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PaGora BeinosniHeHa B HCTUTYTE HEPTEXUMUHN M KaTanu3a — 000COOJIEHHOM CTPYKTYpPHOM
nonpasaencHun PenepalbHOrO rocyJapCTBEHHOrO OOPKETHOIO HAyYHOIO YUpPEXACHUS
VY umckoro enepaabHOro UCCIEA0BATENBCKOrO HeHTpa Poccuiickoil akaneMun Hayk

Hayunslii pykoBOOUTENS: TpaBkuna Oabra Cepreesna
JOKTOP XMMHUYECKUX HAYK, JTOLEHT

PeuenszeHTsr: I'puropsesa Hesist I'ennaabeBHa
JIOKTOp XHMMHUYECKMX Hayk, noueHt, MHK
YOUIl PAH

AxMeTOoB ApciiaH PapuToBuY
JOKTOp TEXHUYECKUX Hayk, mpodeccop,
®I'bOY BO YIHTY

3ammuTa Hay4YHO-KBaTU(DHUKAIIMOHHON paboThl (IuccepTaniu) cocTouTcs «18» ceHTsops
2024 rona B 10% yacos Ha 3acenaHuM aTTECTAMOHHONW KOMHUCCHUH B Y (PUMCKOM MHCTHTYTE

XHUMHU — 000COOJIEHHOM CTPYKTYPHOM ToapasneneHnn denepalibHOTO TOCYIapCTBEHHOTO
OIO/DKETHOTO HAYYHOTO Y4pexaeHus YQuMcKoro (eaepasbHOTO HCCIEI0BATEIBCKOTO
nienTpa Poccuiickoii akagemun Hayk 1o aapecy: 450054, r. Yda, nmpocnekt OxTsa0psi, 69.



OBIIASA XAPAKTEPUCTUKA PABOTHBI

AKTyaJIbHOCTh TeMbl. B Hacrosiiee BpeMs CHHTETHYECKHE LEOJUTCOEpKaIUe
MaTepHalibl IIMPOKO UCIHOJB3YIOTCS B MEpepabOTKe YIIIEBOAOPOIHOTO ChIpbsi. OMHAKO U3
BCEX CHHTE3MPOBAHHBIX Pa3IUYHbIX 1eoduTOB (6onee 200) mMpOMBIIIJIEHHOE TPUMEHEHHUE,
10 TEM WUJIM UHBIM NIPUYUHAM, HAILIM TOJBKO HEKOTOPBIE U3 HUX.

Heonmur ZSM-5 wnHaubosiee 4YacTo HCNOJB3YIOT B  KayecTBE KOMIIOHEHTA
MPOMBIIIJIEHHBIX  KaTaJlM3aTOPOB  CIEAYIOIIMX  MpoLeccoB  HeTenepepabOTKU U
He(PTEXUMHUH. KPEKUHT, THAPOKPEKUHT, U30MEpHU3alusl KCUIIOJIOB, THAPOU3OMEpHU3aUs H-
napauHOB, AWUCIPONOPLHOHUPOBAHUE U ACAIKWIMPOBAHUE TOJIYyOJda, AJKWUJIMPOBAHHE
O0enzona onepuHamu. IlpuMeHeHue 1eonUTa B KHUCIOTHBIX U OU(PYHKIMOHATBHBIX
Karaau3aTropax oOOYyCIOBJIEHO HAJIMYMEM B HHUX TMOCJ€ JEKaTHOHUPOBAHMS CHJIBHBIX
BpeHcTen0BCKUX KUCTOTHBIX IEHTPOB M PA3BUTOM MOPUCTOUN CTPYKTYPBI, ©X TEPMONAPOBOM
CTaOUJIBHOCTBIO W CIOCOOHOCTBIO COXPAHATh KPUCTAUIMUECKYIO CTPYKTYpy MpH
MOAU(DUIIMPOBAHUY, & TAKKE OTHOCUTEIBHOM MPOCTOTON U JOCTYIHOCTBIO CAMHUX CHHTE30B.

K coxanenuto, MUKponopucTasi CTpyKTypa TPaJAMIIMOHHBIX IIEOJIMTOB HE BCEraa
ABJISIETCST MX JOCTOMHCTBOM. OHa He T1O3BOJSET A(PPEKTUBHO  OCYIIECTBIATH
KaTaJUTUYECKUE TMPEeBpalIEHUS MOJIEKYJ COEIUHEHUH, pa3Mepbl KOTOPBIX MPEBBIIIAIOT
¢ Gy3MOHHBIA painyCc BXOAHBIX OKOH IleoiuTa. KpoMe Toro, MUKpomopucTas CTpyKTypa
B pAlle KAaTaJUTUYECKUX IPOLECCOB MPHUBOIUT K YBEIMUYEHUIO BpPEeMEHH NpeObIBaHUS
pearupyommux MOJIEKYJl BHYTPH KAHAJIOB KPUCTAUIOB ILEOJIUTA M YCKOPEHHOM
JIe3aKTUBAIIMK KaTalu3aTopa B PE3yJIbTaTe €ro 3aKOKCOBBIBaHM. DTy MpolaeMy penaroT 3a
cueT pa3pabOTKu CrmocoOOB CHUHTE3a HAHOPa3MEPHBIX KPUCTAUIOB U KPHUCTAJIIOB C
MEPAPXUYECKOUN TTIOPUCTON CTPYKTYPOH.

BoibmMHCTBO  TPaIUIIMOHHBIX CIOCOOOB MPHUTOTOBIICHUS IEOJIUTCOAEPKAIIUX
a7copOEHTOB U KaTaJu3aTOPOB BKIIIOYAIOT CTAJMH: CHHTE3 BBICOKOJIUCIIEPCHOTO IEOJINTA
TOr0O WIM HMHOTO CTPYKTYpPHOTO THWIIA; I[OJYYEHUE €ro pa3jJuyHblX KaTHUOH-
JIeKaTHOHUPOBAHHBIX (DOPM; IpaHyIISIHS CO CBS3YIOIIMM MaTepuaaoM; TepMoodpaboTka. B
KaueCcTBE CBA3YIOUIErO0 MarTepuaja IMpu IPUTOTOBJICHUU KaTaJIM3aTOPOB HCIOJNb3YIOT B
OCHOBHOM THJPOKCH]l QIIOMHHHSI CO CTPYKTYpO#l IceBIoOeMHTa, KOTOPBIM Ha CTaIuu
TepmMooOpaboTku mepexoaut B y-Al203. ConepkaHue CBS3YIOMIETO MaTepualia COCTABIISET
He wmenHee 20 %wmac. I[lomydeHHble TpaHyJlbl KaTaiau3aTopa MPEACTaBISIOT COOOU
MEXaHUYECKYI0 CMECh KPUCTAJIJIOB LIEOJIMTA U YACTHUIL CBS3YIOIIETO MaTepHaa.

Ha MomeHT Havana Halmx ucciaeoBaHui yke ObUTH pa3paboTaHbl CIIOCOOBI CUHTE3a
TpaHyJUpPOBaHHOTO 1Heoduta ZSM-5 ¢ HCHOJb30BaHUEM KAaOJUHOB  (TMPUPOJHBIX
QIIOMOCHJIMKATOB ¢ OTHOIIeHHWeM Si/Al=1) ¥ CHHTETHYECKHX aJIFOMOCHIIUKATOB C
otHomenueMm Si/Al He Gornee 15. CUHTE3MpPOBAHHBIC KPUCTAUIMYCCKHE ATFOMOCHIUKATHI
MPEICTABIISIIN CO00M €MHbIE CPOCTKU KPUCTAIIOB U HE COJIEPKAJIN CBS3YIOIIMX BEIECTB.
K coxanenuto, mnopucrasg CTpPyKTypa MaTe€pHaliOB, IIOJYYEHHBIX C HCIOJb30BAHUEM
Ka0JINHOB, B OCHOBHOM C(OPMHUPOBaHA M3 MUKPOIIOP, IO3TOMY B IMIPOTOYHBIX CHCTEMax MpH
MaJIbIX BpEMEHaX KOHTAKTa OHU OKa3aJuch MeHee 3(PPeKTHBHBI, 4eM TIpaHyJIUPOBAHHBIC
LIEOJIUTHI CO CBS3YIOUIMM MaTepuaioM. BBeneHue B cocTaB IpaHysl CHHTETHYECKOIO
AIIOMOCWIIMKATA II03BOJIMJIA IIOJIY4YWUTh MaTepuang C Pa3BUTOHM IIOPUCTOW CTPYKTYpPOH,



onHako cootHomenue Si/Al He mnpeBbmano 15, YTO TPUBOIWIO K YBEITHYCHHIO
KHCIIOTHOCTH KaTaju3aTopa U, KakK CIEJICTBHUE, MPOTEKaHHI0 NOOOYHBIX pEeaKkUHuid INpu
WCIIBITAHUU B KaTaIMTUYECKUX TMPOIIeCccax.

B cBs3u c M3M0KEHHBIM BbIIE, aKTyallbHa pa3pabOTKa MEpCHEeKTUBHOTO st
MPOMBIIINIEHHOTO BHEIPEHUS CII0co0a MPUTOTOBICHHUS TPaHyIMPOBAHHOTO Ieonuta ZSM-5
BBICOKOW CTENEHU KPUCTAUIMYHOCTH C HEPApXUUYECKOM MOPUCTON CTPYKTypoH (naiee —
neosut ZSM-5h) U co3manme Ha ero OCHOBE BBICOKOA((EKTHBHBIX KaTalH3aTOPOB IS
MIPOLIECCOB NEPEPAOOTKH YIIIEBOAOPOIHOTO CHIPHSI.

Heas HacTosileii padoTbl cocTosyia B pa3paboTKe crmocoda MOTydYeHUs
rpanynupoBaHHoro neonutra ZSM-5 (Si/Al > 15) BbICOKOH CTeneHH KPUCTAIUIMYHOCTH C
MepapXUueCcKol TOPUCTON CTPYKTYpPOM U HCCIEJOBAaHUU €ro (HU3UKO-XUMUUYECKHX H
KaTaJIUTUYECKUX CBOMCTB.

3agaun  uccjaeaoBaHus. J[Og1  JOCTWDKCHHS  TOCTaBIICHHOW  IIed  ObLIM
chopMyIHpPOBaHBI CIAEAYIONIME Haubosee BaXKHbIE 3aJaUu:

- U3y4YeHHE BIUSHUS (PU3UKO-XUMUUYECKHX CBOMCTB CMHTETHYECKOTO alFOMOCHJIMKATa
Ha XapakTepUCTUKH (opMHpYIOUIerocs MNpU TOCHeAyIoleld KpUCTAJUTH3aUuU
MOPOITKO0Opa3Horo 1eonuta ZSM-5;

- HCCIeAOBAaHME Tpolecca KPUCTAUIM3AlMKM B PAacTBOpax CHJIMKaTa HATpus TpaHyd,
COJlepKalluX pa3jM4Hble KojluyecTBa Meonuta ZSM-5 U CHHTETHYECKOIO
aMop(HOro  allOMOCHUIIMKATa, W  ONpeJelieHHe  yclIoBUW  (opMHpOBaHUS
IPAHYJUPOBAHHBIX LEOIUTOB ZSM-5 BBICOKOW CTENEHU KPUCTAUIMYHOCTH C
MEPAPXUYECKOUN ITIOPUCTON CTPYKTYPOMU;

- ompenencaue BiusHUs oOMena Na* Ha H' Ha (u3uko-xuMuveckne XapaKTepUCTHKH
IPaHyJUPOBAaHHOTO 1eoauTta ZSM-5 BBICOKOH CTENEHUM KPUCTALIMYHOCTH C
MEPAPXUYECKOMN TTIOPUCTON CTPYKTYPOMU;

- paspaboTka criocoba peryJiMpoBaHus KOHIICHTPALUU U CUJIbl KUCIOTHBIX IIEHTPOB, a
TaK)K€ XapaKTePUCTHK MOPUCTOM CTPYKTYpPHl KATHOH-ICKATUOHHPOBAHHBIX (HopM
TPaHyJUPOBAHHOTO 1eoauTa ZSM-5 BBICOKOH CTENEHH KPUCTAUIMYHOCTH 32 CUET
JEATFOMUHUPOBAHNS BOAHBIMH PaCTBOPAMU JIMMOHHOM KHUCIIOTHI;

- HCCJIEIOBAHHME KATAJIMTUYECKUX CHUCTEM Ha OCHOBE T'PaHYJIMPOBAHHOTO IEOJIUTA
ZSM-5, oTnuyarommxcs CHJIOH W KOHIIGHTpalMei KHUCIOTHBIX  IIEHTPOB,
XapaKTEPUCTUKAMU TOPUCTOU CTPYKTYPbl B HEOKUCIUTEIbHOM KOHBEPCUU METAHA.
Hayuynass HoBU3Ha  pe3yabTaToB. Pa3paGotan cmoco0  NPUTOTOBJICHHS

TpaHyJIUpOBaHHOTO 1eonuTa ZSM-5 BBICOKOW CTENeHW KpUCTATMYHOCTH B Na-opwme,
KOTOPbId OCHOBaH Ha KPUCTAJUIM3ALMU B PACTBOPE CUIMKATA HATPUs IMPEIBAPUTEIHHO
chopMOBaHHBIX TpaHyJ, coaepxkamux 50-60 %mac. mopomrkooOpa3Horo 1eomra ZSM-5 u
40-50 %mac. cuHTeTHYECKOro amMopgHOro amoMocwiukata ¢ otHomenuem Si/Al = 15.
[Tokazano, 4To mopucTasi CTpyKTypa Takoro Ieonuta ZSM-5 chopmupoBaHa U3 MHUKpO-,
Me30- U Makponop. [Ipu 3Tom 00BeMBI MUKpPO-, M€30- U Makporop passsl 0.12, 0.20 u 0.34
cM®/T, COOTBETCTBEHHO.

- YCTaHOBIEHO, YTO pa3nMuyusi B (UBUKO-XUMHYECKHX XapaKTEPUCTUKAX aMOpPQHBIX
AITIOMOCUJIMKATOB, MPUTOTOBJICHHBIX OCAXICHUEM M3 PACTBOPOB alllOMUHATa U CHUJIMKaTa



HaTpus u JIBYXCTaUITHBIM 30J1b-T€Jb CUHTE30M C HCIOJIb30BAHUEM
TETPA3TUIOPTOCUIIMKATa M HUTpATa aJlOMUHHUS OKa3bIBAlOT CYLIECTBEHHOE BJIMSHUE Ha
MOPQOJIOTUI0O U JUCIEPCHOCTh  KPUCTANIOB  OOpa3loB  IMOJYYEHHOTO M3  HHUX
MopoikooopasHoro 1eonura ZSM-5. M3 amopdHOro amtoMocuiIuKara, MPUTrOTOBJICHHOTO
OCAXIEHHEM M3 pAacTBOPOB aJlOMUHATAa M CUJIMKATa HaTpus, (GOPMUPYIOTCS KPHUCTAILIbI
UTOJbYaTOM (POPMBI ATMHOM 1-2 MKM, U3 aMOp(QHOIro alnfOMOCHUINKATA, MTOTYYEHHOTO 30J1b-
rejib METOI0M — (OpMY BBITAHYTHIX Mpu3M pazmepamu ot 50 1o 200 HM.

- OOHapyeHO, 4TO s MOJMHON 3aMeHbl katnoHoB Na* Ha NH4" B rpanyimpoBaHHOM
neonute ZSM-5 BBICOKOM CTENEHU KPUCTALIMYHOCTH C MEPAPXUUYECKON IOPHUCTOU
CTPYKTYpPOH C II€JIbIO TIOJYUYEHUs €ro KUCIOTHON (hOpMBbI HEOOXOJUMO MPOBECTH HE MEHEE 3
0OMEeHHBIX 00paboToK B pacTBope HuTpara amMmonus npu 80-90°C B Teuenme 1-2 wacos.
[Tpu nmocnenyromieit TepmoodpadoTke B atmochepe Bozmyxa mpu 550-600°C B Teuenue 3-4
yacoB opmupyercs H-dhopma rieonura.

- Omnpenenensl ycnoBus yBenudeHuss cooTtHomenuss Si/Al ¢ 24,0 no 37,0 B
rpaHyJIMPOBAHHOM LieoJuTe ZSM-5 BBICOKOUN CTEMEHN KPUCTAIUIMYHOCTU C UEPAPXHUUECKON
MOPUCTON CTPYKTYpOil 3a cuUeT JeallOMUHUPOBAHMS B BOJHOM pAacTBOpE JHUMOHHOU
KHCJIOTHI TPU HE3HAYUTEIHPHOM CHWXXEHUU CTENEeHH KpUCTAUIMYHOCTU. I[lpum 3TOM
WHTEpBaJ, XapaKTepU3YIOLIUK pachpeieseHue TMop MO pa3Mepy, paclupsiercss Hu
HaOMoaeTcs yBenuueHue odwvemMa mesomop B meonute ¢ 0.20 mo 0.25 cM3/T 3a cuer
YMEHBIIEHUs] 00beMa MUKPOIIOP.

- Ilokazano, 4to TpaHyaupoBaHHBIM 1eonmur ZSM-5 B H-opme BvicOKOH cTemneHU
KPUCTAJUIMYHOCTA C MEPApPXUUYECKOW MOPUCTOM CTPYKTYpPBI MOCIE ACATIOMUHUPOBAHUS U
npomoTupoBanus 4%wmac. Mo, npeacraBisier coOON NEPCIEKTHUBHYIO KaTAIUTUYECKYIO
CUCTEMY ISl HEOKUCIUTENbHON KOHBEPCUU METAHA.

Teoperuueckasi M NpakTHYeCcKas 3HAYUMOCTH padorel. Teoperuueckas
3HAYUMOCTh  pabOThl  OMpeAesieTcss TeM, UYTO  YCTAHOBJIEHBI  3aKOHOMEPHOCTH
KPUCTAJUIM3allUM  CUHTETUYECKUX aAJIOMOCUJIIMKATOB, TOJYYEHHBIX OCAaXIACHUEM U3
pacTBOpPOB QJIIOMMHATAa W CWJIMKAaTa HaTpUs W JBYXCTaAMMHBIM 30JIb-T€JIb CUHTE30M C
WCIIOIb30BAHUEM TETPAITWIOPTOCUIIMKATA W HUTpara amoMuHus. llokazaHo, drto
KpUCTAJIU3ALIHS MPOTEKAET yepes CTaguu pacTBOpeHMUS, oOpa3oBaHus
CUJIMKAAIOMOTUJIPOTEIsl W €ro IMOCJIEAYIOMIEH KpPUCTAUIM3alUd [0 MEXaHU3MY
OPUEHTHPOBAHHOTO HApAIIMBAHUS Ha UMEIOIINXCS B COCTaBE IPAaHyJl KPUCTAJIOB LIEOJIUTA.

OOHapyXeHO, 4YTO CHOCOO TMPHUTOTOBJIICHUS CHUHTETHYECKOTO aITIOMOCHIIUKATA
OKa3bIBAIOT CYIIECTBEHHOE BIMSHUE HA MOP()OIOTHI0 W JUCIEPCHOCTh KPUCTAIIIOB
00pa3IoB MOJYUYEHHOTO U3 HUX MOPOITKO0Opa3HOoro 1eoauta ZSM-5.

VY CTaHOBJICHO, YTO MPH JICKATHOHUPOBAHUY U JICATFOMHHUPOBAaHUU TieoauTa ZSM-5h
dbopmupyercst cuctemMa, B KOTOPBIX KOHIIEHTpalus M JOCTYMHOCTh KaTaIUTUYECKU
aKTUBHBIX LIEHTPOB BBIIIE, YE€M B TPAaHYJIMPOBAHHBIX CO CBA3YIOUIUM MaTepuasoM
[IEOJIUTCOICPIKAIUX KATATUTUYECKUX CHCTEMax, M3-3a OOJbIlel KOHIICHTPAIUU ICOJUTA,
HaJU4usl HAHOAUCIIEPCHBIX KPUCTAIIIIOB U UEPAPXUUYECKON MOPUCTOUN CTPYKTYPHI.

[IpakTuueckass 3HAYUMOCTH pabOTHl  OMpEAeNsieTcss TeM, 4To pa3padoTaH
MEPCTICKTUBHBIN U1 MPAKTHYECKON pean3aliud Crocod CHHTE3a TPaHyJIHMPOBAHHOTO



neonnta ZSM-5 BBICOKOW CTENEHM KpUCTAINIMYHOCTA B Na-popme, KOTOpbI OCHOBAaH Ha
KpUCTAJUIM3ALMY B pPACTBOPE CUIIMKATa HATPHsI IPEABAPUTEIHLHO CPOPMOBAHHBIX TPaHYJI.

Ha ocHoBe rpanymmpoBanHoro mneonura ZSM-5h B H-dopme, mpomoTrupoBaHHOTO
4%mac. Mo, npeanokeHa NepCreKTUBHAS KaTAIUTUYECKas CUCTEMA ISl HEOKUCIUTEIbHON
KOHBEpPCUHU METaHa B apOMaTHUYECKHE YIIIEBOJOPO/IBI.

Mertoaosiorusi ¥ MeTolbl HccjaenoBaHusi. HayuHas MeTomonorus uccienoBaHui,
BBINIOJIHSIEMBIX B PaMKax JAUCCEPTALMOHHON pabOThl, 3aKII04aNach B CUCTEMHOM MOJIXOE K
aHaJIM3Yy JIUTEpaTypbl B O0OJACTH NPUTOTOBJICHUS, WCCIEAOBAHUM U TNPUMEHEHUU
MaTepHalioB HAa OCHOBE IOPOIIKOOOpPA3HbIX W TPaHYJUPOBAHHBIX LEOJUTOB ZSM-5,
MPOBEJICHUN NPEJBAPUTENBHO CIUIAHMPOBAHHBIX M OOOCHOBAaHHBIX JKCIEPUMEHTOB,
MPUMEHEHUH COBPEMEHHBIX (DU3MKO-XMMUYECKUX METOAOB UCCIEIOBaHUS 00pasIoB,
COTIOCTAaBJICHUH SKCIIEPUMEHTAJIbHBIX PE3YJIbTATOB C JAHHBIMU JPYTHUX UCCIETOBATENCH.

IloJs105keHnsi, BBIHOCUMbIE HA 3aIIUTY.

1. Paspabotka croco6f mpuroroBieHus rpanyIupoBaHHOro meoauTa ZSM-5bh;

2. YCTaHOBJICHHE OCHOBHBIX CTaJMK KPUCTAIIU3AIUU MTOPOIIKOOOpa3Horo neoiauta ZSM-
5 C WCMOJNIb30BaHUEM CHHTETHYECKMX aMOpP(HBIX aIIOMOCHUIMKATOB, MPUTOTOBICHHBIX
METOJIOM OCaXJCHHS U IBYXCTaJUUHBIM 30JIb-T€JIb MEJIOM,;

3. OmpezeneHue BIMSAHHUS KaTHOHHOTO OOMEHa Ha XUMHYECKHH U (ha3oBbI COCTaB,
XapaKTePUCTUKHU MIOPUCTON CTPYKTYpHI 1ieosnta ZSM-5h;

4. OmnpeneneHue BIUSHUS JCKAaTUOHUPOBAHUS U JICATIOMUHUPOBAHUS HAa XMMHUYECKUHA U
($a3oBbIil cOCTaB, KUCJIOTHBIE CBOWMCTBA W XapaKTEPUCTUKU TMOPUCTOH CTPYKTYpbI
neosmra ZSM-5h;

5. Ompenenenue KaTAIUTHYECKUX CBOMCTB KAaTHOH-/IEKaTUOHUPOBAHHOTO U
JeaTFOMUHUPOBaHHOTO Ieonmuta ZSM-5h B HEOKHCIUTEIbHON KOHBEPCHM METaHa B
apOMAaTHUYECKUE YTIIEBOJOPOIBL.

CreneHb NOCTOBEPHOCTH Pe3yJbTATOB. JlOCTOBEPHOCTh HAay4HBIX IOJOXKEHHUHN U
MOJTyYEHHBIX pe3yJbTaTOB OCHOBBIBAETCA Ha OOJBIIOM OO0BEME B3aHMMOJIOTIOIHSIOIIUX
SKCIIEPUMEHTAIBHBIX HCCIEIOBAHUN, TMPOBEICHHBIX C IPUMEHEHHEM COBPEMEHHBIX
(U3UKO-XMMUYECKUX METOJOB, PEaJM30BAHHBIX HA BBICOKOTEXHOJOTUYHBIX MpHOOpax ¢
HOBEHIIMM MPOTrpaMMHBIM oOecrnieueHueM. I[lomydeHHble pe3ylbTaThl COTJACYIOTCS C
COBPEMEHHBIMH  (PU3UKO-XMMHUYECKHMMH  TPEJACTaBICHUSIMH B  O0JIacTU  CHHTe3a
LEOJIUTCOIEPKAIINX MAaTepUaIoB U JUTEPATYPHbIMHU JaHHbIMU. [l0J0KeHMs, BBIHOCHUMBIE
Ha 3aIlUTY, TPOLUIH PELEH3UPOBAHNE B BEAYIIUX POCCUNCKHUX U 3apyOeKHBIX KypHaIax, a
TaKke 00CYK/IeHbl Ha BCEPOCCUMCKUX M MEXIYHAPOIHBIX KOH(DEPEHIIHIX.

Amnpodanusi padorsl. OCHOBHBIE PE3YJNbTAThl JUCCEPTAMOHHONW palbOThl OBLIH
MIPEICTaBIECHBI U OOCYXKICHBI Ha MEXKIYHAPOHBIX U BCEPOCCUNCKUX KOHpepeHusax: 10-as
Bceepoccuiickass neonutHass koHbepeHnus «lleomuThl W ME30MOPUCTBIE MaTEepUAIbI:
JNOCTH>KEHUS U niepcneKTuBb (r. MockBa, 2024); Te3sucsl noknanoB VIII Beepoccuiickoit
(3a04HOM) MOJOASKHOW KOH(epeHIHH «JlOCTHKEHUS MOJIOABIX YYEHBIX: XUMHUYECKUE
Hayku» (1. Yda, 2023); Marepuansl Bcepoccuiickoit HaydHON KOH(pepeHIuu ¢
MeXIyHapoaHbIM yuacTueM «IV balikansckuilt MmarepuanoBeaueckuit popym» (. Yian-Y o
— 03. baiikan, 2022); Tesucw noxnamoB VII Bcepoccuiickoil (3a04HOM) MOJOAECKHOU



KoH(epeHIn «J{oCTHXKEeHUs MOJOJABIX YYEHBIX: XUMHuueckue Hayku» ( T. Yda, 2022);
Matepuanel II MexnynapogHoii Poccuiicko-A3zep0OaiikaHCKON Hay4HOM KOH(EPEHIINH,
nocBsuiéHHOW 880-neturo Benmkoro AsepOaiikaHckoro mnoarta-npoceerurens Huzamwu
I'samxeBu (r. Yéa, 2021); Marepuanst VI Beepoccuiickoit MonoiexHONH KoH(epeHIun
«JloCTIKCHHST MOJIOJBIX YYCHBIX: XUMH4Yeckue Hayku» ( r. Yda, 2021); International
Conference on Advanced Science and Engineering, Duhok, Kurdistan Region (Iraq, 2020)

Jlnunbiii BkIag aBropa. OmnpeneieHue TEMbl AUCCEPTALMOHHONW paboOThI, LETU U
3aJa4 UCCJIEIOBAHUS MPOBOAMIUCH ABTOPOM COBMECTHO C HAyYHBIM PYKOBOJUTEIEM.
JIn4HbI BKJaJ aBTOpa COCTOMT B aHAJU3€ JIMTEPATYPHBIX JAHHBIX, IJIAHWUPOBAHUHU U
MPOBEICHUN  OKCIIEPUMEHTAIbHBIX  HUCCIENOBaHUN, O00paboTKe, UHTEpIpeTalu |
00CY’KJIEHUU TOJYYEHHBIX PE3yJIbTaTOB, UX anpoOaluu, MOJArOTOBKU CTaTel M TE3HCOB
JIOKJIaJIOB TI0 TeMe pabOoThlI.

Hy6aukanuu. [lo maTepmanam auCCEPTAIMOHHOW pabOThl oOmMyOiIMKOBaHO 15
Hay4YHBIX TPYJOB, M3 HHUX 6 cTaTeil B OTEYECTBEHHBIX M 3apyOCKHBIX IKypHaiax,
unnexcupyembix Web of Science u Scopus, Tesuchl 9 M0OKIAAOB Ha POCCHICKHX U
MEXyHAPOIHBIX KOH(PEPEHIIUIX.

CtpykTrypa u o00bem paborbl. Jluccepranus wusnoxkena Ha 112 crpanunax
MAaIlIMHOMIMCHOTO TEKCTa, BKJIOYaeT 2 cxeMbl, 16 pucyHkoB u 12 tabmuipbl. CocTouT u3
BBEJICHUS, JTUTEPATypPHOTO 0030pa, OOCYKIEHUSI PE3YJIbTATOB, HKCIIEPUMEHTAILHON YacTH,
BBIBOJIOB U CITMCKa IIUTUPyeMoi utepaTypsl (148 HanMeHoBaHHME).

BbaaromapHoctu. ABTOp BbIpakaeT MIyOOKyI0 OJaroJapHoOCTh I.X.H. TpaBKUHOM
O.C. 3a BpIOOp HampaBieHUsI MCCIEIOBAHUS U TIOCTOSHHYIO TOJIEPKKY B XOJe
BBINOJHEHUS paboThl, K.X.H. KyBaroBoii P.3. 3a MeToanueckoe pyKoBOJCTBO U 00CYKIECHUE
NOJIyYEHHBIX PE3YIHTATOB.

OCHOBHOE COIEPKAHUE PABOTHBI

Bo BBenennu 000CHOBaHa aKTyalbHOCTb pabOThI, CHOPMYITHPOBAHBI IENb U 33/a4U
UCCIIEIOBaHUS, ONKMCAHAa Hay4YHas HOBH3HA M TMPAaKTHYECKas 3HAYMMOCTH IOJYYSHHBIX
PE3yJIbTATOB.

B nepBoii riiaBe npejicraBiieH TUTEpaTypHbI 0030p, B KOTOPOM 00OOIIICHBI CBEICHUS
0 3aKOHOMEPHOCTSIX CHHTEe3a, (PU3MKO-XUMUYECKUX U KaTaJTUTHUYECKHX cBoicTBax ZSM-5
MatepuanioB. Ha ocHOBe mpoBeneHHOro aHaiu3a CcHOpPMYIHpPOBaHbI I1elb U 3a7aud
UCCIIeIOBAHUSI.

Bo BTOpoii riaBe omucaHbl METOJIWMKH CHUHTE3a, MOCTCHHTETHYECKUX OOpabOTOK,
uccienoBaHusl  (U3UKO-XMMHUYECKUX, aJCOPOIMOHHBIX M KAaTaJTUTHYECKHUX CBOMCTB
opokooOpasHbIxX 1eoauToB NaZSM-5, a Takxke rpanynupoBanHoro reoauta NaZSM-5h.

[Ipn w3yueHun mpolecca KPUCTALIM3AIUU CHUHTETHUECKUX aIIOMOCUIIMKATOB B
MOPOIIKOOOpa3Hble 1eonuThl ZSM-5 ucmonbp30BalM T€ KEe HHTEpPBajbl COCTABOB
peakunonHslx cmeceil (PC) u TtemmepaTyp, 4YTO M MpU HUX KPUCTAIM3ALUU C
WCIOJIb30BAHUEM B KaU€CTBE OCHOBHBIX HCTOYHUKOB KPUCTAIIIOOOPA3YIONIUX SJIEMEHTOB U3
pacTBOpOB. XMMHUYECKHUI COCTaB CHHTETUYECKUX ATFOMOCHIIMKATOB OTIUYAETCS OT COCTaBa
neonura ZSM-5 nHemocrtatkom HaTpusi u KpemHus. [lostromy B maHHO#M pabore s
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obecrnieueHusi TpeOyeMOro cocraBa PEaKMOHHONW CMECH HEJOCTAIOUIYI0 4acTh HATpUs U
KPEMHUSI BBOAMIIM BMECTE C KPUCTAUIM3ALMOHHBIM PACTBOPOM CHUJIMKATa HATPUS HYKHOU
KOHLEHTpaluuu. beuto uzydeHo BiusgHue coctaBa PC, TemnepaTypbl U POJOIKUTEIILHOCTH
CTaJUd HU3KOTEMIIEPATypHON BBIAEPKKA CHHTETUYECKUX aIIOMOCUIIMKATOB, a TaKke
CTaJUM TOCIEAYIOIEeH KPUCTAUIM3ALUUU Ha (U3HKO-XUMUYECKHE XapaKTEPUCTHKHU
o0Opa3yomuxcs MpoayKTOB.

s mpurotoBienuss HNa-gopM 11€01MTOB HUCTIOIb30BaIH HOHOOOMEHHBIE 00paObOTKH
B BOJIHOM PacTBOpPE XJIOPUAA AMMOHHUS C MOCIENYIOIeN TepMuyeckoil o0paboTkoil cHavana
mpu 110-120 °C e menee 12 yacoB B armocdepe cyxoro Bo3ayxa, 3ateM mpu 540 °C B
TeueHue 4 4vacoB B Toi ke armocepe. CrTemneHb IEKATHOHUPOBAHUS PETYIUPOBAIH
KoJau4decTBOM 00MeHOB (0T 1 10 4).

Jns  MoauduiupoBaHuss  (QU3HKO-XMMHUYECKHMX  CBOMCTB  I1ieoiura ZSM-5h
MCIOJIb30BAJIM TOCTCUHTETHYECKUE TEPMOXHUMHUYECKHE OOpabOTKH B BOAHBIX pPacTBOpax
kucnot. O6padotke noasepranu HNa-dpopmsl nieonura.

XUMHYECKUH COCTaB JKUIAKOW (a3pl M 00pasloB MOCIAE WX TMEPEeBOJa B PacTBOP
aHaNIM3MpoOBaIuM Ha TuiaMeHHoM ¢otoMerpe [IDA-378 u sHeproaucrnepcuOHHOM
pentrenodayopecuentnom crnekrpomerpe EDX-7000P (Shimadzu) ¢ peHTreHoBCKOM
TpyOKOil ¢ poaueBbiM aHoaoM (Hampspkenue 15-50 kB, tok 20-1000 MKA, Bakyyw,
KoJuTUMaTop 3—5 Mm).

@a30BbIi COCTAaB U CTENEHb KPUCTAUIMYHOCTH ILIEOJUTOB ONPEAEISIN METOAOM
peHTreHoa3oBOro aHajausa ¢ ucnoib3oBaHueMm audpakromerpoB Bruker D8 Advance u
Shimadzu XRD 7000 B CuKa uznyuenun. CkaHUpOBaHUE OCYIIECTBIISIN B 00JIaCTH YTJIOB
20 ot 5 go 40° ¢ marom 1 rpan/muH. PeHTreHorpammel oOpabaThiBaaud B MpOTrpaMmax
TOPAS, Eva u Shimadzu PCXRD c¢ mnpuneuenuem 6a3bl ganHeix PDF2 (2011 ropn).
Pacuer aGcomOTHON CTENeHW KpPUCTAUNIMYHOCTA MpoBoawiu B mporpammax TOPAS u
Shimadzu XRD Crystallinity ¢ yueTom rango B oomactu ot 15 mo 30 °C, xapakTepHOro s
aMmop¢HOi1 ¢asbl.

Koopnunanmonnoe oOkpy)KeHHE AaTOMOB aIIOMHUHHUSI B TMPOKAJICHHBIX 00pasiax
ounenuBasii 1o crnekrpam BMY SIMP 27Al. Cnextpsl nonyuanu Ha SAMP-cnekrpometpe
Avance-400 “Bruker” c¢ wMHorosmepHsiM gaTtunkoM SD4 B yCIOBHSIX TPOCTOTO
OJTHOMMITYJILCHOTO SKCIIEPUMEHTA MPHU BPALIEHUU 00pa3loB MO MarudeckuM yriom (~104
['n) B poropax u3 auokcuaa HUpkoHus. Buemnuit cranmapt - BogHslii pactBop AlICI3 ¢
KOHIIeHTpanue 1 Moib/m.

Mopdomnoruto u pasmep KpUCTaIIOB 00pa30B UCCIEIOBAIN METOJIOM CKaHUPYIOIIEH
3JIEKTPOHHOM MHKpockonuu ¢ mnosieBod smuccuerd (I19-COM) Ha ckaHHpyIOIIEM
anekTpoHHoM Mukpockone Hitachi Regulus SU8220. Cwemky wu3oOpaxeHuii Benu B
PEKHUME PETUCTPALMA BTOPUYHBIX 3JIEKTPOHOB IPU yCKOpsitoleM HarpsibkeHuu S5 kB. [lepen
CHEMKOU 00pa3Ilbl MOMEIIAIN Ha MOBEPXHOCTh ATFOMUHUEBOTO CTOJIMKA AUAMETPOM 25 MM,
(buKCHpPOBAIH MTPH MTOMOUIH MPOBOSIIEH JIUTIKOW JICHTHI.

XapakTEepUCTUKU TOPUCTONH CTPYKTYpPhl CHUHTE3UPOBAHHBIX OOpA3IOB OIMPEICIISITU
METOJIOM  HH3KOTEeMIIepaTypHOil  aacopOuuu-gecopOumu  a3ora Ha  copOTOMETpe
Quantachrome Nova 1200e u Ha pryrHOM moposumerpe Carlo Erba Porosimeter-2000.



9

Pacuets! ynenbHOl noBepxHocTH 1o BOT mpoBoaunu nmpu OTHOCUTENIBHOM MHapLUaIbHOM
nasnenud P/Po ot 0.05 go 0.2. O0beM MUKpONoOp B HPHUCYTCTBHU ME30MOP OICHUBAIU
MetonoMm t-Plot. Pacnipesnenenue nop no pasmepy paccuntsiBasiu no moaenu BJH (Barrett-
Joyner-Halendy) no BeTBu necopOrumu.

[IpoyHocTh  TrpaHyd  OLEHUBAIM  METOJOM  MEXaHHMYECKOW MPOYHOCTH  HA
pasnaBnuBanue o mMeroauke Bulk Crushing Strength (SHELL method SMS-1471).

KucnoTtueie CBOICTBA KaTaJIn3aTOpPOB n3y4Janu c IIOMOIIIBIO
TepmonporpammupoBannoit  pecopomuu  (TI[J]) ammmaka wu  MK-cnekTpockonuu
a7IcOpOMPOBAHHOTO TTUPHUINHA.

Jlig onpeneneHusi paBHOBECHOM a/ICOPOIIMOHHON €MKOCTH LIEOJIUTOB MO Mapam BO/JIbL,
OeH3071a, rerTaHa UCMoJIb30BaIM SKCUKATOPHBIA METO/I.

[Ipouiecc HEOKMCIUTENBHON KOHBEpCHMM MeTaHa (creneHb 4HucToThl 99,99% 006.)
MPOBOJAWIIN B peakTope mnpotouHoro tuna npu 750 °C, 00beMHOM CKOPOCTHU MOJIaYu ChIPhS
1000 u—1 u armocdepHom paBneHuud. B kBapueBblil peaktop 3arpyxkamu 1 cm3
karanuzaropa (¢pakuuonHelid coctaB: ot 0,5 mo 1,0 mwm). IlpoaykTel peakiuu
aHAIM3UPOBAJIM  METOJIOM  Ta30kKUAKOCTHOM  XpomaTorpaguu C  HCHOJIb30BaHUEM
xpomatorpada «Xpomatak-Kpucrtamn 5000.2» (I'K «HoBbie Texnonmorum», Poccus) yepes
Kaxkple 40 MUH KaTaTuTUYECKOTO dKCIiepuMeHTa. [l onpeenenns cocTaBa KUAKon (asbl
UCIIOJIH30BANIM KanmuuIsipHyto KooHky BP-1 PONA (100 m % 0,25 MM % 0,5 MkMm), a amis
ompeesieHusl cocTaBa ra3oBor ¢aspl — kanmuwuiapHyro GS-Gas-Pro (60 m x 0,32 MM) u
HaOuBHyt0 Carbosieve S-II (4 M X 2 MM) KOJOHKHU. [[7151 OIIEHKM KaTaTUTUYECKUX CBOWCTB
o0pa3loB ONpEeNeNsyid CTENEHb TMpeBpalleHus MeTaHa M BBIXOA OO0pa3yHOIIUXCS
ra3000pa3HbIX U JKUJIKUX TPOAYKTOB peakluu

B Tperbeii riaBe TmpuBeICHBI peE3yNbTAaThl HCCIENOBaHUM, HAINpPaBICHHBIX Ha
pa3paboTKy C HCHOJIB30BAHMEM CHHTETUYECKUX HCTOYHUKOB AaNOMUHUA WM KPEMHHS,
CIO0CO00B KPHUCTAJLIU3AIMH ITOPOIIKOOOPAa3HOr0 M IPaHyIUPOBAHHOIO 11e0auToB ZSM-5h.

Cunre3 U HccJeq0BaHue (PU3HKO-XUMHUYECKHX CBOHCTB MOPOIIKO00PAa3HOro
neoauTa ZSM-5 BbICOKOIi cTeneHN KPUCTAJJIMYHOCTH

Crnoco0 cuHTe3a TpaHylIHpoBaHHOro 1eoiuta ZSM-5 BBICOKOW  CTENEHU
KPUCTAJUTMYHOCTH C HUEPAPXUUYECKOW IMOPUCTON CTPYKTYpOH BKIIOYAET CTAIUI0 CHHTE3a
BBICOKOJIUCTIEPCHOTO IIEOJIUTA, OT XapPAKTEPUCTUK KOTOPOTO BO MHOTOM 3aBUCAT (PU3HKO-
XMMHYECKHE CBONCTBA KOHEUHOTO MpOJyKTa. B murepaType omucaHbl crocoObl CHHTE3a
nopoukooopazHoro 1eonura ZSM-5 ¢ ucnonb3oBaHHEM B Ka4e€CTBE CHIPhS MPUPOIHBIX
amoMocwinkatosl?, OpHako, cTaguy KpUCTAUIM3AalUMM B IPECTABICHHBIX paboTax
MPEAIECTBYET CTaaAus NPEIBAPUTEIBHON TEPMHUECKOW WM XUMHYECKOW 00paboTKu
MPUPOTHOTO AIFOMOCHIIUKATA JIIsl ToJTydeHus neonuta ZSM-5 ¢ otHomenuem Si/Al Gonee
15.0. Otux craguii MOKHO H30€KaTh, €CIM HCIIOJIL30BaTh JUII CHHTE3a CHHTETHYCCKUN

ATIOMOCWJIMKAT C 3aJaHHbIMU cBoicTBamu. [losToMy B JaHHOM paszelie paccCMOTPEHO

M. Wu, W. Jiang, J. Jiang, Y. Zou, P. Zhang et. al. // Bull. Mater. Sc. — 2020. — V. 43. — Iss. 289. —P. 1-9.
2 P.F. Corregidor, D.E. Acosta, H.A. Destéfanis // Ind. Eng. Chem. Res. — 2018. — V. 57. — Iss. 41. —P. 13713-13720.



10

BIUSIHUE CIOCO0a MPUTOTOBJICHUSI CHUHTETHYECKOTO AFOMOCHIIMKATa Ha XapaKTEPUCTUKU
(dhopMupYFOIIETOCS TIPH MOCIEAYIONMEeH KpucTaum3anuu mneonura ZSM-5. XapakrepucTuku
MPUTOTOBJICHHBIX 00pa3ioB meonuta ZSM-5 cpaBHUBaIM C XapaKTEpHUCTUKaMH 00Opasia
neoauta ZSM-5 dupmer «Zeolyst» ¢ cootHomennem Si/Al, paBHBIM 25, U CTCNEHBIO
KpUCTAUTMYHOCTH, Om3koit k 100% (ZSM-5 (Zeolyst)).

JInis mampbHEWIIUX IKCTIEPUMEHTOB JABYMS Pa3IHMYHBIMU CIIOCOOAMH OBLIH TMOTyYEHBI
aMOpQHBIE ATIOMOCHJIMKATHI: OCAXIACHWEM W3 pacTBOpa CHIIMKAaTa HATPUS PacTBOPOM
cepHokuciioro anroMuaust (AC) u 3011b-Tenb MeTogoM (ASM).

B pesynpTare um3ydeHUS XMMHYECKOTO COCTaBa IOJYYCHHBIX  aMOPQHBIX
ATFOMOCHJIMKATOB OBLIO YCTaHOBJICHO, uTo oTHomIeHue Si/Al B Hux 6musko k 15 (Tabmuia
1). B o6pa3nax, moJy4eHHBIX TIOCNIe KPUCTALTU3AIMN aMOP(PHBIX aTtoMocuinkaToB, ZSM-5
(AC) u ZSM-5 (ASM), otromenust Si/Al paBHbl 23 1 24, COOTBETCTBEHHO.

Tabnuma 1 — XuMuueckuii coctaB 006pasioB aTlFOMOCHIUKATOB JI0 U MOCTIE

KPUCTAITU3AIAN
XHUMHUYCCKUM COCTaB,
O6pa3ernn %wmac. OTH(?HIeHHe
Si/Al
Na.O | AlO3 SiO;
ZSM-5 (Zeolyst) 0.01 3.3 96.7 25
AC 5.4 5.0 89.6 15
ASM 0 5.3 94.7 15
ZSM-5 (AC) 3.4 3.4 93.2 23
ZSM-5 (ASM) 3.2 3.3 93.5 24

Ha pucynke 1 npuBeaensl peHTreHOorpaMmbl 00pasinoB ZSM-5 (AC), ZSM-5 (ASM) u

ZSM-5 (Zeolyst).
MLM'MMMB
J o

a

MHTEHCMBHOCTL, OTH. eq.

T

10 15 20 25 30 35 40
Yron, 26(°)

Pucynok 1 — PerrreHorpammsel 06pasios: a — ZSM-5 (AC), 6 — ZSM-5 (ASM), ¢ —
ZSM-5 (Zeolyst).

BunHo, yTO Ha peHTreHorpaMMax BCeX 0OpaslloB OCHOBHBIE HHTCHCHUBHBIE pedIiieKchl
HaOmomaTes npu yriaax audpakmaun 7.92, 8.94, 23.04, 23.38 u 23.94°. Otu pediiekco
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XapakTepHbl TONBKO st wneonuta ZSM-5 (ctpykrypubiii tam  MFI).  Crenenu
KPUCTAJUIMYHOCTH 00pasnoB 1eoiautoB ZSM-5 (AC), ZSM-5 (ASM) u ZSM-5 (Zeolyst)
coctaBisaroT 97, 98 u 100 %, COOTBETCTBEHHO.

Pesynprarel u3ydeHUsT C NOMOLIBIO CKaHUPYIOUIEH DJIEKTPOHHOM MUKPOCKOIIHH
Mopdooruu vactui oopasnoB AC, ASM, ZSM-5 (AC) u ZSM-5 (ASM) npuBencHbl Ha
pUCYHKE 2.

>

Pucynok 2 — Caumku COM o6pasuos: a — AC, 6 — ASM; ¢ — ZSM-5 (AC); 2 — ZSM-5
(ASM).

W3 npuBeneHHBIX CHUMKOB BUJIHO, 4TO 00pa3iibl aMopdHbIX amtomocuinkatoB AC u
ASM coctoaTr u3 TIOOYISPHBIX arperaroB pasiIuyHOM ¢GopMbl W pa3MepoB. Paszmepsr
OCHOBHOM 4YacTH arperaroB H3MEHSIIOTCS OT 2 10 5 MKM. B HeOoJbIIMX KOJIMYeCcTBax
MPHUCYTCTBYIOT YaCTHIIBI TOPA30 MEHBIIUX Pa3MEPOB.

Mopdosorust u aucnepcHocTh 00pasioB ZSM-5 (AC) u ZSM-5 (ASM) cymiecTBeHHO
otnuyaroTcs. 3 obpasua AC obpasyrores kpuctaiibl neonuta ZSM-5 uronpuaroit hopmbl
mHo# 1-2 mxwm. [pu kpucrammmsanun o6pasia ASM oOpa3yroTcs arperatsl B BUJIE TPU3M
pazMepamu ot 50 10 200 am. Obpaiiaer Ha ceOst BHUMaHUE, 4TO (OPMUPYIOTCS TIOCTATOYHO
OJHOPOJHBIE MO pa3MepaM CpPOCTKU KpucTayuioB. CpeaHuil pa3Mep CpOCTKOB KPHCTAJLIOB,
noJy4yeHHbIX U3 obpasna ASM B 1Ba pasza MeHsIe, yeM u3 obpasma AC.

dopMHpoBaHHE KPUCTAIIIOB 000MX 00pa3noB neoiautra ZSM-5 ocyiecTBiusercs yepes
OMHM M T€ XKe CTaJuM, OJHAKO COOTHOIIEHHUS CKOPOCTEH OTAENbHBIX CTaaui
KPUCTAJUIM3ALMN pa3IMyHbl M3-3a Pa3HOM peakUMOHHON crocobHoctu obOpasuoB AC u
ASM. Tloatomy Mop¢osorust 1 JUCTIEPCHOCTh MOTYYEHHBIX KPUCTAIOB 00pa3ioB ZSM-5
(AC) u ZSM-5 (ASM) cuIbHO OTJIMYAIOTCS.

Ha pucynke 3 mpuBeneHbl M30TepMa aacopOuuu asota Ha oOpazimax ZSM-5 (AC) u
ZSM-5 (ASM). U3 npeacTaBiieHHOT0 pUCYHKA BHHO, YTO JJIS MIPEICTABICHHBIX 00pa3IoB
Habmogarores u3otepmel |V tuna ¢ merneit rucrepesuca tuna H3 mo kmaccuduxammu
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HIOITAK ¢ pe3kum noasemoM npu aasieHuu P/Po ~ 1, koTopas xapakTtepHa sl MHUKPO-
ME30IOPUCThIX MaTepuanoB. CleyeT OTMETUTh, YTO Ha U30TEPME MPUCYTCTBYET PE3KUIA
MOABEM MPU HU3KUX JABJICHUSAX, YTO YKA3bIBAET HA HAIMYUE MUKPOIIOP.
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OtHocurensHoe pnasnenue (P/Pg)

1,0 0,0

OrtHocuTensHoe aasnexune (P/Pg)
Pucynok 3 — M3oTepma aacopbiuu a3ota Ha oOpasnax neonura ZSM-5: a — ZSM-5
(AC), 6 — ZSM-5 (ASM).

B TaGnume 2 mpuBeneHBl XapaKTEPUCTHKU TOPUCTON CTPYKTYyphl obOpasimoB ZSM-5
(Zeolyst), ZSM-5 (AC) u ZSM-5 (ASM).

Tabnuma 2 — XapakTepuCTHKH TOPUCTON CTPYKTYphI 0OpasiioB ZSM-5 (Zeolyst),
ZSM-5 (AC) u ZSM-5 (ASM)

Spor, Vmsxpos Vueso, Vs,
Otpasen M?/T CM3;F em3/r em®/r
ZSM-5 (Zeolyst) 378 0.10 0.09 | 019
ZSM-5 (AC) 385 0.11 0.09 0.21
ZSM-5 (ASM) 413 0.11 0.12 0.24

[Ipumedanue: Spor — Mwiomaab moBepxHOCTH MO BOT; Vuugpo — yHeNnbHBI 00BeM

MHUKPOTIOP; Vieso — YACTBHBIN 00beM Me3010p; Vs — 00IIHi yIeabHbIH 00BeM Mop

W3 nmaHHBIX TaOIWIBI BUIHO, YTO XapaKTEPUCTHKH MOPHUCTOW CTPYKTYPHI 00pa3iioB
ZSM-5 (Zeolyst) u ZSM-5 (AC) Omm3ku. B crpykType HaOmromaercs HalIM4YUe Kak
MUKpPOIIOp, TaK M HEOOJBIIOE KOJMYSCTBO ME30MOp. B TO ke Bpems ISl MOPHUCTOM
CTPYKTYpPBI MOJTYYEHHOTO KpUCTaUIM3amuer ooOpasina ASM,
yBeIMUEHHE O0beMa Me30rop,

LEOJIUTA, XapakTepHO
KOTOpble (OPMUPYIOTCS TPU HETOIHOM CpacTaHUU
MIEPBUYHBIX KPUCTAIIIOB.

B Tabmuue 3 mpuBeneHBI pe3yibTaThl U3YYECHUS PABHOBECHBIX aJICOPOIMOHHBIX

eMKOCTel 00pa3noB meoauta ZSM-5.
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Tabnuna 3 — PaBHOBECHBIC acOPOIMOHHBIC eMKOCTH 00pa3iioB ZSM-5 (Zeolyst),
ZSM-5 (AC) u ZSM-5 (ASM)

PaBHoOBecHbIE™ a1cOPOLIIOHHBIE EMKOCTH
O6pasen (cM3/r) mo:
BOJIC renTaHy
ZSM-5 (Zeolyst) 0.12 0.14
ZSM-5 (AC) 0.12 0.14
ZSM-5 (ASM) 0.12 0.18

*-P/IPs=0.8,T=25°C

W3 mpuBeNeHHBIX  pe3ylNbTaTOB  CIEAyeT, 4YTO BEJIMYMHBI  PABHOBECHBIX
aICOPOIMOHHBIX €MKOCTEH Mo mapam Bojbl W rentaHa oOpasuoB ZSM-5 (AC) u ZSM-5
(ASM) 6nu3ku K TpeaeabHbIM s meosuta ZSM—5, u CBUAETEIbCTBYIOT O MX BBICOKOM
CTENEeHN KPUCTAIUIMYHOCTH M (a3oBoil uucrore. OgHAKO, aJCOPOIMOHHBIE €MKOCTH IO
napaMm renTaHa y I€0JiuTa, MOJIYYEeHHOro KpucTamiusanuei obpazua ASM Beilie, ueMm y
obpasioB ZSM-5 (Zeolyst) u ZSM-5 (AC), miast KOTOpBIX XapaKTepHa MHUKPOIOPHCTAs
CTpYKTypa ¥ HaOmromaetcs oObeMHOe 3amoinHeHue mop. B oOpasue ZSM-5 (ASM)
JOTOTHUTENFHO TPUCYTCTBYIOT ME30IOpPhI, B KOTOPBHIX TPOUCXOIWT KamWUIspHAS
KOH/ICHCAlIMA [1apoB TernTaHa.

Pa3paborka cnnocoda cuHTE3a rPaHyJMPOBAHHOIO HeoauTa ZSM-5 BbICOKOI
CTeNeH! KPUCTAJLUIMYHOCTH ¢ MOJILHBIM oTHOIIeHHeM Si/Al =25 u
nepapxuueckoii mopucroii crpykrypoii (NaZSM-5h)

Brile mokazaHo, 4TO ¢ MCHOJIB30BAHHEM CHUHTETHUYECKOTO ajJOMOCHUIIMKATa MOYHO
CHUHTE3UPOBATh MOPOIIKOOOpa3HbIe 1eOTUThl ZSM-5 BBICOKOI CTETIEHH KPUCTAUIMYHOCTH U
¢dazoBoit uncTOTHL. B TO ke Bpems B afcopOIMU U KaTajau3e B MPOMBIIUICHHBIX YCIOBHIX
IEONUTHl OOBIUHO HCIIONB3YIOT B BHJE TPaHyJ CO CBS3yIOIIUM MatepuaioM. [lpu stom
HEJI0CTAaTKU, 00YCIOBIEHHBIE MUKPOIIOPUCTON CTPYKTYPOI IIEOTUTOB, COXPAHSIIOTCA.

Jlis pemieHust 3Toi mpoOJeMbl B JHUTEpaType MpeaaraioT pas3linyHble CIOCOObI
CO3JaHusl JOMOJHUTENbHBIX TPAHCHOPTHBIX ME30- M MAKpOIOp B KpUCTAJJIAX LEOJIUTa
(nepapxuueckas OpUCTasi CTPYKTypa) UM CHUHTE3bl HAHOPAa3MEPHBIX KpUCTALIOB. OIHAKO
MpU  NPOMBIIUIEHHOM  NPOW3BOACTBE  HAHOPA3MEPHBIX  KPUCTAUIOB  BO3HHUKAIOT
TEXHOJIOTUYECKUE TMPOOJIEMBI, CBsA3aHHBIE C uX (QuiubTpanueii u orMmbiBKoH. Cremyer
OTMETUTD, YTO MPH (POPMOBKE IIEOJIUTOB B TPAHYJIBl B CMECU CO CBS3YIOIIUM MaTEPHAIOM
u3-32 OOJNBIIMX MEXAaHUYECKUX HATrPy30K MOXKET Pa3pylIaThCsi HepapXudecKas MopHucTas
CTPYKTypa KpHUCTA/UIOB II€OJUTOB. YacTUIBl CBA3YIOHIETO MaTepuajia MOTYT TaKke
3aTPYAHATH HOCTYN K BHYTPEHHEW MOBEPXHOCTU YaCTH KpUcTaJIoB neonuta. [lonaras, yto
ecii  chopMoBaTh TpaHyJbl, KOTOPHIE COCTOSAT W3 BBICOKOJIUCIIEPCHOTO IIEOJIUTA U
aMOp(HOTO AIIOMOCHIIMKATa, TO TMPHU JONOJHUTEIHHOW KPUCTALTU3ANUA MOXKHO
chopMUpOBaTh TPaHYJIbI, MPEACTABISIONINE COOOW €IUHBIE CPOCTKH KPHCTAIIIOB, B TOM
quciie HaHoAucnepcHbIX. [Ipu 3ToM, yeM Oosbiiie 00pa3yeTcsi OJHOBPEMEHHO 3apOJIbIIIeh
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KPUCTAJUIOB, TEM BBIIIE B JalbHEHIIEM COAEp)KaHWE HAaHOPA3MEPHBIX KPHUCTAJUIOB B HX
€IMHOM CPOCTKE.

[Mpouecc dopmupoBanus neomura NaZSM-5h m3yuanm mpu KpuUCTAUIM3AIUN TPEX
COCTaBOB MpeaBaApUTENHHO chopMOoBaHHBIX rpanyn (Tabnuma 4).

Tabnuua 4 — Conepsxanue™ 1eoauTa u aMoppHOTO aTIOMOCUIIUKATA
B MCXOJIHBIX TpaHyJIax

Obpa3zen Heomut ZSM-5, Amop¢HBIiA
Mac.% aJTFOMOCHIIMKAT,
Mac.%
ZSM-5(10) 10 90
ZSM-5(30) 30 70
ZSM-5(60) 60 40

*-B MEPECUYCTE HAa CYyXO€ BCIICCTBO.

[Tonydyennbie rpanyibl noAasepraiu kpuctamnuzauuu mnpu 120—160°C B Teuenue 24-
120 4vacoB B pacTBOpe CWJIMKaTa HaTpus C J0OaBJICHHWEM TEMIUIaTa MPHU CIEAYIOIIEeM
coctaBe peaknuoHHoi cmecu: 11Na20*2,3R*Al,03*60Si02*2240H20 (rae R- Temmiar).
[Ipu sToM copepxamuiics B TpaHylax aMOp(HBIA alIOMOCWUJIMKAT TMpeBpaljaics B
KpucTauibl 1eonura ZSM-5, 1 TpaHysibl CTAaHOBUJIMCh €IUHBIMU CPOCTKaMU KPHUCTAJUIOB.
[Tocne kpucTamM3ay TpaHyJibl OTACNISIN OT KUIKOM (a3bl, 3aTeM OTMBIBAJIM OT U30bITKA
miénoun g0 pH ~ 8,0-9,0, BeicymmBanu npu 140-150°C u npokanusaiu npu 550-600°C ¢
LENbIO YAAICHHS TEMILIATA.

Ha pucynke 4 PDOA
KPUCTAJUTMYECKOM  CTPYKTYphl ~ OOpaslloB:  MHKPOMOpPUCTOro  1eoinuta  ZSM-5,
rpaHyJIUpOBaHHBIX 00pasioB a0 (ZSM-5(10), ZSM-5(30) u ZSM-5(60)) u mocie
kpuctausanuu (NaZSM-5h(10), NaZSM-5h(30) u NaZSM-5h(60)).

de

IIPUBCICHBI PE3yJIbTaThbl HCCIICAOBAHUA MCTOJAOM

MHTEHCUBHOCTL

WHTeHCcuBHOCTL
°

26()

Pucynoxk 4 - PentrenorpamMmMel 00pasnoB neonuta ZSM-5: (a) MUKpOTIOPUCTBIN
neonut NaZSM-5; (6) ZSM-5(10); (B) ZSM-5(30); (r) ZSM-5(60); () NaZSM-5h(10); (e)
NaZSM-5h(30) u (;x) NaZSM-5h(60).
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BunHo, 4To Ha BCeX peHTreHOrpaMMmax MPHCYTCTBYIOT pequIeKChl MPHU CIETYIOUINX
yraax gudpakouu: 7.94°, 8.89°, 13.24°, 13.95°, 14.77°, 15.50°, 23.08°, 23.25°, 23.40°,
23.82°, 23.96°, 29.90°, 30.26°. DTu pediekchl XapaKTepHbI TOJIBKO IS IICOJTUTOB THITA
MFI. I'ano B o6nactu 20 ot 15 mo 30° Ha pentreHorpammax obpasios ZSM-5(10); ZSM-
5(30) u ZSM-5(60) cBuaeTensCTBYET 0 HAMMUUK aMmopdHoii ¢a3bl. [lociie kpucTamm3anuu
1 HWoHHOro oOmeHa karnoHoB Na' Ha katwoHbsl H' Ha nudpakTorpamMmmax Bcex 0o0pasIioB
HAOMIOMAarOTCT pedIIeKChl, OTHOCAIIMECS TOJMBKO K Teonuty ZSM-5, mpu 3TOoM raio
orcyrcTByeT. Crenenn kpuctaummdHoctu obpasioB NaZSM-5, NaZSM-5h(10), NaZSM-
5h(30) u NaZSM-5h(60) 6mu3ku k 100%.

Ha pucynke 5 npencrasiens uzoopaxkenus oopasioB NaZSM-5, ZSM-5(10), ZSM-
5(30) u ZSM-5(60), a Ha pucynke 6 — NaZSM-5h(10), NaZSM-5h(30) u NaZSM-5h(60),
MIOJTyYEHHBIE C IOMOIIBI0 CKAaHUPYFOIIEH JIEKTPOHHOW MUKPOCKOITHH.

Bumno, uro ucxomuble rpanyibl (PucyHok 5) cocrosr W3 wacTtui aMopQHOro
aTrOMOCHIINKaTa U KpuctamwioB mneonuta NaZSM-5 B dopme mapannenenunena ¢ JIMHOU
6ompiieit croponsl oT 70 10 100 HM.

Bce oOpasier NaZSM-5h (Pucynok 6) mpeacTaBisioT co00il CpOCTKM HCXOIHBIX H
BHOBb OOpa30BaHHBIX KpuUCTALIOB T1eonuta ZSM-5 paszmuunoit mopdonorun. U3
pEe3yIabTATOB PACUYETOB CIIEIYET, UYTO CPEIHHUE pa3Mepbl KpUCTaLioB oOpas3ioB NaZSM-
5n(10), NaZSM-5h(30) u NaZSM-5h(60) coctasasror 322, 201 u 83 HM, COOTBETCTBEHHO.

PI/IcyHOK 5-COM - 1/1306pa>1<eH1/151 oOpasmos: (a) NaZSM- 5 (6) ZSM- 5(10) (B) ZSM-
5(30) u (r) ZSM-5(60).



Pucynok 6 - COM - uzobpaxenus oopasios: (a) NaZSM-5h(10), (6) NaZSM-5h(30) u
(8) NaZSM-5h(60).

B Ttabnuue 5 mnpuBeneHb XapaKTEPUCTHKU TOPUCTOM CTPYKTYypbl 00pasiioB
aMOp(HOTO aTOMOCHIIMKATa, MHKPOIOPUCTOTO Ieonauta ZSM-5, rpanyn A0 W Tmocie
KPUCTAJUIM3AIIMHU 110 IaHHBIM a/IcOpOLUU-AecOopOLIMM a30Ta U PTYTHOM MOPOMETPHH.

Tabnuia 5 - XapakTepuCTUKH TOPUCTOU CTPYKTYPhI aMOPHOTO aTlOMOCHUIINKAaTa U
obpasioB reonuta ZSM-5

O6paserr Spoat? Vo Veso” V vaxpo"
(M?/) (cM®/r) (cM®/r) (cM®/r)

NaZSM-5 285 0.11 0.02 -
Amopdbiii 160 0.01 0.56 i
AJTIOMOCUIIMKAT
ZSM-5(10) 183 0.03 0.40 0.39
ZSM-5(30) 215 0.04 0.31 0.42
ZSM-5(60) 263 0.07 0.25 0.49
NaZSM-5n(10 239 0.10 0.05 0.34
NaZSM-5n30) 284 0.11 0.08 0.31
NaZSM-5ne0) 295 0.13 0.19 0.29

HpI/IMe‘-IaHI/ICZ a —yJeibHas IOBEPXHOCTb; 6, BHUT — y,[[eJIBHBIﬁ 00BeM MHKPO-, MC30- U
MakKpoI1op, COOTBETCTBCHHO

W3 mpencraBieHHBIX JaHHBIX BHAHO, 4To oOpasery NaZSM-5 xapakrepusyercs
o6bemoM mukponop 0.11 cm®/r u ynensHoit nosepxHocThio 10 BAT 285 M?/r. [TonyueHHbIE
PE3YNBTATHI COTJIACYIOTCS C JIMTEPATYPHBIMU JaHHBIMU Ui JaHHOTO 1eosnuta. [lopucras
CTPYKTypa aMOp(HOTO alfOMOCHIIMKAaTa COCTOMT B OCHOBHOM HW3 ME30MOp, MX O00BEeM
cocraBisier 0.56 cM®/r, ynenbHas MoBepxHOCTh — 160 M%Tr. B HMCXOOHBIX TpaHymax c
MOBBINIEHUEM cojepkanust 1eonuta ZSM-5 ¢ 10 no 60% yBennuuBarTCS 3HAYCHUS
yaenbHOI noBepxHocTH ¢ 183 1o 263 m?/r, oosema muxponop ¢ 0.03 mo 0.07 cM®/r n
maxkpornop ¢ 0.39 1o 0.49 cm®/r, 06beM Mezonop ymenpiaercs ¢ 0.40 xo 0.25 cm3/r.
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Pasmepsr me3omnop y obpasnoB NaZSM-5h(10) u NaZSM-5h(30), paccuntannbie 1o
metony BJH, usmenstorces ot 2 1o 100 M, a y oopaszua NaZSM-5h(60) — ot 2 1o 10 HM.

[Tpu mepexome ot obpasma NaZSM-5h(10) k oOpasiy NaZSM-5h(60) ynenbhas
IIOBEPXHOCTH yBenuuuBaercs ¢ 239 mo 295 m?/r, 06bemM mMuxpomnop — ¢ 0.10 mo 0.13 em’/r,
mesomnop — ¢ 0.05 1o 0.19 cM®r, B TO e Bpems 00beM Makponop ymeHnbimaercs ¢ 0.34 1o
0.29 cm3/r.

Takum 00pa3oMm, U3 MOJYYCHHBIX PE3YJIBTATOB CJICIYET, YTO NMPH KPUCTAIUIA3AIUH
MPOUCXOAUT TpaHchopMaIysl MOPUCTOW CTPYKTYphl Trpanyil. Jlo KpHcTaiu3aldd OHa
COCTOMT U3 MHKPOIOpP OTJCIBHBIX KPUCTAUIOB IICOJHMTa, ME30Mmop aMop(hHOro
ATIOMOCHIIMKATA ¥ ME30-MaKpOIIOp, MPEICTABISIONIMX COOOH MyCTOTHI MEX/Ty OT/ACTbHBIMU
KpHCTAJIAMUA W YacTUI[AMU aMoppHoro marepuana. [Ipu ero KpucTaau3amuu TpaHyJIbl
NPEBpAlIAlOTC B CIUHBIC CPOCTKU KPHUCTALIOB. DOpMHPYETCS OMOIHUTEIBHOES
KOJIMYECTBO MHKPOIIOP BHOBH OOPa30BaHHBIX KPUCTAJIIOB, a TaKKe Ooyiee KPYMHBIX IO
pa3Mepy BTOPHYHBIX TIOp B pe3ysibTare 00pa3oBaHHS CPOCTKOB OT/ACIBHBIX KPHCTAJLIOB.
Pa3Mepbl BTOPUYHBIX TIOP 3aBUCAT, B OCHOBHOM, OT JAUCIEPCHOCTH KPUCTALIOB, U3 KOTOPHIX
bopMupyIOTCST CPOCTKH. B cpocTkax KpucTauioB pasmepoMm 1-10 MkM oOpasyrotcs
MaKpOIOpbl, & B CPOCTKAX HAHOJMUCIIEPCHBIX KPHCTAIIOB — ME30MOpbl. B pesynbrare, B
rpanyiax oopasnoB NaZSM-5h(10), NaZSM-5h(30) u NaZSM-5h(60) dopmupyercs
uepapxudeckas MopucTasl CTPYKTypa (MHKpO-, Me30- ¥ Makporopsl). [Ipu s3Tom oOpasen
NaZSM-5h(60) ¢ HaMMeHBIIUM CpeaHHM pa3MepoM KpuctaiioB (83 HM) oOmgamaeT
HarOOJIBIINM YACTHHBIM 00BEMOM ME30II0pP.

B pesymbrare TNpOBENCHHBIX ~HCCIENOBaHWA  pa3paboTaH crmoco0  CHUHTE3a
rpanyiaupoBanHoro neonuta ZSM-5 B Na-popMe BBICOKOW CTENEHU KPUCTAIIMYHOCTH C
HUEPAPXUYECKON IOPHUCTOW CTPYKTYypOH, OOOOIIEHHAs CTaauifHas CcXemMa KOTOpOTo
npeJIcTaBlicHa Ha PUCYHKE 7.

- CuHTeTHYeCKHIi
IMopomkoodpa3ublii amopduuiit

neout NaZSM-5 a,l'llOM(l)JCl/l.J'll/lKaT
IMopoodpa3syrommue (Si/Al=25) (Si/Al = 15)
ao0aBkH(KpaxmaJ) 40—500/0M2;C.

1. Cmewenne u rpanyasiuus

2. TepmooopadoTka 550-600°C; ~4 4
3. Kpucrammmsauus B pacreopax Na:SiO; ¢ no6asiaennem
TeMILIATA:
T =120-160°C, P-asToxknaBuoe, 72 u
4. OTMBIBKA 0T KOMIAHEHTOB MAaTOYHOT0 PACTBOPA,
CywmKa

s

I'panymnposannbiii neoant NaZSM-5y ]

(Si/Al=> 15)

Pucynoxk 7 - O6001IeHHAs CTaAuiiHAs CXeMa MPUTOTOBIICHUS TPaHYJIMPOBAHHOTO
neonura NaZSM-5h
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B ueTBepTOii IJ1aBe NMPUBEICHBI PE3YIbTAThI H3YUCHUS BIMSHUS MOCTCUHTETHYECKUAX
obpaborok neomura NaZSM-5, Ha ¢u3HKO-XMMHUYECKHE U KaTalUTUYECKHE CBOMCTBA

CUHTE3UPYEMBIX OM(PYHKINOHAIBHBIX KATATUTUYECKUX CHUCTEM.
N3BecTHO, 4YTO II€OJIUTHI NPOSBIAIOT KaTATUTUYECKYIO AaKTHUBHOCTb, B IEPBYIO
odepenb, B H-popme. Ycranosneno, uto anst npurorosiaeHuss NaZSM-5, co crenenbio

obomeHa katnonoB Na* Ha xkatronsl H* He MeHee 0,9 HeoOXomuMbI 3 0OMEHHBIE 00Pa0OTKH
¢ mocienytomiei Tepmoodpadorkoit mpu 550-600°C.

Moaudunuuposanue Gpusuko-xuMuIecKHUX cBoiicTB HeoauTa NaZSM-5 nipn

ACAJTIOMUHHUPOBAHUHA €TI0 Kpl/ICTaJIJII/I‘leCKOﬁ PC€UHICTKHA

[TocTcunreTnueckue 00pabOTKM mopomkooopazHoro ZSM-5 — yaoOHBIA MeToq
MOJU(DHUIIMPOBAHUS €0 KHUCJIOTHBIX CBOWCTB M CTPYKTYpPhl TIPpU MPUTOTOBJIICHUU
MPOMBIIIICHHBIX KaTaIU3aTOpoB. B TO ke BpeMs OTCYTCTBYeT MH(OpMaIus O BIHSHHUU
MOCTCUHTETUYECKUX 00pabOTOK Ha (PU3MKO-XMMHUYECKHe cBoWcTBa Ieonuta NaZSM-5h B
KaTHOH-JCKaTHOHUPOBaHHBIX  (opmax. [loaTomy  crienmyromuMm — 3TarmoM  HaIMX
WCCIICJIOBAHUN CTal0 HM3YYCHHE BO3MOXHOCTH MOAMGMUIUPOBAHUS (DH3HKO-XUMHUECKUX
coiictB 1eonmura NaZSM-5h B H-dopme 3a cueT 4acTHYHOrO [ICaFOMUHHUPOBAHUS €rO
KpUCTAJITMUYecKol pemeTkd. MccnenoBanu BiusHHEe 0OpabOTKM B BOJHBIX pacTBOpax
JUMOHHOW KHCIIOTHI Pa3InYHON KOHIEeHTpamnuu (oopasis! cepun HZSM-5h-0,1H ~ HZSM-
5h-1H). [ns cpaBHeHHS TakuM ke 00paboTkam ObLI  IOABEPrHYT oOpasel|
opoIIkoodpasHoro mukpomnopucroro ZSM-5 B H-hopme (o6pasiibl mukpo- HZSM -1H).

B Ttabmuume 6 mnpuBeAeHbI 3HAUYCHHS CTENEHb JCAJTIOMUHUPOBAHMS, CTENECHEN
kpuctautmaHoctn  (CK), mombHOro  otHomenus  Si/Al  mopomkooOpa3HOro u
IpaHyJIUPOBAaHHBIX 00PA3IOB 1eoauTa ZSM-5 10 1 mocie NOCTCUHTETUYECKUX 00paboTOK.

Tabnuia 6 — CteneHs e TFIOMUHUPOBAHUS, CTETICHh KPUCTAUTMYHOCTH U Si/Al B
MOPOIITKOOOPa3HBIX U IPaHyJIUPOBAHHBIX 00Opasiax meoiauta ZSM-5 10 u mocie
MTOCTCUHTETUYECKHX 00pabOTOK

Crenenn CreneHb
O6pazen JCATIOMUHUPOBAHUS, | KPUCTAITMYHOCTH, Si/Al
% %

mukpo- HZSM-5 - 98 25,0
Mukpo-HZSM-5-1,0H 39,2 79 43,0
HZSM-5, - 98 24,0
HZSM-5,-0,1H 0 98 24,0
HZSM-5,-0,3H 23,1 98 31,2
HZSM-5,-1,0H 34,9 92 37,0
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MakcumanbsHoe neamomuaupoBanne B HZSM-5h nabmonaercst pu odpabdotke 1,0
H pacTBOPOM JIMMOHHOW KHCJIOTBL, IIPY 3TOM CTENEHb JCATIOMUHUPOBAHUS COCTaBiseT 34,9
%.

[lo naHHBIM peHTreHo(}a30BOro aHaau3a MOKA3aHO, YTO YBEIWYEHUE KOHIIEHTpaLUU
kuciotsl 1o 1,0 H 8 HZSM-5h npuBoIUT K CHI)KEHHIO CTENICHN KPUCTALTHYHOCTH 110 92%,
YTO CBSI3aHO C yJAJCHUEM AIIOMUHHUS HENOCPEJICTBEHHO M3 KPUCTAUIMYECKON pPELIETKH.
Otnomenne Si/Al yBenuuusaercs ¢ 24,0 1o 37,0.

B Tabnuue 7 mnpuBeAeHbl XapaKTEPUCTHKH TOPUCTOM CTPYKTYpPhl H3YUYEHHBIX
o0pa3loB MO JaHHBIM ajacopOuuu-AecopOLrH a3oTa. BuaHo, 4TO TIpaHylIUpOBaHHBIN
uepapxuueckuii neoant HZSM-5h xapakrepusyercs obbemom muxpomop 0,12 cM®/r u
yaenbHOM nosepxHocThio o BAT 334 m?/r. Ilpu kucnoTHON 00paboTke 3Toro obpasua 1,0
H PacTBOPOM JIMMOHHOM KHCJIOTBI 00beM MUKponop ymenbimaercs 10 0,10 cM®/r 3a cueT ux
YaCTHYHOTO paspylneHus, u popmupyrorcs mezonopsi (0,25 cm®/r).

Tabmuna 7 — XapakTepuCTUKH MOPUCTON CTPYKTYPBI H3yUYEHHBIX 00pa3IioB 110
JAHHBIM aJCOPOITUHU-IecopOIIUn a30Ta

2 3 3 r 3 bit 3

O6paserr SBaT’ M /T VMHKPO, cM /T VM%O, cM /T VWleO , CM /T Vz , CM /T
MUKpo- HZSM-5 350 0,15 0,01 0 0,16
MuKkpo-HZSM-5- | 49, 0,12 0,06 0 0,18

1,0H

HZSM-5, 334 0,12 0,20 0,34 0,64
HZSM-5,,-0,1H 335 0,12 0,21 0,34 0,65
HZSM-5},-0,3H 342 0,12 0,24 0,33 0,69
HZSM-5,-1,0H 347 0,10 0,25 0,33 0,68

[Ipumeuanue: a — mIomaabs MoBepXHOCTH MeToioM BOT; 6 - 00beM MHKpPOIIOP; B — 00bEM ME30TI0p; T
— 00BeM Makponop; 1 - 001 00beM

ITo mamueiM TIIJI mnpeaapurenbHO ajacopOupoBaHHOro ammuaka (TaOmuia 8)
MaKCUMaJlbHas KOHIEHTPAIMS «CUJIBHBIX» KHUCIOTHBIX LIEHTPOB XapakTepHa Juis oOpasiia
HZSM-5h, u cocraBnser 423 mxmonab NHs/r, cootBercTBeHHO. IIpM €ro KucaoTHOMH
00paboTKe HAONIFOAACTCS HEKOTOPOE CHIDKCHHE KOHIICHTPAIIUU «CIIA0BIX» M «CHIIbHBIX)
KHUCJIOTHBIX LIEHTPOB, TaK KaK MPOUCXOJUT YyAAJIEHUE aTOMOB AJIIOMUHHUS W3 PELIETKU
IICOJTUTA C OJTHOBPEMEHHBIM pa3pylICHHEM KUCIOTHBIX IIEHTPoB (00pazenr HZSM-5h-1,0H).
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Tabmuma 8 — KonmmuecTBO «CaabbIx» M «CHIIBHBIX» KHCIOTHBIX IIEHTPOB (MKMOJIB/T)
B oOpa3uax no nanusiM TII/] mpeaBapuTenbHO aacOpOMPOBAHHOTO aMMHUaKa

«ciadpien ™ «CHUJIbHBIO» ** CymMmapHoe
O6pazen KHCJIOTHBIE KHUCJIOTHBIE KOJIMYECTBO
HEHTPHI HEHTPHI KHCJIOTHBIX IIEHTPOB

MuKpo-HZSM-5 386 286 672
mukpo-HZSM-5-1,0H 292 219 511
HZSM-5y, 423 276 699
HZSM-5,-0,1H 360 180 540
HZSM-5,-0,3H 357 158 515
HZSM-5-1,0H 312 147 459

* - xomuuectBo NH3, necopoupyemoe B naTepBane Temneparyp 100-350°C
* - xommaecTBo NH3, mecopbupyemoe B nHTepBaie Temmepatyp 350-500°C

KaraiuTuyeckasi CHCTEMA Ha OCHOBE JI€KATHOHMPOBAHHOIO 1eonTa ZSM-5h

Ha ocHoBe neonura HZSM-5h nocne mpomortupoBanus 4%mac. Mo paspaboTana
KaTaJUTHYecKass CcuUcTeMa I TMpollecca HEOKUCIUTENIbHONM KOHBEpCUM MeTaHa B
apoMmarnueckue yrieBoaopoabl (Cxema 1), KoTopslid siBiseTcs 3()PEKTUBHBIM CIIOCOOOM
YTHJIM3AlMK IPUPOJHOTO ra3a, conepsxkauiero 6omuee 90 % metana.

o on—cn = 9+ Y

Cxema 1. OcHOBHBIC CTAJIUU JETHAPOAPOMATH3AIIMNA METaHa

MonudunupoBanue ucciaeAyeMbIX HEOIUTOB MOJIUOIEHOM MPUBOAUT K CHIKEHUIO
CWJIBI U KOHIIGHTPAIIUU CUJIBHBIX KHCIOTHBIX IIeHTpoB. Hanbonee cunpHOe yMEHbBIIIEHUE UX
cojiepkaHusl HaOIr0MaeTcs s 1eoauTa, 00pabOTaHHOTO JIMMOHHOW KHCIOTOH. OCHOBHOM
MPUYMHOM 3TOTO SIBISETCA B3aUMOJICHCTBHE MOJMO/IEHA ¢ OPEHCTEJOBCKUMH KUCIOTHBIMU
LEHTPaMHU 1I€0JIUTA.

Ha pucynke 8 npuBenensl pe3yibTaThl ucnbiTanuii 4%Mo/ZSM-5 kaTanu3aTopoB B
mpoliecce HEOKUCIUTETbHOM KOHBEpCMM MeTaHa. BuaHo, 4To Hambonbllnas KOHBEpCHUs
MeTaHa JoCTUraercsl B nepBble 20 MUH peakiMy Ha BCEX MCCIIEIOBAHHBIX KaTalu3aTopax
(Pucynok 8a). C yBenmndyeHrneM NPOJODKUTEIBHOCTH MpoIecca HAOMIONACTCsl CHIDKEHUE
KOHBEPCUHM METaHa B pe3yJIbTaTe 3ayrJepOXKUBAHUS aKTUBHBIX IIEHTPOB KaTaiau3aropa, 4yTo
noarBepxkaaercs pesyiabratamu [IDMBP. Hanbonbmias koHBepCcHs METaHa TOCTUTAETCS Ha
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katanmuzatope 4% Mo/ZSM-5h/JIK u cocraBisier 18,3% 3a 20 mun peaknuu. Konsepcus
MeTaHa Ha 3TOM KaTanu3atope Bbiie Ha 4%, yem Ha obOpasue 4% Mo/ZSM-5p, uTo CBA3aHO
¢ OosblIell ME30MOPUCTOCThIO KaTanu3zatopa 4% Mo/ZSM-5v/JIK B pesynbrare oOpaboTku
JTUMOHHOU KUCJIOTOW. YIy4IlIeHHe TOCTYMHOCTH aKTHUBHBIX M02C-IIEHTPOB KaTaln3aTOpOB
4% Mo/ZSM-5 nns akTUBaUMK MOJIEKYJ MeTaHa € OOpa30BaHMEM IPOMEKYTOYHOI'O
npoaykrta CpHy, HecMOTps Ha CHIDKEHHE KOJIHMYECTBA CHIIBHBIX KHCIOTHBIX IICHTPOB,
MPUBOJUT K POCTY aKTUBHOCTU M CTaOMJIBHOCTH MX paboTsl B npouecce /I['A merana. 3to
CBUJETEIICTBYET O TOM, UYTO JJs JajJbHEHIIero MpeBpalleHus] O0O0pa3yroIuXcs
NpoMeXkyTouHblX  Cz-  YIJIeBOJOPOAOB  JOCTATOYHO  HEOOJBLIOTO  KOJMYECTBA
OpEHCTEOBCKUX KUCIIOTHBIX IIEHTPOB L[€OJINTA.
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Pucynok 8 - I3MeHeHHe KOHBEpCHU MeTaHa (a) U CYMMapHOTO BBIXOJIa dTaHa U
stuiieHa (6), 6enszona (B) u HadranuHa (1) Ha 4%Mo/ZSM-5 karanuzaropax:
1 — 4%Mo/ZSM-5/CT; 2 — 4%Mo/ZSM-5y; 3 — 4%Mo/ZSM-5pJIK

Ananu3 ra3000pa3HBIX MPOJIYKTOB MPEBpAIICHHUS MeETaHa Ha HCCIeIyeMbIX
KaTajqu3aropax IOKa3ald, 4TO B MX COCTAaBE€ COJEPKAaTCsi B OCHOBHOM JTaH M JTHJICH,
CYMMapHBI BBIXOJ KOTOPBIX He mpeBbimaer 1% (Pucynok 80), a Takke B HEOOIBIIOM
KOJINYECTBE MPUCYTCTBYET BOAOPOA. B camom Hauane mporecca oOpa3zyloTcsi HeOOIbIIne
konnuectBa CO, CO2 m H20. Ilo mepe mporekaHusl Ipolecca NPeBpaLEHUus MeTaHa
HaOJI0JaeTCsl YBEIMUEHHE BBIX01a Ta3000pa3HbIX MPOAYKTOB B TeueHHe 260 MUH peaxiiuH,
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MOCTIE YeTO BBIXOJ MPOAYKTOB CHMYKAETCS, UYTO YKA3bIBAECT HA IMOCTETICHHYIO Je3aKTUBAIIIO
KaTaJIn3aTopoB B pe3yibTaTe 00pa30BaHUs KOKCA.

B cocraBe IKMIKMX TIPOIYKTOB TMPEBpAIlCHUS METaHa Ha HCCIECIyEeMBIX
KaTaJqu3aTopax COACPIKaTCs TPEUMYIIECTBEHHO OeH30m U HadTaawmH, B CIIEIOBBIX
KOJIMYECTBaX MPHUCYTCTBYIOT TOMYOJ, KCWION © ankwi- nHadrammael. Haumbompmee
KOJIU4ecTBO OeH3osa obpasyercs Ha katanuzarope 4% Mo/ZSM-5/Ct u cocrasisieT 7,5%
3a 20 muH peaknuu (Pucynok 88). Beixoa 6enzona Ha katanmsaropax 4% Mo/ZSM-5h u 4%
Mo/ZSM-5p/JIK Heckonbpko Huxe U cocraBiser 6,7 u 7,0% coorBercTBeHHO 3a 20 MHH
peakiuu. IDTO CBS3aHO C TeM, uTO KaTanu3atopbl 4% Mo/ZSM- 5y u 4% Mo/ZSM-5n/JIK
MMEIOT 00NN 00beM ME30TOop M0 CPaBHEHHUIO ¢ KaTtanuzaTopoM 4% Mo/ZSM-5/Cr.

HaubGonpmmii Beixon HadTanuHa HaOmofaeTcs Ha kaTtanuszatope 4% Mo/ZSM-
on/JIK, nmeroriem HanbonbIuii 00beM Me30mop, U coctaBiseTr 7,4% 3a 20 MUH peakiuu
(Pucynok 8r). [To Mepe mpoTeKaHUsT peakiMy BbIXOJ OCH30J1a U HApTaTMHA CHUXKACTCS Ha
BCEX HCCJICAYEMBIX KaTaln3aTopax B pe3ysibTaTe 3ayriepOXMBaHUS aKTUBHBIX IICHTPOB U
MOBEPXHOCTH KaTallu3aTopa.

OCHOBHBIE PE3YJIbTATHI PABOTbBI U BBIBO/IbI

1. Pa3paboran croco0 MpUTrOTOBJICHHS TPaHYTUPOBAHHOTO TieonuTa ZSM-5 BBICOKOM
CTETIeH! KPUCTALTHYHOCTH B Na-(hopMme, KOTOPBIii OCHOBAaH Ha KPUCTAJUIM3ALNN B PACTBOPE
CHWJIMKAaTa HAaTpus MNpeABapuTeabHO chOPMOBAHHBIX TpaHyl, coaepxkamux 50-60 %wmac.
nopoikooOpazHoro 1eonura ZSM-5 u 40-50 %wmac. cHHTETHYECKOro amMop(HOro
amomMocwinkara. [lokazaHo, 4YTo TmopucTas CTpyKTypa Takoro mneonuta ZSM-5
chopMHpOBaHA W3 MHUKPO-, M€30- W Makpomop. Ilpu 3ToM 00BEMBI MHUKpO-, ME30- H

Makpomnop pasHsl 0.12, 0.20 u 0.34 CM3/F, COOTBETCTBEHHO.

2. YCTaHOBIIEHO, YTO pa3inuus B (PU3NKO-XUMUUYECKUX XapaKTEPUCTUKAX aMOPPHBIX
QIFOMOCHUJIMKATOB, MPUTOTOBJICHHBIX OCAXKICHHUEM U3 PAaCTBOPOB allOMHWHATA W CUJIMKaTa
HATpUS u IBYXCTaIMHHBIM 30JIb-TeJIb CHUHTE30M C UCIIOJIb30BaHUEM
TETPA’TUIIOPTOCUIIMKATa M HUTpPATa allOMHUHHUS OKA3bIBAIOT CYIIECTBEHHOE BIIMSHHUE Ha
MOP(OIOTHI0O W JAUCIEPCHOCTh  KPUCTANIOB  OOpa3lOB  MOJYyYEHHOTO W3  HHX
nmopomikooopaszHoro neonura ZSM-5. M3 amopdHOro airoMocuiIMKara, MPUTOTOBICHHOTO
OCaXJIEHUEM M3 PACTBOPOB alllOMHUHATAa W CHJIMKaTa Harpus, (GOPMUPYIOTCS KPUCTAJUIBI
uronpdato Gopmbl IIHMHON 1-2 MKM, U3 aMOP(HOTO aITFOMOCHIIMKATA, TTOTYYEHHOTO 30J1b-
relib METoZIoM — (POPMY BBITSHYTHIX PU3M pazmepamu oT 50 10 200 M.

+ +
3. OOnapyxeHo, 4ro s mONHOW 3amenbl KatmonoB Na wma NH, B

IPaHYJIMPOBAHHOM IieosiuTe ZSM-5 BBICOKON CTENEHU KPUCTAIUIMYHOCTU C UEPAPXUUYECKOU
MOPHUCTON CTPYKTYPOH C IENIbI0 TIOMYyYCHHUS €r0 KHCIOTHON (OopMbI HEOOXOIUMO MTPOBECTH

He MeHee 3 0OMEHHBIX 00pabOTOK B PacTBOpE HUTPATAa aMMOHUS MIPH 80-90'C B Teuenme 1-
2 gacos. [Ipu mocaenyromeit TepmoodpaboTke B armocdepe Bozayxa mpu 550-600°C B
Teuenue 3-4 gyacoB popmupyercs H-popma neonura.
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4. Omnpenenensl ycioBusi yBenudyeHusi cootHomenus Si/Al ¢ 24,0 no 37,0 B
IPaHyJUPOBaHHOM LieosiuTe ZSM-5 BBICOKOI CTENEHU KPUCTAINIMYHOCTU C HEPAPXUUYECKOU
MOPUCTOM CTPYKTYpOM 3a CUET JACATIOMUHHUPOBAHUS B BOJHOM pACTBOPE JIMMOHHOMN
KHCJIOTBI IIPY HE3HAYUTEIIBHOM CHH)KEHUH CTETIEHU KPUCTAIUIMYHOCTH. [Ipu 3TOM MHTEpBan,
XapakTEepU3YIOIIM paclpelielieHue Mop MO0 pa3Mepy, paclupsiercss W HabOmaomaeTcs

yBenuueHne oobema me3omnop B meonute ¢ 0.20 go 0.25 M /T 3a cuer yMEHBIIIEHUs 00beMa
MHUKPOIIOP.

5. IlokazaHo, 4TO TpaHyIUpOBaHHBIN 11e0auT ZSM-5 B H-hopme BbiCOKOU cTeneHu
KPUCTAUTMYHOCTH C MEPAPXUUYECKON TOPHUCTON CTPYKTYpPHI TOCJE ICaTIOMHHUPOBAHUS U
npomotupoBanus 4%wmac. Mo, mpezacraBiseT co00ll NEPCHEKTHUBHYIO KaTaIUTUYECKYIO
CHCTEMY JUTSl HEOKUCIIUTEIbHON KOHBEPCHUU METaHa.
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