiupoBanue IUIATHHOBOTO Ka-
Taqu3aTopa Ha OCHOBE YJIbTPAacTaOUIBLHOTO
Karaiu3aTopa myrem 3ameinenus 10% kartuo-
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roB H™ na karnonst La®” (06p.3) 3HAYUTEIBHO
YBEIIMYMBACT €r0 HW30MEPH3YIONIYI0 aKTHB-
HOCTh (comepkaHue uzorentaHoB 62.1%) u
cenekTuBHOCTH (88.0%) mo cpaBHEHHIO ¢ 00-
pasuamu 1 u 2.

[Tpr MOTMPUITUPOBAHUY TUIATHHOBOTO
KaTaJln3aTopa Ha OCHOBE JIAHTAHCOAEPIKAIIETO
YIBTPACTaOMIBHOTO IICOJIUTA OJIOBOM B KOJIHU-
yectBe 0.2 mac.%. (00p.4) mzomepusyrouias
aKTUBHOCTh BO3pacTaeT HE3HAYUTEIBHO (C
62.1 1o 64.7%), oAHAKO OJIOBO OKA3bIBAET CY-
[IECTBEHHOE BIIMSAHUE Ha THIPOKPEKHPYIO-
IIyI0 aKTHBHOCTH Karanu3aropa. Moanpuim-
pOBaHME KaTajau3aTopa OJIOBOM CHWKAET BbI-
XOJl MPOAYKTOB KpekuHra Ji0 4.7% u yBenuuu-
BA€T CEJIEKTUBHOCTH M30Mepu3anuu 10 93.3%.

MonudunupoBanie OUMETAUIMYECKO-
ro OJIOBOCOJIEpKaIiero karamusaropa (00p.5)
dbochopom B konmuectBe 0.3 Mac.% HECKOIb-
KO CHIDKAeT aKTUBHOCTh KaTaju3aTopa IpH
temmeparype 280°C, oxHako B HHTEpBaie
300-310°C HabmiomaeTcst CyIIECTBEHHOE yBe-
JTMYeHNe M30MEepH3YIOIIel aKTUBHOCTH U Ce-
nextusroctn. Ipu 310°C comepxkanme m3o0-
renTaHoB cocraBisieT 67.1% npu celeKTUBHO-
ctu 92.6%.

[TosrydeHHBIE AKCTIEpUMEHTATIBHBIE pe-
3yJIbTaThl CBHJIETEIBCTBYIOT O TOM, YTO MO-
muGUIMpOBaHHBIE TUIATHHOBBIC KaTaIM3aToO-
pBI, COJepKamue JaHTaH, ojoBo u (docdop,
MIPOSIBIISIFOT BBICOKYIO aKTHBHOCTH B PEAKIHH
n3oMepu3anun H-rentaHa. Ha Bcex momudu-
[MUPOBAHHBIX KaTAIM3aTOpax IPEHMYIIECT-
BEHHBIM HAIpPaBJICHHEM TIpoIlecca SIBISETCS
M30MepHu3alus, BKIIAJ THIPOKPEKUHTA 3aBUCUT
OT MPUPOIBI MOAUPUITUPYIOIIEH T00aBKH, TaK
U OT Temreparypbl. [10CKONBKY MPUCYTCTBHE
Hebompioro kounyecrna (0.2 mac.%) onoa B
TUTATUHOLICOJIUTHRIX KaTallu3aTopax, BEpOsT-
HO, HE OKa3bIBACT CYIIECTBEHHOTO BIUSHUS Ha

W3MEHEHUE KUCIOTHBIX CBOWCTB MOCJIEIHETO,
TO MOJKHO TIPEJITOJIOKHUTh, YTO BBEJICHUE OJIO-
Ba TPUBOJAWT K MOIU(PHUIMPOBAHUIO CTPYK-
TYPHBIX W 3JIEKTPOHHBIX CBOWCTB IUIATHHBI,
9TO0 O0OYCIOBIMBAECT M3MEHECHHE KaTaIuTHYe-
CKOM aKTHBHOCTH [5-6].

Metogom P®OC mokazaHo, 4YTO CTe-
neHb  okucieHuss ojgosa B (Pt-Sn)-
KaTaJln3aTopax 3aBUCUT OT MPUPOIbI HOCUTEIIS
[7]. B katanmusatope Pt-Sn/ SiO, mpu 550°C
okoJio 50% HMOHOB 0JI0Ba BOCCTAHABIIMBAETCS
710 Sn’, 4TO MOYXKET IPHBOANTE K 06PA30BAHUIO
CIuUlaBa ¢ TUIATMHOW, B TO BpeMs Kak B Pt-Sn/
AlL,O; MOHBI 0JI0BA HE BOCCTAHABIMBAIOTCS
Hmwke Sn>'[7]. B W3YyYECHHBIX HAMM KaTajn3a-
TOpax, KOTOPBIE MOCTIE BBEICHUS OJIOBA B BUJIC
Sn* mpoxanuBamice mpu 550°C Ha BO3;yXE,
T0-BHINMOMY, OJIOBO OKHCisiercs mo Sn''.
MosxHo monarats, uro mpu 380°C BoccTaHOB-
JIEHUE HOHOB OJIOBA 3aTPYIHEHO BCIIEACTBHE
B3aMMOJICHCTBUS MOCIEAHNX ¢ HOocuTenem. K
TOMY K€ IMPU MOJU(DHUIIMPOBAHKUH TIATHHOIIE-
OJINTHOTO KaTaJM3aTOpa MOXET UMETh MECTO
o0pazoBaHue KJIACTEPOB IUIATHHBI, CTaOWMIIN-
3UPOBAHHBIX B3aMMOJCHCTBHEM C HHU3KOBa-
JIEHTHBIMU MOHaMH 0Ji0Ba [6-7]. B pe3ynbrare
n3MeHeHus 3(QGEeKTUBHOTO 3apsia Ha TUIaTH-
HE, B3aUMOJICHCTBYIOIIEH C OJIOBOM, BO3MOXK-
HO W3MEHEHHWE MPOYHOCTHU CBSI3U aacopOUpo-
BAaHHOTO H-TeNTaHa ¢ IUIATHHOHM, Y4TO B CBOIO
odepeb TOJDKHO MPUBECTU K M3MEHEHUIO Ka-
TAIUTUYECKUX CBOUMCTB. IlosiyueHHble HamMu
JAHHBIC CBHJICTEIBCTBYIOT O TOM, YTO B IPH-
CYTCTBUU 0JIOBA CHM)KAETCS aKTHUBHOCTH B pe-
aKlUu, IpOTEKarolel 4Yepe3 IMPOYHO ascop-
OMpOBaHHBIC TIOBEPXHOCTHBIC COCIUHCHUS
(ruaporeHonM3), U MOBbIIIAETCS BKJAJA peak-
MU U30MEpPU3AINH, UAYIICH depe3 claboCBsi-
3aHHBIC COCTUHEHUS.
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ISOMERIZATION OF n-HEPTANE ON MODIFIED
Pt - ZEOLITE CATALYSTS

A.Z.Mammadova, S.E.Mirzaliyaeva, E.I. Akhmadov, S.E. Mammadov

Baku State University
Z Xalilov str., 23, Baku AZ 1148, Azerbaijan Republic
e-mail: eldar _akhmedov@mail.ru

n-Heptane isomerization reaction revealed high activity and selectivity of La, Sn and P-modified
platinum catalysts on the basis of ultra stable zeolites. It came as a result of the creation of op-
timal proportion of hydro-dehydration and acidic functions., Opportunity of making bimetallic
compositions became possible due to varied mechanism of effect of additives in terms of modifi-
cation of platinum catalysts. Note that isomerization depths (62-66%) are achieved at compara-
tively low temperatures (573-583 K).

Keywords: n-heptane, isomerization, ultra stable zeolites of U-decation type, modifying, bi-
functional catalysts
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n-HEPTANIN MODIFIKASIYA OLUNMUS PLATINLI SEOLIT KATALIZATORLARI
ISTIRAKINDA IZOMERLOSMOSI

A.Z.Mammadova, S.E.Mirzaliyeva, E.LBhmadov, S.E.Mammadov

Baki Doviat Universiteti
AZ 1148 Baki, Z. Xalilov kii¢., 23, e-mail: eldar akhmedov@mail.ru

n-Heptanin izomerlosmasi reaksiyasinda lantan, qalay va fosforla modifikasiya olunmus
ultrastabil seolit asaslt platinli katalizatorlarin dehidrogenlasdirici va tursuluq funksiyalarinin
optimal nisbatinin yaradilmasi hesabina yiiksak aktivliyi va seciciliyi miiayyan edilmisdir.
Gostarilmisdir ki, platinli katalizatorlarin miixtalif tasir mexanizmli modifikasiyasi ilo nisbaton
asag1 temperaturlarda (300-310°C) 62-67% izomerlosma dorinliyina imkan veran bimetallik
kompozisiyalarin hazirlanmast miimkiindiir.

Acar sozlar: n-heptan, izomerlasma reaksiyasi, ultrastabil seolit, dakationlasma, modifikasiya
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