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Jlannas paboma noceauiena ROUCKy HO8bIX CIPYKIYPOOOPa3youux 000a60K — memnia-
moe 0na cunmesa yeonumos muna nenmacui. B kauecmee cmpykmypooopazyrouux 0006a6ox
ObLIU UCNOIB306ANHBI NEHMAIPUMPUM, KAPOAMUO, XTIOPUO XOJIUHA, 4 MAKIice OUHaApHble U MPOoli-
Hble cucmembl 2yHOoKUX I6MEKMUUeCKUX pacmeopumeneii, COCmoauiue u3 cmeceil IMUX KOMHo-
Henmos. I'nybokue rIemekmutieckue pacmeopumenu UMeOm HU3KUe 3HAYEHU MeMnepamypbl
naaenenus u 0ae1eHUA HACLIU{EHHBIX NAPO0E8, XAPAKMEPUIYIOMCA GbICOKOI MEPMUYECKOU U XU-
MUYeCKoil cmaduibHOCMbI0, NO360IAI0M NPOGOOUNL CUHME3 HeOoaUmoes 6 dosee IKON02UUeCcKU
0e30nacHbIX ycioeuax no CPAGHEHUIO C UCNOTL3YEMbIMU 8 HACMOAULEE 8PEMA XUMUUECKUMU CO-
eOUHEeHUAMU. YCManoeneno, 4mo 0na noayyeHus yeoauma 6 Kauecmee KOMHOHEeHma CmpyKmy-
Ppoobpasyrowieli 006asKku 6 cocmaee 2j1iy00KUX IGMEKMUYECKUX pACmeopumelieil 004a3amenbHo
npucymcmeue kapoamuoa. Memooamu HK-cnekmpockonuu u peHmezeHnophazo8020 anaiusa noo-
meepiHcoena NPUHAIeHCHOCH b CUHIME3UPOBGAHHBIX UeOTUM 08 K CeMeliCHI8y NeHMACUl U onpeoe-
JleHa ux Kpucmanauunocms. Memooom Hu3KomemnepamypHoil adcopoyuu azoma onpeoeneHnl
meKcmypHule XapaKmepucmuKu 4eoaumos, Memooom CKanupylouieil 31eKmpoHHol MUKpPOCKO-
RUU ucce006ansvl hopma u pazmepsvt Hacmuy, 4eoaUn 06, MEMOOOM MEeMREPAMYPHO-NPOZPAMMU-
Pyemoii Oecopouuu ammuarka uccied08ansl Cuid u KOHUEeHMpauus KUCTOMHbIX YeHMPO8 CUHMe-
3UPOGAHHBIX UCONUMHBIX 00PA3U0E8 U NOKA3AHA 3A8UCUMOCHL IMUX XAPAKMEPUCHUK OM MUna
npumensemozo memniaama. Kamanumuueckas akmugHocmos MoUOOEHCOOEPHCAUMUX KAMATUZA-
mMopoe8, NONYUEHHBIX HA OCHOBE CUHMEIUPOBCAHHBIX UEOTIUMO8 MEMOOOM CYX020 MEXAHUUECKO20
CcCMeuleHUs HAHOPAZMEPHO20 ROPOUIKA MOSIUOOEHA U COOMBEMCMEYIOU|e20 ROPOUIKA CUHME3UPO-
8AHHO20 Yeonauma, uzyueHa 6 npoyecce HeOKUCAUmMenbHou Koneepcuu memana. Ilokazano, umo
UCROJIb306aHUE NPU CUHINE3E UECOIUM06 8 KAUeCEe MEMNIAMO08 OUHAPHBIX U MPOUIHBIX CUCHEM
npueoOuUm K nojiyueHuio 601ee akmueHsIX KAMaiu3zamopos no CPAGHEHUI0 ¢ KAmMaiuzamopamu,
ROYUEHHBIMU C UCNOJIB308AHUEM OMOEIbHBIX KOMNOHEHINO08, 6X00AULUX 8 COCMAB 2YHOKUX I6-
meKmuuecKux pacmeopumeeil.

KiroueBble ciioBa: neonur ZSM-5, cuHTe3, r1yOOKHe 3BTEKTHUECKHE PACTBOPUTENH, CTPYKTYpooOpa-
3ytomas 100aBKa, METaH
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This work is devoted to the search for new structure-forming additives — templates for the

synthesis of pentasil-type zeolites. Pentaerythritol, urea, choline chloride, as well as binary and
ternary systems of deep eutectic solvents consisting of mixtures of these components were used as
structure-forming additives. Deep eutectic solvents have low melting point and vapor pressure, and
are characterized by high thermal and chemical stability, and allow to synthesize the zeolites in
more environmentally friendly conditions compared to currently use chemical compounds. It has
been established that the presence of urea is required to obtain zeolite as a component of a struc-
ture-forming additive in deep eutectic solvents. IR spectroscopy and X-ray phase analysis methods
confirmed that the synthesized zeolites belong to the pentasil family and determined their crystal-
linity. The low-temperature nitrogen adsorption method determined the texture characteristics of
the zeolites, the scanning electron microscopy method showed the shape and size of zeolite particles,
the temperature-programmed ammonia desorption method investigated the strength and concen-
tration of acid sites in the synthesized zeolite samples and showed the dependence of these charac-
teristics on the type of template used. The catalytic activity of molybdenum-containing catalysts
obtained on the basis of synthesized zeolites by dry mechanical mixing of nanosized molybdenum
powder and the corresponding powder of synthesized zeolite was studied in the process of nonox-
idative conversion of methane. It was shown that the use of binary and ternary systems as templates
in the synthesis of zeolites leads to the production of more active catalysts compared to catalysts
obtained using individual components included in the composition of deep eutectic solvents.

Keywords: ZSM-5 zeolite, synthesis, deep eutectic solvents, structure-forming additive, methane

Y4uuTteiBas COBPEMEHHYIO MOTPEOHOCTh OTEYECTBEH-

BBEJIEHUE y ;
HOHU He(bTer[epepa6aTHBa}0H_{eI/I HpOMLIIHJ'IeHHOCTI/I B

DOKOHOMHYECKOE pa3BUTHE HedrenepepadaThl-
BAIOIIEi 0Tpaciii 0OYCIIOBIEHO BHEAAPEHNUEM COBPEMEH-
HBIX WHHOBAIIMOHHBIX TEXHOJOTHH W PalMOHAIBHBIM
UCIIOJIb30BaHUEM HWMEIOIIUXCS YTIIEBOJOPOAHBIX pe-
cypcoB. OIHUM U3 TaKUX PECYPCOB SIBJISETCS MOIYT-
HBIH HedTsHOM Ta3 ([THI), u3Bnekaemelil B porecce
no0biun HeTh. 3amaum ucnonb3oanus [THI, rimas-
HBIM KOMITOHEHTOM KOTOPOT'O SIBJISIETCS METaH, upes3-
BBIYAIHO BaKHBI JJ151 BceX HEPTEI0ObIBAIOIIUX CTPAH,
ocTpo 3ta npobiema crout u B Poccun [1-8].

Bricokokpemuesemusie neosnmtsl (BKL) sB-
ns1t0TCa 3¢ PEeKTUBHBIMU KaTalu3aTOpaMu psifia Bax-
HBIX TpoleccoB HedTernepepaboTkh U HeQTEXUMHUH.
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AKTUBHBIX, CEJIEKTHBHEIX M CTAOMIBHBIX IIEOJUTHBIX
KaTaM3aTopax, COBEPIICHCTBOBAHUE CIIOCOOOB HUX
CHHTE3a SIBJISIETCS aKTyabHOU 3amaueii [9-11]. Boib-
oe BJIMSHUE HA KPHCTALIOrPaQHUUECKYI0 YHCTOTY
LICOJUTHOH (ha3bl OKA3BIBACT MPUPOJIA OPraHHIECKOTO
KOMITOHEHTA — TeMITJIaTa, UCTI0JIh3yEeMOTO TP CHHTE3e
B Ka4eCTBE CTPYKTypooOpa3yromiero areara. B xage-
CTBE OPTaHUYECKOTO KOMITOHEHTa OOBIYHO HCIIONb-
3YIOT TaKWe COSAUHECHUS, KaK YeTBEPTUIHBIC AMMOHH-
€BbIC OCHOBAHHS, aMUHBI, aMHHOCITUPTHI, aaudaTuye-
CKFEe CIUPTHI U JIp. B HacTosIIIee BpeMs yCHITUS UCce-
JIOBATEJICH HampaBJIEHbl Ha MMOMCK HOBBIX HaIlpaBiic-
Hui B cuate3e BKII ¢ ucmons3oBaHuEeM JICIICBBIX U
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MPOMBIIIUIEHHO JOCTYIHBIX OPTaHUYECKUX PEarcHTOB
[12-14].

B mocnenHue roapl B 3apyOekHBIX HAyYHBIX
M3aHUSIX TOSBIIIMCH PE3YyIbTaThl HAYYHBIX paboT
[15-19], B KOTOpBIX B KAa4eCTBE OPraHUYECKOTO TEM-
TIaTa MpeIyIararoTcsl TIyOOKHe 3BTEKTUYECKHE pac-
tBopuTenn (I'OP), KoTopble mpeAcTaBIsAOT coOon
CMECH, COCTOAIINE W3 JOHOpPA BOJOPOTHOW CBSI3U
(xapbaMu, TEHTA3PUTPUT U Jp.) U aKLENTopa BOJO-
pOIHOU CBsi3M (YETBEPTHYHBIC AMMOHHUNHBIC COJIH,
xJopup xonvHa u ap.). 'OP uMmeroT HU3KyI0 Temmepa-
Typy IUIaBIICHUS, HE3HAYUTEIHHOE JaBlieHHE TMapa U
BBICOKYIO TEPMHUYECKYI0 M XHMHYECKYH) CTaOWIIb-
HOCTB, YTO JI€JaeT BO3MOKHBIM IMTPOBEJCHIE CHHTE3a
[IEOJTUTOB B O0JIee MATKUX, SKOJIOTHYECKH O€30ITaCHBIX
YCIIOBUSIX.

Ienwro HacTOsAIIEH PaOOTHI SIBISLIOCH CPABHU-
TeIbHOE UCCIEOBAaHUE (PU3UKO-XMMHUYECKUX M KaTa-
JUTUYECKUX CBOMCTB IICOJUTOB TuUIa ZSM-5, momy-
YEHHBIX C UCIOJL30BAaHUEM B Ka4€CTBE CTPYKTYpPOOO-
pasyromux 100aBOK OTIENBHBIX COSIMHEHUH, BXOIS-
mux B coctaB ['OP, a Takxke OMHAPHBIX M TPOHHBIX
I'DP, cocTosmux U3 cMecel HHIUBUIYIbHBIX KOMIIO-
HEHTOB.

METOAMKA OKCIIEPUMEHTA

CHHTE3 TIEOTUTOB C MOJSIPHBIM OTHOIICHUEM
SiO2/Al;03 = 40 mpoBOANIIN METOIOM THAPOTEPMAITb-
HOH KpUCTAJIM3aLUY HIEIOYHBIX AIFOMOKpEMHEreei
COTJIACHO METOWKE, ONrcanHoil B pabote [20]. B ka-
YeCTBE MCTOYHHMKA KPEeMHUsI ObLI MCIONB30BaH BOJ-
HBII pacTBOpP HATPUEBOM COJIM KPEMHEBOW KHUCIIOTHI
Na,SiOs, a B KauecTBE HCTOYHHMKA aTFOMUHUS — BOTHAS
counb Hutpata amomuaus AI(NOz)s-9H-0.

B kauectBe cTpykTypooOpasyroniel 100aBKu
ucnonb3oBaiy nearadputpurt (I19P), kapbamung (KA),
xyopup xonuHa (XX), a Takke OWHApHBIE U TPOIHBIE
cuctemsl I OP, cocTosmme 3 cmecel 3THX KOMIIOHEH-
TOB B MOJISIPHOM COOTHOIICHWH, PAaBHOM JBTEKTHYE-
ckomy: XX/KA =33:67, [IDP/KA =40:60, XX/TIDP =
50:50, KA/XX/TIDOP = 44:36:20.

PeakimonHble Tenu B 3aBHCUMOCTH OT WC-
MOJIL30BAHHOT'O TEMILIATa COOTBETCTBOBAIIM COCTABY:

16Na;O- 13I19P- Al;03-40Si02°4924H20 (06-
pazer [19P),

16Na,O-10KA-Al,03-40S102-1377H20  (06-
pazent KA),

16Na,0-8XX-Al,03:40S102-2610H20 (obpa-
3er XX),

16Na,O-7KA-3XX- Al203-40Si02-2610H20
(o6pazenr XX/KA),

16Na,O-7KA-3I15P- Al,03:40S10,-2573H,0
(obpazen [I1DP/KA),
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16Na,0-3XX-3I19P- Al,03-40Si02- 1964H,0
(obpazen; XX/T1OP),

16Na,O-8KA-3XX-2I13P- Al>03-40Si02-400
9H,0 (o0Opazer; KA/XX/TIDP).

Kpucraniuszaunio npoBOANIN B CTaJIbHBIX aB-
Toknasax npu temneparype 170 °C B reuenue 3-7 cyT.
[ocre okoHYaHMs KpUCTAIIM3ALUMHT TBEPAYIO a3y OT-
JEJISUIN OT KUIKOHW (QUIBbTPOBAHHEM, OTMBIBAIIH OT U3-
OBITKA MIETOYM JIUCTHLTUPOBAHHOW BOAOH M CYIIWIN
npu 100 °C B atmocdepe Bo3ayxa B TeueHue 8 4. s
yAaJeHus] TEMIUIaTa CUHTE3UPOBAHHbIE 00pa3Lbl 1I€0-
nuToB npokanuBamy npu 550 °C 1 myTeM IeKaTHOHH-
poBanus 25%-ueiM BogubM pacTBopoM NH4Cl nepe-
BOAWIH B akTHBHYIO H-hopmy.

Jls mporiecca  HEOKUCIIUTENBHONM KOHBEpCUU
MeTaHa Ha OCHOBE MOJYYCHHBIX IEOJMTOB METOAOM
TBepI0(a3HOr0 CHHTE3a ObLTU MPUTOTORICHB M0/ZSM-
5 karanuzatopsl 4%Mo/ZSM-5. Karanuzatops! roto-
BIWJIH METOJOM CYXOr0 MEXaHHMYECKOrO CMELICHUS
ueonutoB B H-popMe ¢ HaHOpa3MEpHBIM MOPOIIKOM
(HPII) monnOaena, moMy4eHHBIM METOAOM DJIEKTPH-
YEeCKOI'0 B3phIBa IPOBOIHHUKA B CPEZIE aproHa, B Mapo-
Boii BuOpomenbHuiie KM-1 B teuenue 2 4. Cpeanuit
pasmep yactul Mo coctasisun 70-110 um. [Ipuroros-
JICHHBIE CMECH NPOKAJUBAIN B My(QeJIbHOH Nedu mpu
temrieparype 550 °C B TeueHue 4 4, IPECCOBAIU U OTOH-
paiu Gpakiuo kaTainusatopa pazmepom 0,5-1,0 Mm.

KadecTBO moMy4eHHBIX IIEOJIMTOB OLEHUBAIN
¢ nomoiipio MetonoB MK-criekTpockonuu u peHtre-
HodazoBoro ananuza (POA). UK cnekTpsl nieonutos
peructpupoanu ¢ nomoupo MK-Oypre ciektpomeTpa
¢ momyinem Termo Electron Nicolet 5700 (Thermo
Electron Corporation, CIIIA) B o6macta 4000-400 cm ™.,
HNK-®ypre ciekTpomeTp npeaoctaBieH TOMCKUM pe-
THOHAJIBHBIM LIEHTPOM KOJUIEKTUBHOTO I1OJIb30BaHMS
THIL CO PAH (TomLIKII CO PAH). UccnenoBanus
metrogoM PDA mpoBoAmIM ¢ HMCIOIL30BAHUEM JTH-
¢pakromerpa DISCOVER D8 (Bruker, I'epmanns) B
Iuara3oHe yrioB 20 = 6-86°.

YenbHyl0 TOBEPXHOCTh IEOJIHMTOB OIpeEJe-
nsun merogoMm BOT (Bpynayspa-Ommera-Termiepa) uz
JaHHBIX HHU3KoTemrepatypHoil (—196 °C) apcopOuun
a30Ta, TOJYYCHHBIX C TNPHMEHEHWEM aBTOMaThude-
CKOI'0 ra3oajcopOIMoHHoro aHammu3aropa «CopOro-
meTp M» (3A0 «KKATAKOH», Poccust). O6bem u pas-
Mep 1op 00pa3oB pACCUUTHIBAIHN C TIOMOIIBIO MOJIEIN
BJH (Barett-Joyner-Halenda) u3 qaHHBIX H30TEPM aj1-
copOuuu 1 necopOuun. PacueT XxapakTepucTHK OPH-
CTOH CTPYKTYPBI LIEOJIUTOB IPOBOJIUIICS C UCIIONB30Ba-
HUEM MIPOTPaMMHOT0 obecrieueHus mpruodopa.

Mopdonoruio moBepxHOCTH 00pa3LoB Ucclie-
JOBaJIM Ha CKAHUPYIOIIEM 3JIEKTPOHHOM MHUKPOCKOTIE
Hitachi TM 3000 mipu yckopsirorem HarpsbkeHud 5 kKB
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B PSKHME CHATHS 3apsSIKH C oOpasiia (3JIEKTPOHHAS
nymka 5-1072 Tla, kamepa mns obpasua 30-50 Ila).
ONEeMEHTHBIM aHanu3 MPOBOIMIN Ha MPHUCTABKE IS
SHEProaUCIEPCHOHHOr0 MuKpoaHnanu3a Quantax-70.

KucnoTtHeie cBOMCTBa LEOJIUTOB U3ydaaud Me-
TOJIOM TEMIIepaTypHO-IIPOTPaMMHUPOBAHHON JecopO-
ruu (TTI/T) ammuaka, mo3BOJISIONIUM OTIPEACTUTh Pac-
npezeseHrne KUCIOTHBIX [IEHTPOB 10 CHUJIE U UX KOJIH-
yecTBO. Xpomarorpadudeckuii Bapuant TI1J] 3akio-
YyaeTcsl B TOM, YTO 00pasel ¢ IpeABaAPUTEIBLHO aacop-
OMpOBaHHBIMHM HAa HEM MOJICKYyJaM{ BEIIEeCTBa-30HIA
(amMMuak) HarpeBaroT co ckopocThio 10 °C/MUH B TOKE
refusl U 3aluChIBAIOT CHEKTP JecOpOLMH aMMHaKa.
KoHueHTpanust KMCIOTHBIX LIEHTPOB COOTBETCTBYET
KOJINYECTBY JECOPOMPOBAHHOTO aMMHUAaKa, a UX CHJIA
OILICHMBAETCS 10 TEMIEPaTypHbIM MaKCUMyMaM Ha Jie-
COpOLMOHHBIX KPHUBBIX [21].

Karanutuueckyto aKkTHBHOCTb CHHTE3HPO-
BaHHBIX 00pa3IOB ONMpeAeIsIN B MPOTOYHOU ycCTa-
HOBKE C HETIOJBMXHBIM CJIO€M KaTajlu3aTopa B Ipo-
[ecce HEOKUCIUTENbHON KOHBepcuH MeTaHa. Heoknc-
JUTENbHYI0O KOHBEPCHIO METaHa (CTENEHb YHCTOTHI
99,9 00. %) npoBoawu nipu Temreparype 750 °C, 00b-
eMHOH ckopocTH nofadu ceipbs 1000 a1 atmocdep-
HoM jgasneHun. OOpazen karamm3atopa Mo/ZSM-5 ¢
pasmepoM yactuil 0,5-1,0 MM B konudectse 1 cm® mo-
MeIaId B TPyOUaThlii KBAapIEBBI peakTop AHAMET-
pom 12 mm. Ilepen HadamoMm peakuuu KaTaliu3aTop
HarpeBanu B Toke renus A0 750 °C u BbLAEpP)KUBATIU
TIpU ATOM TeMIiepatype B TeueHue 20 MUH, TI0cye Yero
HauMHaJIM IoJaBaTh MeTaH. s mpenoTBpamieHus
KOHJICHCAllUM WJIM TPOYHOH ajxcopOuuu o0paszyro-
IIUXCS B IIPOLIECCE PEaKIIUH BHICOKOKHITAILIUX YTJIEBO-
JIOPOJIOB, TPYOKY Ha BBIXOJIE M3 pEaKTOpa U IIECTUXO-

100

Mponyckanue
2

JIOBOM KpaH JJIst 0TOOpa mpod Ha aHaIN3 HAarpeBalid 10
220 °C. IIponyKThl peakuuu OTOUPAH Yepe3 MepBhie
20 mMuH peakuuu u ganee kaxaoble 40 mMuH. AHanuz
IIPOAYKTOB MPOBOIWJIM METOAOM Ia30BOM XpoMaro-
rpaduu C HCHOIB30BaHMEM XxXpomarorpada «Xpo-
MaT3k-Kpucramn 5000.2» (I'K «HoBble TexHOTOTHNY,
Poccus). Ans onpeneneHus coctaBa >KUAKOH (a3l Mpu-
MEHSIM KamwusipHyto KonoHKy BP-1 PONA (100 m x
x 0,25 MM x 0,5 MKM), a JUTsI OTIpeIeNICHHS COCTaBa raso-
BO# (a3el — KamusipHyro GS-Gas-Pro(60 m x 0,32 mm)
u HabusHyto Carbosieve S-11 (4 m x 2 MM) KOJIIOHKH
(Agilent Technologies, CIIA). ITorpenHocTs H3MeEpe-
HHS XpoMaTorpaduuecKuM METOJIOM cocTaBisiia 2,5%.

PE3VIJIBTATBI U X OBCYXJIEHUE

Ha puc. 1 u 2 npusenens K criekTpbl 00pas-
1I0B, CHHTE3UPOBAHHBIX C UCTONb30BanueM ['DP u ot-
JETBHBIX COCTABJIIIONINX MX KOMIIOHEHTOB. Pe3yib-
TaThl aHAIU30B NoKa3aiu, uto MK cnekTpsl cCUHTE3U-
POBaHHBIX O00pa3IOB COOTBETCTBYIOT IICOJIUTAM CO
CTPYKTypor ZSM-5, 0 ueM CBUIETEIbCTBYET HATTUIHE
H0JI0¢ moromeHus mpu 550-560 cm u 450 em L. Uc-
KJIFOUEHHE COCTABHJIM MPOAYKTHI, MOJTYYCHHBIE C HC-
noyib3oBanueM XX u X X/[1OP B kauecTBe CTpyKTYpO-
oOpa3oBarens Tipu cHUHTe3e. BappupoBaHme cocTaBa
PEaKIMOHHOTO I'efisl U YCIOBUN IPOBEICHUS CUHTE3A C
STUMHU KOMIIOHCHTAMH HE TIPUBEIIU K MOIYICHHIO 11€0-
nuTta. [1o nanasiM MK-criekTpockonuu B MOTy4eHHBIX
MIPOJYKTaxX MPUCYTCTBYET (haza KBapIia.

KpucranmmuHocTs MOMYYEHHBIX IICOJIUTOB,
paccuuTaHHas M0 COOTHOIICHHIO MHTEHCUBHOCTEH 0~
n0c mornomeHus B obnactu 550 u 450 cm* [22], He
npessimana 8§0%, 3a uckirodeHueM reonuta XX/KA,
KpPUCTAJUTMYHOCTh KOTOporo coctasmia 90%.

800
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4000 3000 2000 1000

BonHoBoE MMcno, cM~!
Puc. 1. MK cnekTpsl I€0INTOB, CHHTE3UPOBAHHBIX C MHANBUIyaIbHBIMI KoMroHeHTamu ' OP: 1 — KA, 2 — T19P, 3 — XX
Fig. 1. IR spectra of zeolites synthesized with individual components of DES: 1 — CA, 2 - PER, 3-CC
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BONHOBOE YMENG, CM™'
Puc. 2. UK cnextpsl ieonmuToB, cuHTe3upoBanHbiX ¢ [OP: 1 — XX/TIOP, 2 — XX/KA, 3 — TIDP/KA, 4 — KA/XX/TIOP
Fig. 2. IR spectra of zeolites synthesized with DES: 1 — CC/PER, 2 — CC/CA, 3 - PER/CA, 4 — CA/CC/PER

26 36 46 56 66 76 86
2 Theta (%)

Puc. 3. ludpakrorpaMMsl IEOJIMTOB, CHHTE3UPOBAHHBIX C HHIH-
BUyaJbHBIMU KoMIoHeHTamu ['OP: 1 —TI9OP, 2 — XX, 3 — KA
Fig. 3. XRD patterns of zeolites synthesized with individual com-
ponents of DES: 1 - PER, 2-CC, 3-CA

6 16

Ha0Op XapaKTEPUCTUYCCKHUX IOJIOC B 00JACTH YIJIOB
otpakeHus 20 = 8, 23-25 u 29°, 3a uckIroUeHNEM 00-
pastos, moay4aeHHbIX ¢ XX u XX/TIOP (puc. 3). [1o nan-
HbIM PDA mpoaykTom cHHTE3a 3TUX 00paslioB sIBIIsI-
eTcs 0-KBapIl, Ha YTO YKa3bIBaeT XapaKTepUCTUICCKas
rosioca B obmactu 26,3°. OOpasell, CHHTe3UpOBaHHBIN
c KA, nmeet peduekchl, naeHTHUHBIE pediekcaM Yn-
CTBIX IIEOJINTOB, TOT/Ia KaK B 00pa3iax, MoJyYeHHBIX C
XX/TIDOP, napsay ¢ (asoii 1meonura, HaOMIOmAETCS
MPUCYTCTBHE NpuMecH (a3bl KBapLa.

B Tabn. 1 mpuBemeHbl pe3ylbTaThl CPaBHHU-
TEJIbHBIX HCCIIEJOBAHUN YACIBbHON IIOBEPXHOCTU U 00b-
eMa TI0p LEOJUTOB, CHHTE3UPOBAaHHBIX C MCIIOIb30Ba-
HueM I'DOP M OTHENbHBIX COCTABIISIOIIMX WX KOMIIO-
HEHTOB.

Tabnuya 1
TekcTypHbIEe XapAKTePUCTUKHA CUHTE3UPOBAHHBIX 1€0-
JUTOB
1 Table 1. Textural characteristics of synthesized zeolites
SBET, SM€30| SMyu(pO, V061u| Vme30; VMMKpCH
M ’L , Obpasent | 2103 | (v2/r) | (w2/r) | (em¥r) | (M) | (o)
s e I115P 282 | 93 189 | 0,120 | 0,040 | 0,080
’Lﬂ 3 KA 369 | 96 273 10,160 | 0,040 | 0,120
XX/KA 317 | 139 | 178 | 0,149 | 0,063 | 0,089
m .M..,«JLULA - A i ! ) IIOP/KA | 304 | 89 215 | 0,133 | 0,032 | 0,101
6 16 2% 16 46 56 66 7% 86 KA/XX/TIDP| 322 94 228 | 0,148 | 0,039 | 0,109
2 Theta (°) IMpumedanne: SgeT — yaenbHast TOBEPXHOCTH IEOJINTA, H3Me-

Puc. 4. PenTreHorpaMmsl I€OJMTOB, CHHTE3UPOBAaHHBIX ¢ ['OP:
1 - XX/TI3P, 2 — KA/XX/TIOP, 3 — TIDP/KA, 4 — XX/KA.
Fig. 4. XRD patterns of zeolites synthesized with DES:

1 - CC/PER, 2 - CA/CC/PER, 3 - PER/CA, 4 - CCI/CA

Hccnenopanue MmoyydeHHBIX 00pa3IioB METO-

noM PDOA Takxe moaTBep:KIaeT UX MPUHAJICKHOCTh
K KJaccy LEONuTOB THna ZSM-5, Ha 4TO yKa3bIBacT

ChemChemTech. 2025. V. 68. N 8

pernast 1o MeToxy BET; Sueso, Swuxpo — y/I€TbHASI HOBEPXHOCTH
Me30- © MHKPOIIOP COOTBETCTBEHHO; Vo6u, Vmeso, Vaixpo — 00-
U yAEeTbHBIH 00heM T0p, YACTbHBIH 00bEM ME30- U MHKPO-
IIOp COOTBETCTBEHHO

Note: Sger — specific surface area of zeolite measured by the
BET method; Smeso, Smicro — Specific surface area of meso- and
micropores, respectively; Viotal, Vmeso, Vmicro — total specific
pore volume, specific volume of meso- and micropores, re-
spectively
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MUHHAMaNIBHYIO BEIMYKHY YACIBHON MOBEPX-
HocTH uMeeT oOpasen [IOP, MakcuManbHyIO — IEOTHUT
ZSM-5, cuntesuposannbiii ¢ KA. O6paszen KA umeer
TaKXXe MAaKCUMaJIbHOE 3HAYE€HHE BEJITUYMHBI yIEIbHON
MTOBEPXHOCTH MUKPOTIOP M OOIIEeTo yIeIbHOTO 00beMa
nop. Ucnonp3oBanue 'OP B kauecTBe cTpyKTypOoOOpa-
3yIOIKX 100aBOK MPUBEIO K MOIYYECHHIO [ICOIUTOB C
YCPEIHEHHOH BEIMYMHON YIEIbHOM IOBEPXHOCTH.
MakcuMaibHble BETHMYUHBI YIENbHONW MOBEPXHOCTH
Me301op U 06beMa Me30mop 3aUKCUPOBaHbI AT 00-
pasna XX/KA.

Ha puc. 5 npencrasieHsl MUKpoQoTorpaduu
MMOBEPXHOCTH CHHTE3UPOBAHHBIX IICONUTOB. B pe3yib-

TM3000_1889

TaTe MCCIIEI0BAaHUN YCTAHOBIIEHO, YTO PH HCIIOIb30Ba-
HUM Pa3HBIX CTPYKTYpOoOOpa3yromuX J00aBOK CTPYK-
Typa u Gopma 3epeH LeonuTa pazaudarorcs. Oopaser
XX/KA coctouT U3 ABYX THIIOB YacTull. [lepBas rpymma
— 3TO KPUCTAILIBI ¢ pazmepoM 1,5-2,5 MM ¢ dpopmoii,
omu3koil k chepuyeckoil. Bropas rpynma wactun —
IUIOTHO YMAaKOBaHHBIC arioMeparbl MENKHX cdepuye-
CKHX YaCTHII, IMEIOIIINE TaKke cheporogodHyro popmy
pasmepoM 16-20 mMxm (puc. 5a). OOpasiubl 1EOTUTOB
[I3P/KA (puc. 56) u KA/XX/TIQP (puc. 5B) umeroT B
cocTaBe TpH Ipymmbl yactuil. Hapsy ¢ yactnmamm, xa-
pakTepHbIME JiTs 00pasia XX/KA, oOHapy» eHbI rekca-
TOHAJIbHBIC KPHCTAJUIBI MTPABHIBHON (POPMBI C pa3Me-
pamu 3-5 mxMm Ha 10-12 MKM.

TM3000_1926 AL D87 x2,0k

B

Puc. 5. SEM-cHuMKH 00pa3noB 1eoInToB, cuHTe3upoBaHHbIX ¢: XX/KA (a), [IDP/KA (6), KA/XX/TIOP (B)
Fig. 5. SEM-images of samples of zeolites synthesized with: CC/CA (a), PER/CA (6), CA/CC/PER (B)

TM3000_3872

AL 0 x20k 30

‘TM3000_3881

0

Puc. 6. SEM-cHHMKH 00pa3Ii0B IEOJIMTOB CHHTE3UPOBAHHBIX C MHANBHAYaIbHBIMU KoMIoHeHTaMu I'OP: TIOP (a), KA (6)
Fig. 6. SEM-images of zeolite samples synthesized with individual components DES: PER (a), CA (6)

CH0XHO OOBSICHHTH MEXaHHU3M OOpa30BaHHS
pa3uyarImxcs mno GopMe 4acTHIl [EOJIUTa, HO UC-
MOJIb30BaHUE B KAYECTBE CTPYKTypooOpasyromiei J0-
OaBku Oonee croxkHOW TpoiHOU cMecu KA/XX/TIOP
MIPUBOJIUT K BOZHMKHOBEHHIO OOJIBIIETO KOJIHUYECTBA
BHJIOB YacTHI] Ile0UTa. B 3TOM HampaBiieHHMHn HE0OXO-
JIMMO TIIATENIBHOE MCCIIEI0BaHKIE, KOTOPOE, BO3MOXKHO,
MTO3BOJIUT YCTAHOBUTH KOPPEISAIUI0 MEXIY MPHUPO-
O cTpyKTypooOpasymomeii 1o0aBku U (GopMoit
KpHUCTAJUIOB.

46

U3 551eKTPOHHO-MUKPOCKOITHYECKHX CHUMKOB
CHHTE3WPOBAHHBIX IIEOJUTOB, MPEJACTABICHHBIX Ha
puc. 6, BUIHO, 4TO (OopMa M pa3Mep 00pa3yrOMIUXCs
KPHUCTAJIOB 3aMETHO OTJIMYAIOTCS M 3aBUCST OT MPH-
POMIbI CTPYKTYPOOOpasyromiei J100aBKH, HCIONIb3ye-
MO TIPH CHHTE3€ 1IC0IUTOB. KpUCTAaITBI 1IE0TUTa, TO0-
JydeHHbIe ¢ ucnoianr3oBanueM [I1OP (puc. 6a), HeonHO-
POIHBI TI0 CBOEMY COCTaBy M HUMEIOT MEHBIINE Pa3-
MepBI [0 CPABHEHHIO C pa3MepaMK KPHCTAILIOB 110U~
TOB, TIOJIyYEHHBIX C Hcmonb3oBaHueM KA (puc. 60).
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s o6pasma KA (puc. 60) HabmogaeTcst 00pa3oBaHue
M30JIUPOBAHHBIX, XOPOLIO OTPAHUYEHHBIX KPUCTAILIOB
B (OopMe TeKcaroHaJbHOM MPU3MBI C pa3MepaMHu rpa-
Hell 3x4x5 MKM, a Takke MPUCYTCTBYET HEOONbLIOE
KOJINYECTBO IJIACTUHYATHIX KPUCTAJUIOB B BHJIE TeKCa-
TOHAJIBHBIX MPHU3M ¢ BbicoToM 0,1x0,2 MKM.

Takum oOpa3om, mpupoa CTPYKTypooOpazo-
BaTeJIsl, UCIIOJIb3YEMOI0 B CHHTE3€ IIEOJIUTOB, OKa3bl-
BAeT CYILIECTBEHHOE BIMSHUE Ha pa3mep U Mophoio-
THIO UX KPUCTAJJIOB.

OnHoli 13 BayKHBIX XapaKTEPUCTHUK JUIS LIEOJIH-
TOB, IPUMEHSEMBIX JUIS IIPUTOTOBJICHUS KaTaJIU3aTo-
POB, SBJISIETCSl HaJMUUE KUCIOTHBIX aKTUBHBIX LICH-
TPOB, OOYCIIOBJIMBAIOIINX KaTAJUTUYECKYIO aAKTHB-
HOCTh. B Tabi. 2 moka3aHbl KHCJIOTHBIE XapaKTepH-
CTHKH LEOIUTHBIX 00Pa3lloB, CAHTE3UPOBAHHBIX C UH-
AUBUAYAJIbHBIMA KOMIIOHCHTAMH, BXOJAIIHMMU B CO-
ctaB I'OP, u ¢ I'OP, a Takxxe Mo-conepxalux KaTaiu-
3aTOPOB, MOIYYEHHBIX Ha UX OCHOBE.

O cue KUCIOTHBIX LIEHTPOB CBUIETEIBCTBYET
TeMIepaTrypa MakCUMyMa AecopOlnoHHoro nmuka. Bee
UCCIICIOBAHHBIC LIEOJIUTHl UMEIOT HU3KOTEMIIEpaTyp-
HBIE KHCJIOTHBIE IIEHTPHI C OOJIACTHIO IECOPOINH aM-
muaka ot 100 mo 300 °C u BeICOKOTEMIIEpaTypHBIE
KHCJIOTHBIE LIEHTPBI, aMMHUAK C KOTOPBIX JIECOPOHPY-
ercs B untepBane 300-600 °C. U3 npeacTtaBieHHbIX
JaHHBIX BUAHO, YTO Ui HEMOAM(DUIIMPOBAHHBIX 1IE€O0-
JIMTOB MHWHHUMAJIbHAas CHUJIa HU3SKOTEMIICPATYPHBIX H
BBICOKOTEMIICPATYPHBIX KUCIOTHBIX LIEHTPORB AeCOpPO-
UM aMMHaKa XapakTepHa s oOpasua I10P, y 06-
pasua [1OP/KA cuna KHCIOTHBIX LIEHTPOB OOOUX TH-
IIOB MaKCHMaJbHa H3 HCCICAOBAHHBIX TCEMILIATOB.
MakcumMaibHasi KOHUEHTpaLus: HU3KOTeMIIEPaTyPHbIX
KHCJIOTHBIX LIEHTPOB M HAaUOOJIbIIIeE CyMMapHOE KOJIH-

A.A. Stepanov et al.

YECTBO IIEHTPOB OOOMX THIIOB OIPEAENICHO I 00-
pasua XX/KA. Ilo cymmapHOMY KOIHYECTBY KHCIIOT-
HBIX LIEHTPOB 00pasiy X X/KA HemMHOro yctymnaer 00-
pazen KA/XX/TIOP. s obpasna [I19P/KA ormeueHo
MUHHMAJIbHOE COAEP)KaHWE HU3KOTEMIIEPaTYPHBIX
KHCJIOTHBIX LIEHTPOB U MUHUMAJIbHAsl CyMMapHas KOH-
LEHTpanus KUCIOTHBIX IIEHTPOB. bosbie Bcero Beico-
KOTEMIIEPaTYPHBIX KUCIOTHBIX LIEHTPOB UMEET 0Opa-
3er; KA, a MeHbIIIee KOJIMYECTBO EHTPOB ITOrO THIA
— obpaszer [1DP.

Moaudunuposanue neonuros HPIT monm6-
neHa B KoimuyecTBe 4% Mac. MpUBENO K M3MEHEHHIO
KHCJIOTHBIX XapaKTepUCTHK. BrlcokoTeMmnepaTypHbIi
JeCOPOIIMOHHBIN MUK HUCCIEAYEMBIX 00pa3IiloB «Criia-
KEH», HE UMEET YETKOTO MaKCHUMYyMa, YTO CBHCTEIb-
CTBYeT O HAJWYUHU IIUPOKOTO CIIEKTPa KHUCIOTHBIX
ueHTpoB. Beenenue B nieonutsl HPIT monnbaena mpu-
BCJIO K CHMIKCHHUIO CUJIbI KUCJIIOTHBIX HCHTPOB U UX
KOHIIEHTPAIlH, 0COOCHHO Ui BEICOKOTEMITepaTyp-
HBIX KHUCIIOTHBIX IIeHTpoB. [lo MHEHUIO aBTOpOB [23],
BBEJICHUE MOJIMO/IEHA B LICOJHT U MOCIEAYIOIIEe Ipo-
KaJIMBaHUE KaTalln3aTopa MPUBOAUT K OJIOKHPOBKE Ka-
HaJIOB LC€OJIMTAa KPYIHBIMU KPUCTAJUIMTAMH OKCHUOA
MounO1eHa, (hOPMUPYIOIIIMHUCS B IPOIECCE TPOKAIIH-
BaHusa. Kpome Ttoro, B pabore [24] ycTaHOBIEHO
YMCHBIICHUE CTCIICHU KPUCTAITIMYHOCTHU LICOJIUTA IIPH
npokanuBannu Mo/ZSM-5 karanuzatopo ot 500 no
700 °C B pe3ynbTaTe ACATFOMUHUPOBAHUSA LIEOJIUT-
HOM MaTpuIpl ¢ 00pa3oBaHHEM MOJMO/IaTa ATIOMH-
Hust Al2(M00Qas)3. Takum 00pa3oM, YMEHBIIICHHE KHC-
JIOTHOCTH MOJIMOJICHCOJIEPKAIINX [IEOIUTOB 00YCIIOB-
JICHO CTEPUYECKMMH OIPaHHUYESHUSIMH ISl JOCTYIa MO-
JICKYJI aMMHUaKa K aKTMBHBIM LICHTPaM ILCOJIMTOB, HaX0-
JAIUMCA BHYTPH ITOP U KaHAJI0B, 1 CHUYKCHUEM KOJINYEC-
CTBa KUCJIOTHBIX LICHTPOB, CBSI3aHHBIX C AIFOMUHHEM.

Taonuya 2
Kucj0THBIE XapaKTEPUCTHKA CHHTE3HPOBAHHBIX E0JIUTOB
Table 2. Acidic characteristics of synthesized zeolites
Tyace. popMmeI, °C KonneHTparms, MKMOIIb/T
Obpasen T, Ty Ci Cu Cs
115P 190 410 569 313 882
KA 215 425 513 357 870
4%Mo/ZSM-5(I15P) 185 405 538 248 786
4%Mo/ZSM-5(KA) 190 415 488 189 677
XX/KA 205 425 598 331 929
IIOP/KA 220 435 476 327 803
KA/XX/TIOP 215 425 583 336 919
4%Mo/ZSM-5(XX/KA) 200 380 528 166 694
4%Mo/ZSM-5(ITDP/KA) 195 425 426 178 604
4%Mo/ZSM-5(KA/XX/TIDP) 200 385 539 193 732

ITpumeuanue: Ti, T — TemnepaTypsl MAaKCUMyMOB HH3KO- U BBICOKOTEMIIEPATYPHBIX MMUKOB HAa TEPMOJECOPOIIMOHHBIX KpUBHIX; Ci,
CII u CZ — KOHLCHTpaluuu CJ'la6l>IX U CUJIBHBIX KMCJIOTHBIX HEHTPOB U UX CyMMa COOTBCTCTBCHHO

Note: Ti, T — temperatures of the maxima of low- and high-temperature peaks on the thermodesorption curves; Ci, Cii and Cz—
concentrations of weak and strong acidic centers and their sum, respectively

ChemChemTech. 2025. V. 68. N 8
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Brut0 mokazano, 4To pa3nuymsl, BHISIBICHHBIE B
CTPYKTYPHBIX U KHUCIIOTHBIX XapaKTEPUCTHKAX CHHTE-
3UpPOBAHHBIX LIEOJIUTOB C MHAMBHUYAJbHBIMUA KOMIIO-
HeHTaMH U ['OP, oka3pIBaloT BAMSAHME HA UX KaTallu-
TUYECKHE CBOKCTBA.

Pe3ynbrarel KaTadUTHYECKHX HCHBITAaHUNA B
MpOIECCEe HEOKUCITUTEIbHON KOHBEpCUU MeTaHa Mo-
COZIEpIKAINX IIEOJUTOB, MOMy4YeHHbIX ¢ [ OP n nHanBY-
JyaJlbHBIMA KOMIIOHEHTaMH, TIPEJICTAaBIEHBI Ha pUC. 7.

Koupepcus Metana, %

20 60 100 140 180 220 260 300 340
Bpems peakrim, MuH
Puc. 7. Pe3ynpraTsl HEOKHCIUTEIBHOI KOHBEpCHU MeTaHa Ha MO-
CoACpIKalUX NCOJUTHBIX KaTalln3aTopax, CHHTE3UPOBAHHBIX C
UCIIOJIb30BAHUEM PA3IMYHBIX CTPYKTYPOOOPa3yIOIUX 100aBOK:
1 — 4%Mo/ZSM-5(XX-KA), 2 — 4%Mo/ZSM-5(IT9P-KA),
3 — 4%Mo0/ZSM-5 (KA-XX-TIDP), 4 — 4%Mo/ZSM-5(KA),
5 — 4%Mo/ZSM-5(TT3P)

Fig. 7. Results of non-oxidative conversion of methane on Mo-con-
taining zeolite catalysts synthesized using various structure-forming
additives: 1 — 4%Mo/ZSM-5(CC-CA), 2 — 4%Mo/ZSM-5(PER-CA),
3 — 4%Mo/ZSM-5(CA-CC-PER), 4 — 4%Mo/ZSM-5(CA),

5 — 4%Mo/ZSM-5(PER)
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60 100 140 180 220 260 300 340
Bpems peakuuu, MUE
Puc. 8. I3menenue CYMMAapHOI'0o BbIXO/la 3TaHa 1 3TUJIEHA CO BPEME-
HEM pa60TI>I MO-CO}:[Gp)KaH.[I/IX LECOJUTOB C UCIIOJIL30BAaHUEM pa3JInyd-
HBIX CTPYKTypoobpasyronx 106asok: 1 —4%Mo/ZSM-5(XX-KA),
2 — 4%Mo/ZSM-5(TI9P-KA), 3 — 4%Mo/ZSM-5 (KA-XX-TIDP),
4 — 4%Mo/ZSM-5(KA), 5 — 4%Mo/ZSM-5(IT9P)

Fig. 8. The change in the total yield of ethane and ethylene over
the operating time of Mo-containing zeolites using various struc-
ture-forming additives: 1 — 4%Mo/ZSM-5(CC-CA),

2 — 4%Mo/ZSM-5(PER-CA), 3 — 4%Mo/ZSM-5(CA-CC-PER),
4 — 4%Mo/ZSM-5(CA), 5 — 4%Mo/ZSM-5(PER)

Haubonsmas KOHBCPCHUA METaHa NOCTUTACTCA

3a mepBbie 20 MUH peakIuy Ha BCEX HCCIIEIOBAHHBIX
katanu3atopax (puc. 7). Ilpm stom HambGombmiee
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3HaUYE€HHE KOHBEPCUM MeTaHa ObUIO IIOKa3aHO Ha
4%Mo/KA/XX/IIOP, xomBepcus cocraBuia 17%.
KonBepcust merana na karamuzatope 4%Mo/KA B
Havane mporecca Obmia 13%, 3aTeM CHHM3WIACh B 2
pasa mo 6,3% 3a 60 mun peaknuu. HecMoTps Ha ToO,
410 B niepBble 20 MUH KOHBEpPCHSI METaHa Ha KaTaiu3a-
Tope 4%Mo/II9P/KA MmeHsblIe, 4eM y KaTann3aTopoB
4%Mo/KA/XX/TIDP u 4%Mo/KA, u coctasiuser 11%,
€ro aKTUBHOCTH U3MEHSIETCS JIMHEHHO MO CPaBHEHUIO
¢ Apyrumu Karanusatopamu U 3a 100-180 mun peax-
UM BEJIMYMHA KOHBEPCHU METaHa OCTUTaeT MaKCH-
MyMa OTHOCHUTEJIBHO BCEX APYTUX 00pa3LoB KaTaau3a-
TOpPOB. 3HAYCHUs] KOHBEPCHH METaHa KaTaau3aTopa
4%Mo/II9P He mpeBbllany 3HaYECHUH, MOITYyUYEHHbBIX
Ha APYIHX KaTaJu3aTopax Ha BCEM IPOTSKECHUH IPO-
mecca, a karamuzatop 4%Mo/XX/KA mnpossun
HAaNMMCHBIIYIO KaTAIUTUYCCKYIO aKTUBHOCTb, KOHBECP-
CHsI METaHa Ha HEM He IpeBbimana 6%.

AHanu3 ra3000pa3HbIX MPOIYKTOB PEaKIUH
HEOKHCJIMTEILHOW KOHBEPCHHM METaHa IOKasajl, YTo
HauOOJIBIINN CyMMapHBIN BBIXOJ] Ta3000pa3HBIX MPO-
IOYKTOB peakuuu HabmomaeTcs Ha oOpasue 4%Mo/KA
u cocrausetr 1,18% 3a 180 mun peakuuu. Ilocie
260 MuH peakuuu HaOIIOAAETCS CHIDKEHHE BBIXOJA
ra3o00pa3HbIX YIIEBOAOPOIOB HAa HCCIEIOBAHHbBIX Ka-
TaJIN3aTOPAX, YTO CBA3aHO C YTIIEPOIHBIMHU OTI0KEHHU-
simu Ha Mo,C-nienTpax (puc. 8).
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140 180 220 260 300 340
Bpems peakunn, MHH
Puc. 9. 3meHeHne BrIxo1a 6€H301a CO BpeMeHeM paboTsl Mo-
COACPpIKAMIUX LEOJIUTOB C UCIIOJIB30BAHUEM PA3JIINYHBIX CTPYKTY-
poobpasyrommx gobasok: 1 —4%Mo/ZSM-5(XX-KA),
2 — 4%Mo/ZSM-5(TT9P-KA), 3 — 4%Mo/ZSM-5 (KA-XX-TIDP),
4 — 4%Mo/ZSM-5(KA), 5 — 4%Mo/ZSM-5(IT9P)

Fig. 9. The change in benzene yield over the operating time of
Mo-containing zeolites using various structure-forming additives:
1 — 4%Mo/ZSM-5(CC-CA), 2 — 4%Mo/ZSM-5(PER-CA),

3 — 4%Mo/ZSM-5(CA-CC-PER), 4 — 4%Mo/ZSM-5(CA),

5 — 4%Mo/ZSM-5(PER)

B coctaBe ®UAKUX TPOJIYKTOB PEaKIUU CO-
JepKaTcsl MPEeMMYILEeCTBEHHO OeH30s1 U HadTamuH,
HanOONBIIMKA BBIXOJ KOTOPBIX JOCTHUTAEeTCs B IEp-
Bble 20 MHH peaKIiy Ha BCEX MCCIIeTOBAaHHBIX KaTa-
nu3aropax (puc. 9, puc. 10). HanGonpmmuii BeIxon
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OeH3oua 1 HadyTaImHA TOCTUTAETCS Ha KaTallu3aTope
4%Mo/KA/XX/TIOP u coctasaser 7,2% u 5,6% co-
oTBeTCTBeHHO. OZIHAKO BHIXOJ HaTanuHa Ha 3TOM Ka-
TaTU3aTOPE PE3KO CHIKAETCS B XOJIE PEAKITHH, U ITOCTIe
100 MuH 110 KOHIIEHTpaNyH HaTaiHa B MPOILYKTaX pe-
aKIMK ero MmpeBocxoauT KatanmmsaTtop 4% Mo/IIOP/KA.
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Brixon nadrammua, %
pow
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140

180 220
Bpems peakii, MUK
Puc. 10. 3menenne BpIxoaa Ha)TAIMHA CO BpEMEHEM PaOOTHI
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Fig. 10. The change in naphthalene yield over the operating time
of Mo-containing zeolites using various structure-forming addi-
tives: 1 — 4%Mo/ZSM-5(CC-CA), 2 — 4%Mo/ZSM-5(PER-CA),
3 - 4%Mo/ZSM-5(CA-CC-PER), 4 — 4%Mo/ZSM-5(CA),
5 — 4%Mo/ZSM-5(PER)

Takum oOpazom, B Tporecce MpeBpaIieHus
MeTaHa MaKCUMallbHas KaTaJIUTH4YeCKasi aKTUBHOCTh U
CCNIEKTHBHOCTb XapaKTepHbl i obpasia 4%Mo/
KA/XX/TIDOP, HeMHOIMM MEHBIIIE OTH ITOKAa3aTeld Ha
kataymzatope 4%Mo/KA, MuUHUManbHAS KaTaluTHye-
CKasi akTUBHOCTB — Y 00pasiia 4% Mo/ X X/KA.
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ZSM-5 o0pa3oBbIBaIach MPU UCIOJIL30BAaHUM B Kaue-
CTBE TEMIUIaTa PEaKIMOHHON CMECH, B COCTaBE KOTO-
poii mpucyTcTBOBai KapOamun. Mcmnonbp3oBanue TeM-
miata XX u ['OP, cocrosmmero u3 I19P u XX, ue npu-
BEJIO K MOJYYCHHIO IIEOJTUTA - TPOTYKTOM KPHUCTAI-
JA3anuu ObUT KBAapIl IPHU TOJIHOM OTCYTCTBHH (ha3bl
LI€OJIUTA.

IlokazaHa 3aBHUCHMOCTH TEKCTYpPHBIX W KHC-
JIOTHBIX XapaKTePUCTHK, pa3Mepa U MOp(OIOTUU KpH-
CTANIOB 1I€OIUTOB ZSM-5 OT BHAAa HCIOJB3YyEeMOTO
TEeMIUTaTa, MPOBEACHA KOPPEesus (U3NKO-XUMHUYIe-
CKHAX CBOMCTB CHHTE3WPOBAaHHBIX ILIEOJUTHBIX 00pa3-
LIOB C COCTaBOM CTPYKTYypooOpa3yrolieil J00aBKH.

Ha ocHoBe cHHTE3MpOBaHHBIX IIEOJIUTOB IIO-
mydeHsl Mo-cofiepkalmpe KaTaiau3aTopbl s Tpo-
1ecca HEOKUCITUTENbHOM KOHBEPCUU MeTaHa. YcTa-
HOBJICHO, YTO HAHUOOJBIIYI0 KAaTATUTHYCCKYIO aKTHB-
HOCTH B 3TOM TIpOIlecce MPOSIBIII KaTaln3aTop Ha Oc-
HOBE LICOJINTA, CHHTE3UPOBAHHOTO C UCIIOJIb30BAaHUEM
TpexKkoMIoHeHTHoU cucteMbl KA/XX/TIOP.

[lomyueHHBIE pe3ymbTaThl MMOKA3BIBAIOT IEp-
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