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IHNPEBPAIEHUE NPUPOJHOTI'O I'A3A HA BBICOKOKPEMHE3EMHOM
HEOJIMTE TUITIA IBM, MOANPUIIUPOBAHHOM HAHOITIOPOIIKAMMU
HUPKOHUA U MOJIUBIEHA
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H3yueno coemecmnoe npomomupyrowjee iusHue HaAHONOPOUKO8 YUPKOHUS U MOIUOOEHA
Ha Kamanumuueckue ceoucmea BK-yeonuma muna [[BM 6 npoyecce koneepcuu
npuUpooHO20  2aza 8  apomamuyeckue — yeaeso0opoosl.  Hcxoowwui  obpaszey,
Moouguyuposanuwiti  moavko Mo, nposigisem  OMHOCUMENbHO  BbICOKYIO
Kamanumuveckyro akmuenocms. Ha xamanuzamope 6.0% Mo/l][BM konsepcus
npupoonozo 2aza u euixo0 APY oocmucaem npu 750°C coomsemcmeenno 37.91 u
30.5%. Cenexmusnocmo obpazosanus APY na smom obpasye 6 unmepsaie memnepamyp
600-750°C usmensemcs om 65.8% oo 80.0%. JJobaska Zr k Mo-codepocawemy yeonumy
NpUBOOUM K NOBLIUEHUIO AKMUBHOCMU U CELeKMUSHOCMU KAMaau3amopa 6 0opazoeanuu
apomamuieckux y21e6000p0o0os. Ycmanosneno, umo 8 unmepeane memnepamyp 700-
750°C makcumanvroe Koruuecmso apoMamudeckux y2ne6000po0o6 U3 npupooHo20 2a3d
(32.73-41.0mac.% u 27.34-33.5 mac.% npu cenexmusnocmu 81.7-83.5%.) obpazyemcs
Ha kamaauszamope 1.5% Zr-6.0% Mo/L[BM.

Knrouesvie cnoea: 6vlcokoKpemHe3eMHblll Yeonum, KOHEEPCUs, NPUPOOHbBIL 243,
apomamuyeckue y2ne8000po0bl, HAHONOPOWKYU YUPKOHUS U MOIUOOEHA, CeleKMUBHOCb

BBEJIEHUE
OpHuM U3 pereHuil npobieMbl MOMCKAa  aKTUBHOCTBIO U CEJIEKTHUBHOCTHIO, JIENaeT
ATHTEPHATHBHOTO  CHIPhSl JUISI  TIOJIYYCHHS  MPOIECC apoMaTH3aluu JIETKUX
MPOJAYKTOB XUMHYECKON M HEDTEXUMUUYECKOW  YIIJIEBOJOPOJIOB MEePCIEKTUBHBIM TUTSt
MIPOMBIIIJICHHOCTH, MOXKET CTaTh BOBJICUCHHE HCIOJIb30BAHUS B MPOMBIIIIEHHOCTH [3-4].
B 1epepabOTKy KOMIIOHEHTOB IPUPOIHOTO Lenpto nmanHOW pabOTHI  SBISJIOCH
raza. [Ipomecc apoMaru3anuym KOMIIOHEHTOB  HCCIEIOBAHUE BJIMSTHUS 100aBOK

MPUPOJHOIO Ta3a MPOTEKaeT B MPUCYTCTBUU  HaHopasMmepHbix nopowmkoB (HPII) Zr u Mo
pPa3IMYHbIX KATAJIUTUYECKUX CHUCTEM, CpPEelId Ha KHCIOTHbIE M KaTaJIMTUYECKHE CBOMCTBA
KOTOPBIX HauboJsee 5¢¢deKTUBHBIMU  LI€OJIUTA THMA I[EHTacwjia B  Ipoliecce
CUMUTAIOTCA BBICOKOKPEMHE3EMHbIE II€OJUTHl apOMaTU3allMM  KOMIIOHEHTOB  IPUPOJHOTO
tuma neHtacuna [1-2]. IlpumeHenne maHHBIX — Tasa.

KAaTaJIn3aTOPOB,  OTIMYAIOLIUMXCS  BBICOKOU

OKCIIEPUMEHTAJIBHAA YACTDH

Hanopa3mepuble mopomiku Zr m Mo  mocieayromum MPOKAITMBAHUEM
MOJlydald  paclbUICHHEM  METAJUIMYECKOW IPUTOTOBJIEHHBIX CMECEH NpU TEMIIEpaType
NPOBOJIOKH  dNeKTpouMImynbcamu  Oonpmoit  550°C B Tewenme 3u.  KownueHTpauus
MomHocTH  [5]. Kartanmm3aTtopbl TOTOBWJIM  HAHOMOPOIIKA Mo B KaTalln3aTopax
IIyTeM CYyXOro MEXaHHYecKoro cmemieHus B coctaBimsuia 6.0 mac.%, a KoHUeHTpauus Zr
BHOpAIlMOHHOW  MENbHMUIIE Ha  Bo3ayxe BapbupoBaiach ot 0.5 go 2.0 mac.%.
HAHOMOPOIIKAMU METAJUIOB M IIE0JIUTa C KucnotHeie cBoiicTBa Karanusaropa
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M3yYaId METOJIOM TEPMOIIPOTPaMMHUPOBAHHOM
necop6rmu (TII[]) ammuaka [5].

OOpa3oBaHne KOKCOBBIX OTJIOKEHUN U
UX TPHUPOAY H3ydald C IOMOIIBIO METOAa
TEPMHUYECKOTO aHaJM3a Ha JepuBaTorpade
¢bupmsr  MOM  (Benrpust) B uHTepBaie
temmneparyp 20-800°C. O6paserr (300-400mr)
B IUIATHHOBOM THUTJIE HarpeBaii Ha BO3yXe
co ckopoctbio 10 rpag/mMuH.

B kadectBe = MCXOAHOrO
WCTIOJIb30BAIM  MIIPUPOJIHBIA  Ta3

CBIPbs
COCTaBa

(mac.%: wmetan-84,1; stan-4,5; npomnan-6,7;
Oyranbi-4,2; neHTanbl-0,5).

Konsepcuto IIPUPOJHOTO rasa
MIPOBOJIMJIA HA YCTAaHOBKE IPOTOYHOTO THIIA B
KBAapIIEBOM pEaKkTope ¢ 3arpy3koil  Scm’
KaTaJM3aTropa TMpH aTMOC(HEpPHOM JaBIICHUH.
KonBepcuio mpupomHOTo raza M3ydand Npu
temneparype  600-750°C u  obGwbemHOi
CKOpPOCTH Hojauu chipbs 1000 u,

PE3VJIBTATHI 1 UX OBCYXIAEHUE

Pesynbrathl HccnenqoBaHus KACIOTHBIX
CBOWCTB MOJTY9EeHHBIX KaTaJn3aTopoB
npenacraBieHsl B Tabn.l. Bce uccnenyembie
o0pa3mbl WMEIT JBa THMA KUCIOTHBIX
neHtpoB. JloGaBnenue k katanm3atopy 6.0
mac.% Mo/lIBM  nanomopomka Zr B
komuuectBe 1.0  mac.%  mpuBOIMT K
VBEIMYCHUIO  CHJIBI M KOHIICHTPALUuU
KHACIOTHBIX IEHTPOB 000ux THIOB. Jlis
obpasma 1.0% Zr- 6.0% Mo/lIBM
KOHIICHTpANusl CJIA0bIX KUCIOTHBIX IICHTPOB
cocraBiiieTr 377 MKMOJL/T, a cHIBbHBIX 240
MKMOJIB/T, YTO COOTBETCTBEHHO Ha 48 u 42
MKMOJIB/T BBIIIE, YeM JUIsl KaTajm3aTopa 0e3
Zr. C pocToM coOJep>KaHusi LIUPKOHUS B
KaTalm3arope HaONIomaeTcs  yMEHBIICHHE

KOHLIEHTpAllU¥ KHUCJIOTHBIX LIEHTPOB 000UX
TUIIOB M TOCTENEHHOE  CriakKHUBaHHE
BBICOKOTEMIIEpaTypHOTO MakcumyMma. Tak, Ha
karanuzatope Mo/lIBM, coaepxamem 2.0
Mmac.% Zr, KOHIICHTpalUs  CHUIIBHBIX
KHCJIOTHBIX IIEHTPOB CHIKaercs a0 120
MKMOJIB/T. Takum oOpa3oM, WHCClIeIOBaHHE
KHUCJIOTHBIX CBOMCTB KaTaJu3aTOPOB MOKa3aJlo,
yro MoauduiupoBanue 6.0% Mo/LIBM
LUPKOHUEM IPUBOJUT K IEpepacnpeesieHUI0
KHCJIOTHBIX LIEHTPOB 1o cuiie u
KOHLEHTpauuu. B pesynpTate mnpoucxoaut
M3MEHEHHE COOTHOIIECHHUS CIa0bIX U CHJIbHBIX
KHCJIOTHBIX LIEHTPOB 1L[€0JINTA, 4TO
CKa3bIBAETCS HAa KaTAJIMTUYECKUX CBOICTBaX B
MPEBPALLEHUH IPUPOTHOIO Trasa.

Taou. 1. KucinotHsie xapaktepucTuku Zr-Mo —coaepkaniux eHTacHJIOB

Tac , °C Kon1eHTpaIus KUCIOTHBIX IIEHTPOB (MKMOJIB/T)
Karanusarop T, T, C, C, G
6.0% Mo/lIBM 188 390 330 198 528
1.0% Zr-6.0% Mo/lIBM 195 398 377 240 617
1.5% Zr-6.0% Mo/lIBM 205 410 355 210 565
2.0% Zr-6.0% Mo/11IBM 212 400 300 120 420

Ci_cnabble KHCIOTHBIC IIEHTPBI, Co-CHIIbHBIC KUCIOTHBIC IIEHTPHI,C3-00111ast KUCIOTHOCTb.

B Tabn.2 mnpuBeneHbl JaHHBIE IO
BIIMSIHUIO TEMIIEpaTypsl IIpoliecca Ha COCTaB
IIPOAYKTOB MPEBPALIECHUS TPUPOJHOTO Ta3a HA
Zr-Mo-conepxamux 1eoautax. C pocTom
TeMIepaTypbl Ipoliecca Ha Bcex oOpasmax
HaOmro1aeTcs YBEIINYCHHE CTEIEHU
IIPEBpALICHUsT MCXOJHOTO CBIPbS M BBIXOJA

apoMaTHYecKHX YIJIeBoJopoaoB. B cocrase
KUJKUX TPOJAYKTOB pEaKUUUd OCHOBHBIMH
SBJIAIOTCSL OEH30J1 M Ha(TaINH, OIS KOTOPBIX
YBEJIMYUBAETCS C POCTOM  TeMIepaTypbl
mpouecca. B razoo0pa3HbpIX NpoayKTax cC
MOBBILIEHUEM TEMIIEpaTypbl PEaKlUu pPacTeT
KOHLIEHTpalKMs BOJOpPOJa M YMEHbIIAETCs
KOJIMYECTBO HM3IIMX aJIKAHOB U ajkeHOB (-

Ca.
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[IPEBPAIIEHUE I[TPUPOIHOI'O T'A3A HA

BbICOKOKPEMHE3EMHOM

Taba. 2. BimstHus TemiiepaTypsl IpoLecca Ha COCTaB IPOIYKTOB IIPEBPAILICHUS
MPUPOJIHOTO T'a3a Ha MOAU(PUIIMPOBAHHBIX TEHTACHIIAX

T, C| Konsepcus [IpomykThl peakuuu Beixon | Sary,%
IPpUPIAHOTrO H, Anxkansl | Ankensl | Ce-Co | C7-Csg C10-Cs | APY APY.%
rasza,% Ci-Cy Cy-Cy Cii-Cpz
6.0 % Mo/lIBM
600 6.9 0.65| 93.14 1.67 1.58 - 2.94 0.02 4.54 65.8
650 19.64 3.12 | 80.36 1.34 4.88 | 0.05 9.96 0.29 | 15.18 77.3
700 25.37 3.88 | 74.63 0.98 6.67 | 0.10 12.74 0.26 | 19.77 77.9
750 37.91 6.58 | 62.09 0.82 11.23 | 0.12 18.84 0.32 30.5 80.0
1.0 % Zr -6.0 % Mo/1IBM
600 8.0 0.74 92.0 1.56 1.84 | 0.01 3.67 | 0.08 5.70 71.2
650 22.0 3.55 78.0 1.23 535 | 0.07 | 11.42 | 0.38 17.21 78.2
700 27,8 4.65 72.2 0.95 742 | 0.15 | 1425 | 043 |22.25 80.1
750 39.44 6.82 60.64 0.78 12.74 | 0.12 | 18.44 | 0.54 | 31.84 80.7
1.5 % Zr-6.0 % Mo/LIBM
600 8.64 0.83 | 91.36 1.22 1.95 | 0.01 4.54 | 0.09 6.59 76.2
650 25.78 3.65| 74.22 0.96 8.86 | 0.07 | 11.85 | 0.39 21.17 82.1
700 32.73 4.68 | 71.61 0.71 12.14 | 0.17 | 14.62 | 0.41 27.34 83.5
750 41.0 6.87 59.0 0.62 1487 | 0.18 | 17.78 | 0.68 33.51 81.7
2.0 % Zr-6.0 % Mo/lIBM
600 7.68 0.79 | 92.32 1.35 2.18 0.02 | 3.28 0.06 5.54 72.1
650 21.75 323 | 7825 1.13 6.86 0.09 | 10.23 | 0.21 17.39 79.9
700 30.23 452 | 69.77 0.94 11.87 | 0.12 | 12.46 | 0.32 24.77 81.9
750 38.11 6.74 | 61.89 0.78 13.52 | 0.14 | 16.64 | 0.28 30.58 80,2
Hcxonneiit obpazen, wmac.% HabmomaeTcs naabHenIee MOBBIICHNE
MOU(UIIMPOBAHHBIN TOJIBKO Mo, mposiBisgeT oOmeld W apoMaTHU3UPYIOIIe akTMBHOCTH. B
OTHOCHTENLHO  BBICOKYIO ~KaTalUTHYeCKylo uHTepBane Temmnepatyp 700-750°C konsepcus
aktuBHOCTh. C  pOCTOM  Temmeparypbl MPUPOJHOTO raza u BeIxoa APY cocraBisioT

mporecca Ha karamuzatope 6.0% Mo/lIBM
KOHBEPCHUS IPHUPOJHOro rasa u Bbixon APY
noBelmiaeTcs W gocturaer npu  750°C
COOTBETCTBEHHO 37.91 u 30.5%.
CenexktuBHOCTH OOpazoBanus APY Ha sTOM
o6pasie B uHTepBane Temmeparyp 600-750°C
m3mensercs ot 65.8% no 80.0%. obaBienue
K Karammzatopy 6.0% Mo/LIBM 1.0 mac.%
UPKOHUS ~ TPHUBOAWT K  TIOBBIIICHHIO
KOHBEpPCUHU IPUPOJIHOTO Ta3a U Beixojaa APY,
a CEJNeKTUBHOCTh oOpazoBanus APY B
unTepBaine Temneparyp 600-650°C cocrapnser
71.2-80.7%. Ilpu yBenuueHuun coaepKaHUs
HaHOMOpOLIKa Zr B KaTtaiuzarope 1o 1.5

cootrBeTcTBeHHO 32.73-41.0Mac.% wu 27.34-
33.5 mac.% mnpu cenextuBHoctu 81.7-83.5%.
[ToBeimieHUe  colepKaHHWS  IUPKOHHS B
oOpasue 110 2.0 mac.% 3aMeTHO CHMIKaeT Kak
CTCIICHb NPEBpAICHUS MPUPOIHOTO Ta3a, TaK
u Beixog APY.

Takum oOpa3om, Hauboyiee BBICOKOM

AKTHBHOCTBIO " CENIEKTUBHOCTBIO B
OTHOILIEHUH oOpa3oBaHus APY n3
MPUPOTHOTO Ta3za O00JIalaeT  IEOJTUTHBINA

KaTajau3aTop, COJACPKAIUN HAHOMOPOIIKUA Zr
1 Mo B KoIn4ecTBE COOTBETCTBEHHO 1.5 1 6.0
mac.%.

[BBeauTe TeKCT]

Ctpanuna 3
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TRANSFORMATION OF NATURAL GAS ON THE BASIS OF
HIGH-SILICA ZSM TYPE ZEOLITE MODIFIED BY
Zr AND Mo NANO-POWDERS

E.A.Ganbarova, T.A.Aliyev, N.I. Makhmudova, S.B.Ismailova,S.E. Mammadov

Baku State University
Z Xalilov str., 23, Baku AZ 1148, Azerbaijan Republic; e-mail: natavan-makhmudova@rambler.ru

The combined promoting effect of Zr and Mo nano-powders on catalytic properties of ZSM
zeolite in the process of natural gas convertion into the aromatic hydrocarbons have been
studied. It revealed that an initial Mo modofied sample shows relatively high catalytic activity.
At the catalyst 6.0% Mo/ZSM the conversion of natural gas and yield of aromatic hydrocarbons
reaches 37.91 u 30.5%.respectively at 750°C. Selectivity of aromatic hydrocarbons formation on
this sample in the temperature interval 600-750°C changes from 65.8% 0o 80.0%. Note that
admixture of Zr to Mo-containing zeolite leads to the rise in activity and selectivity of catalyst in
forming aromatic hydrocarbons. It has been established that in the temperature interval 700-
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750°C maximum amount of aromatic hydrocarbons from natural gas (32.73-41.0mac.% and
27.34-33.5 mac.% at the selectivity 81.7-83.5%.) is formed on 1,5% Zr-6.0% Mo/ZSM catalyst.
Keyword: high-silica zeolites, conversion, natural gas, aromatic hydrocarbons, nano powders of

zirconium and molybdenum, selectivity.

SIRKONIUM VO MOLIBDEN NANOOVUNTULARI ILO MODIFIKASIYA OLUNMUS
YUKSOK SILISIUMLU “IIBM” SEOLITI ISTIRAKINDA
TOBII QAZIN CEVRILMOSI

E.A.Qanbarova, T.A.Oliyev, N.I.Mahmudova, S.B.Ismaytlova,S.E.Mammadov

Baki Doviat Universiteti
AZ 1148 Baki, Z Xalilov kiic., 23; e-mail: natavan-makhmudova@rambler.ru

Tobii gqazin aromatik karbohidrogenlora ¢evrilma prosesinda yiiksak silisiumlu [[BM seolitinin
katalitik xassalorina Zr- va Mo-nanoovuntularinin birga promotorlasdirict tasiri éyranilmis va
gostorilmisdir ki, Mo-1[BM seolitina Zr-un alava olunmasi aromatik karbohidrogenlorin amala
galmasinin aktivliyini va segiciliyini artirir. Miiayyon olunmusdur ki, 1.5% Zr-6.0% Mo/Ll|BM
torkibli katalizatoru istirakinda tabii qazdan aromatik karbohidrogenlor maksimal ¢iximla alinir.
Acgar sozlor: yiiksak silisiumlu [[BM seoliti, konversiya, tobii qaz, selektiviik, aromatik
karbohidrogenlor, Zr- va Mo-nanoovuntulart

Ilocmynuna 6 pedaxyuro 11.10.2015.
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