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3ATAJIBHA XAPAKTEPUCTUKA POBOTH

AKTyajabHicTh _TeMH. OcCTaHHIM YacoM Bce OUIBINTY yBary IOCJITHUKIB MpHBEpPTAE
CTBOPEHHSI HAHOCTPYKTYPOBAHUX MIKPO-ME30MOPUCTUX LEOTITBMICHUX Ta MOJIU(]PIKOBAHUX
BYTJICLIbBMICHMX MaTepiaiiB, Kl NPEACTaBISAIOTh 3HAUHUN 1HTEpEC K aJCOPOEHTH, KaTalli3aTopu
Py KHUCJIOTHO-OCHOBHHUX IIPOLIECIB, 30KpeMa, 3a YYacTI0 00 €MHHUX MOJEKYJ pearyrodux
PEUOBHUH.

[leoniTi, MO XapaKTEPU3YIOThCS KPUCTAIIYHICTIO Ta BY3bKMM pO3NOJLIIOM IOp 3a
po3MipamMH, € OCHOBOIO MOJEKYIsIpHHX cuT. OJHaK 3a3Ha4yeHi NepeBaru MIKPOIOPHUCTOCTI
MOETHYIOTBCA 3 HEJOCTaTHBOIO IMBHJIKICTIO AUQy3li MOJeKya aacopOariB Ta pearceHTiB 0
aKTUBHUX LIEHTPIB (X J0 HEAOCTYIMHOCTI TakuUX ILEHTPIB), a TaKOX aj(ae)copOrii BUXITHUX
PEYOBUH 1 NPOJYKTIB MEPETBOPEHHS B MPOIECI KATATITUYHUX PEakiliil, M0 MNpHU3BOIUTH 10
3HIDKCHHSI €(PEKTHBHOCTI IICOJIITHUX KaTadi3aTopiB Ta ICTOTHO OOMEXYe iX BHKOPHCTaHHS B
MPAKTUYHO BAXKIMBUX KATAIITUYHUX TpoOIEecax 3a y4yacTi0 O0'€eMHHX MOJEKYJ, OCOOJIMBO B
Ha(TOXIMii, TOHKOMY OpraHi4YHOMY CHHTE3l, (hapMaleBTUYHII MPOMHUCIOBOCTI ToIIo. PazoMm 3
THUM, TIPOCTOPOBO BIOPSIKOBAHA 1 TIEpioIiuHa B HAHOMETPOBOMY Jiamna3oHi (po3mip mop 2 — 10
HM), ane amop(dHa CTPYKTypa Me30mOpUCTHX MoyekyisipHux cuT (MMC) xapakrepu3yerbces
HU3BKOIO T1POJITHYHOIO CTIHKICTIO 1 KUCIOTHICTIO, IO CYTTEBO 00OMexye BUKopuctanus MMC
AK KaTaiai3aTopiB. MiKpo-Me30MOPUCTI LIEONITBMICHI MaTepiajid, B SIKAX TI€I0 YM 1HILIOK MIpOIO
MOETHYIOTBCSA BIAcTUBOCTI meomitiB 1 MMC, XapakTepu3yrThCs OUIBIIO JOCTYIHICTIO
aKTUBHUX IICHTPIB JJIsI MOJIEKYJ pearcHTiB, 30KpeMa, 00’€MHHX, 1, K HACHIJIOK, MiABUIIEHOIO
KaTaJITUYHOIO aKTUBHICTIO B PEAKIIsIX, MepeOir sIKUX B LIEONITAX € 3HAYHO YCKJIaJAHEHUM. Takum
YUHOM, aKTyaJIbHUM HAayKOBHM 3aBJaHHSAM € pO3pOOJICHHS Ta peaiizamis MiaXOoaiB st
OJIEp’)KaHHS ~ MIKPO-ME30MOPUCTUX  IICOJMITBMICHUX  MaTepialliB, SKi XapaKTepU3YIOThCS
PO3BUHEHOI ME30IMOPUCTICTIO 1 HASIBHICTIO CUJIBHUX KUCJIOTHUX IIEHTPIB HAa 30BHILIHINA MOBEPXHI1
(Me3010p), NUITXOM J1000pY YMOB TEMIUIATHOTO (POPMYBAHHS TAaKHX CHCTEM 3a YYaCTIO M’ SIKUX
TEMIUIATIB (MIIEISIPHUX, MOJCKYJISAPHUX Ta OlQyHKIIOHATHHUX), 3’ SCYBaHHS BIUIUBY HPHUPOIU
OCTaHHIX Ha CTPYKTYpPHI XapaKTePUCTHKH, KUCIOTHI BIACTUBOCTI Ta KaTaJITUYHY aKTUBHICTh
CHUHTE30BaHUX MaTepiaiiB.

Jlist onepskaHHs MOPUCTUX BYTIIEIBBMICHUX MaTepialliB, SIK 1 IEOTITBMICHUX, €(EKTUBHUM
€ TeMIUTATHUH MiAXiJ, SKUH, OJHAK, Iepeadadyac BUKOPUCTAHHS KOPCTKUX TEMIUIATIB — CTIMKHUX
MOPUCTHX CTPYKTYP, 30KpeMa, Ha OCHOB1 KpeMHE3eMY, [IEOJTiTiB TOIIO.

B ocraHH1 poku akTyaJdbHUM 3aBJaHHAM € po3poOJeHHS Oe3MeTareBUX BYTIJIEIbBMICHUX
MaTepialliB K KaTali3aTOpiB Py MPOMHUCIOBO BaXIJIMBHUX MPOILECIB, IO JAO3BOJIAE€ 3MEHIIUTH
BapTICTh KaramizaTopa, a TaKOX YHUKHYTH 3a0pyIHEHHS MPOAYKTIB MeTajlaMH, 10 OCOOIUBO
BaXJIMBO ISl (hapMameBTUYHOI MPOMHUCIOBOCTI. JlomyBaHHS BYTJIENEBHX CTPYKTYp a30TOM
cnpuuuHsie (QOopMyBaHHS OCHOBHUX IIEHTPIB, IO BIJKPUBAE MOXIJIHBOCTI I 3aCTOCYBAHHS
TaKMX MarepiajiiB K KarTaji3aTopiB KHCIOTHO-OCHOBHHX peakiiii, ancopOenTtiB. Ilipomis
30aradyeHnx a30TOM OPTaHIYHUX MPEKYPCOpPiB MPUBOAMTH 10 YTBOPECHHS HITPUIY BYTJICIIO, SKHMA
MPOSIBJISIE HAMIBIPOBIAHUKOBI BJIACTUBOCTI, IO JO03BOJSIE PO3IMIIAIATH HOTO SK SQEKTUBHHIMA
¢doTokaTanizaTop TaKWX MPOLECIB AK BIAHOBICHHS BYIJIEKUCIOTO Ta3y, BUAUICHHS BOJHIO,
OKHCHEHHSl OpraHiyHuX 3a0pyAHuKiB Tomo. Ckiaa HITpUAY BYTJICIIO, SIKHH YTBOPIOETHCS B
pe3ynbrari mipodizy BignoBiaHUX CN-MpekypcopiB, BiAPIZHIETHCS Bi CTEXIOMETPUYHOTO
(C3N,), mo 3yMOBIIEHO HASIBHICTIO B HOTO CTPYKTYpi MEPBHHHUX Ta/a00 BTOPHHHUX aMIiHOTPYII.
[le 0OyMOBIIOE MPOSIB MOTO KATATITUYHOI aKTUBHOCTI T4 aKTUBHOCTI KOMITO3UTHUX MaTepialliB
Ha Horo oCcHOBI y pi3sHMX peakuisx (KueBenarens, nepeetepudikaiiii, OKHCHEHHS, TAPyBaHH).

AKTyaJbHUM HayKOBHUM 3aBJaHHSIM € TaKOX 3 SCyBaHHS OCOOJMBOCTEH TEMIUIATHOTO
CTPYKTYPOYTBOPEHHSI B CHCTEMax, JI¢ TEMIUIAT BCTYNA€ B XIMIYHY B3a€EMOZIIO 3 MPEKYPCOPOM,
YTBOPIOIOYH, 30KpeMa, KapOix KpeMmHilo, MmO (OPMYETHCS B pe3yNbTaTi BUCOKOTEMIEPATypPHOI




00pOoOKH BYTJIEIb-KpeMHE3eMHUX KOMIO3UTiB. [lopucTuii kap6in KpeMHiI0 IpeACTaBIsie IHTEpeC
SK aacopOCHT Ta HOCIH KaTami3aTopiB BHCOKOTEMIIEpATypPHHMX PEaKIliid 3aBISKH HOTO BHUCOKIM
TETJIONPOBIAHOCTI, XIMIUHIM, TEPMIUHIM Ta MEXaHIUHIN CTIHKOCTI.

HenonikoM icHYrOUYMX MIIXOIB O OAEPKAaHHS HITPUAY BYTJIELIO Ta KapOiay KpEMHIIO € iX
HU3BKI CTPYKTYPHI XapaKTepUCTUKH (MMMUTOMA TOBEPXHS Ta 00’€éM TOp), IO 3YMOBJICHO
CKJIQ/IHICTIO TEMIUIATHOTO (POPMYBAHHS TAKUX CHCTEM.

Takum 4YHHOM, aKTyaJbHUM Ta BAXKJIMBUM 3aBJAaHHSIM € CTBOPEHHS HOBHUX
HAaHOCTPYKTYpOBAaHMX IICOJIT- Ta BYIVICIBBMICHHX MaTepialiB sl TOTped cydacHOi
MIPOMHUCIIOBOCTI, IKi XapaKTepU3YIOThCS PO3BUHEHOIO TIOBEPXHEIO Ta Me30MopucTicTio. [loTpedye
pO3B’si3aHHSI MHTaHHA BIUIMBY ()a30BOTO CKJIaAy, TEKCTYpPHUX HapaMeTpiB, IOPHUCTOCTI,
KHCIIOTHUX/OCHOBHHMX XapaKTEPUCTUK TaKUX MaTepialiB Ha iX aAcopOLiiiHi, (OTOKATATITUYHI Ta
KaTaJiTUYHI BIACTHBOCTI (MEpeBa)kHO B TMpoIecax IEPETBOPEHHS 00 €MHHX MOJEKY).
Bupimenns 3a3HaueHUX MpoOJIeM € BaXKIIUBUM SIK IS PO3BUTKY (PyHIaMEHTAIBHOI HAYKH, TaK 1
JUIS CTBOPEHHS HOBHMX MAaTepialiB 3 pEryJbOBaHUMHU aJCOpPOLIMHMMHM Ta KaTaJiTUYHUMHU
BIIACTUBOCTSIMH.

3B’A30K _po0OTH 3 HAYKOBMMH _MporpaMaMu, IuIaHamMH, Temamu. PobGora
BUKOHYBAJach 3TIHO 3 IJJaHAMH B1IOMYOi Ta KOHKYPCHOI TEMAaTUKH BTy MOPUCTUX PEUOBHH 1
MarepianiB [ncruryty ¢izuunoi ximii im. JI. B. [TucapxxeBcekoro HAH VYkpainu «Po3Butrok
Gb13UKO-XIMIYHUX 3acaji CTBOPEHHS HOBHX MIKPO- 1 MIKpO/ME30MOPUCTUX MaTepialliB Ha OCHOBI
[EOJIITIB, MOJEKYJSI[PHUX CHUT 1 MeTal-opraHiyHux  KkapkaciB»  (Ne gepxpeectparrii
01127U001195), «Po3poOka HAayKOBHX OCHOB CTBOPEHHS HOBHUX MIKPOME30MOPUCTHX
(YHKITIOHAJIBHUX MaTepialliB Ha OCHOBI aJFOMO- 1 T€PMAHOCHIIIKATHUX IEOJITIB, KPEMHE3EMHHUX
MOJIGKYJSIPHUX CHUT Ta TMOPHCTUX KOOpAMHAIIMHUX TmodiMmepiB» (Ne  mepixkpeecrtparrii
0116U000062), «Po3poOka nucrnepcHUX Ta MOPUCTHX MarepiaiiB pi3HOTO (YHKIIOHAIBHOIO
MIPU3HAYCHHS Ha OCHOBI KapOiny kpeMHito» (Ne mpepxkpeectparii 0114U000141), «Po3pobienns
Gb13UKO-XIMIYHUX 3acaj] CTBOPEHHS HOBUX HAHOPO3MIpPHUX MaTepiaiiB pi3HOTO (DYHKIIOHATHHOTO
mpu3HadeHHs 1 mporeciB 3a ix ydaction (Ne nmepxkpeectparii 0117U004521), npoekty
«CTpyKTypHI, CHEKTpajibHI, JIFOMIHECICHTHI, KaTadiTU4HI Ta (OTOKATATITUYHI BIACTHUBOCTI
ME30MOPUCTOT0 Ta MOHOLIAPOBOTO HITPUAY BYIJIEHIO Ta MOTro TIeTepoOCTPYKTYp 3
HAHOYACTUHKAMU METAJiB Ta HamiBIpoBimHUKIB» (Ne mepskpeectpamii 0115U002972) minboBoi
KOMIUTEKCHOT mporpamu ¢GyHaameHtanbHux gociimxenb HAH VYkpainn «®DyHnaMmeHTanbHi
npoOJieMH CTBOPEHHS HOBUX HaHOMAaTepialiB 1 HaHOTEXHOJIOTi», mpoekTy «HaHokomMmo3uTHi
MOPUCTI MaTepialy Ha OCHOBI JIIOKCHUJYy TUTaHy Ta BYIJICHIO I TEXHOJIOT1M BUKOPHUCTAHHS Ta
akymymioBaHHs BogHIO» (Ne nmepxpeectparii 0111U007235) uinboBOi KOMIUIEKCHOI MpOrpaMu
dbyngamentansaux gocuimkenb HAH Vikpainum «BoneHs B albTepHATHBHIA EHEpPreTHIl Ta
HOBITHIX TEXHOJIOTiAX», rpanTa [Ipe3unenta Ykpainu 1okTopam HayK JUIsl 3[iHCHEHHS HayKOBHX
nocmikerb Ha 2017 pik «®Di3uko-XiMiyHI 3acagyl CTBOPEHHS HOBHMX HAHOIMOPUCTUX Ta
KOMITO3UTHUX MaTepiajiB Ha OCHOBI HITPUAY BYIJIELI0 — KaTaji3aToOpiB CHHTE3y O10JIOT1YHO
aKTUBHUX peuoBUH ais papmaneBTukm» (Ne nepxkpeectparii 0117U0038006).

Meta i 3aBaaHHsa _jocjijzkeHHsi. Merta poOOTHM monsirara B 3’SCyBaHHI BIUIMBY
CTPYKTYPHHX XapaKTEPUCTUK, KHCIOTHOCTI/OCHOBHOCTI HAaHOCTPYKTYPOBAaHUX IICONIT- Ta
BYIJICIIBBMICHUX MaTepiajliB, OJep)KaHUX IUISIXOM TEMIUIaTyBaHHS B aIOMOCHIIIKAaTHUX Ta
BYTJICI[LBMICHHX CHUCTEMaX, Ha iX aJcOpOIliiiHiI Ta KaTAIITHYHI BIACTUBOCTI JIJIsi CTBOPEHHS HOBUX
MOTEHIIIHUX aJCOPOCHTIB, KaTali3aTOPiB Ta HOCIIB.

JI1s1 HOCATHEHHSI MOCTABICHOI METH HEOOX1JHO OyJI0 BUPIIIMTH TaKl 3aBJaHHS:

— 3’sicyBaTH  0COONMMBOCTI  ()OpPMYyBaHHS  MIKPO-ME3OMOPUCTUX  IIEOTITBMICHUX
MaTepiamiB Ha OCHOBI meoumiTiB B 1 ZSM-5 Ta BmIMB iX CTPYKTypHUX XapaKTEPUCTHK 1




KHACJIOTHOCTI Ha KaTaNITUYHY AaKTHBHICTb B KHCIIOTHO-OCHOBHHMX peakUifx (i3oMepu3amis
€MOKCHU/IIB BEpOCHONY Ta O-TIHEHY);

— BCTAHOBUTH 3B'A30K MDK CTPYKTYpHHUMH XapaKTEPHUCTUKAMH  BYTJIEICBUX
MaTepialiiB, OIEpKAHUX K 00’ €MHOIO KapOOHI3aLlI€l0 caxapo3H, Tak 1 ii MipoJIi30M B IPUCYTHOCTI
AKTUBYIOYMX areHTiB, Ta iX ajCcOpOIIMHIUMH BIACTUBOCTSAMH (CTOCOBHO BOJHIO) 1 KaTaliTUYHOIO
aKTUBHICTIO B KOMOIHAIIi 3 KOMepHiiiHUM KartaiizaTopoM Ru/C B peakiisx Tiapoii3dy Ta
TIPOJIITUYHOTO T1APYBaHHA apabiHOTaJIaKTaHY;

— 3’CyBaTU OCOOJMBOCTI TEMIUIATHOTO (QOpMYyBaHHS Trpa@iTONOAIOHOTO HITPUILY
BYTJICII0 Ta HOTO (OTOKATATITUUHY aKTHUBHICTH B pEaKilii BiIHOBJICHHS BYIJIEKUCIIOIO Ta3y sK
OJIHOTO 3 TIEPCTIIEKTUBHUX CIIOCO0IB MOTO YTHIII3aIlii;

- BU3HAUYUTU BIUIUB CTPYKTYpU TIpadiTonoaiOHOro HITPUAY BYIJIEI Ha HOro
KaTalITUYHY AaKTUBHICTb B peakiii koHaeHcaiii KHeBenarems Mik OeH3aJIbAETIIOM Ta
ETHIILIIaHOAIETATOM, a TaKOK KOMIO3UIlIN 3 HAHOAUCIIEPCHUM PYTEHIEM — B peakilii OKUCHEHHS
OeTyiHYy;

- 3'sICyBaTH OCOOJIMBOCTI TEMIUIATHOTO OJIEp KaHHS MOPUCTOrO KapOiay KpeMHII0 Ta
(dakTopu, 10 BU3HAYAIOTH aacopOIiitHi BimactuBocTi SiC Ta HECTEXIOMETPUYHOTO HITPUILY
BYTJIEIIO (30KpeMa, 3a BOJHEM Ta OKCHJIAMH BYTJICII0); BUSHAUYWTU BIUIUB CTPYKTYypU KapOimy
KPEMHIIO K HOCis KarajizaTopa mipodocdary BaHaIUIy B peakilii CEIEKTUBHOTO OKHUCHEHHS H-
OyTany.

O6'ekmu  docniodcenus: MIKPO-ME30MOPUCTI IEOJITBMICHI MaTepiald Ha OCHOBI
npeKypcopiB neomitiB B 1 ZSM-5; Mikpo-, Me€30- Ta MIKpO-ME30TOPUCTI BYTJICIIEBI MaTepiaiu;
rpaditononiOHUN Ta HECTEXIOMETPUYHUM  HITPUJ BYIJIELIO; KOMIIOBUTH HA OCHOBI
HAHOJUCIIEPCHOTO PYTEHII0 Ta TMOPUCTOTO BYIJICHIO/HITPUY BYTJCLIO; KapOil KpeMHiIo;
KOMITO3UTH Ha OCHOBI Tipodocdary BaHaamy Ta KapOigy KpEMHIO.

Ilpeomem OocniodicenHs: BITUB CKIANy Ta OCOOTUBOCTEH OYTOBU MiKPO-ME30MOPUCTUX
IEOTITBMICHUX 1 MOAM(IKOBAaHUX BYTJCI[LBMICHUX MaTepialliB Ta KOMIIO3UTIB Ha iX OCHOBI Ha
KHCJIOTHO-OCHOBHI, aICOPOIIifiHI Ta KAaTAIITHYHI BIACTUBOCTI TAKUX CUCTEM.

Memoou oocniddxcenns: peHTreHO(a30BUH, TEPMOTPABIMETPUUYHHM, XpoMaTorpadidyHuii,
XpoMaTO-Mac-CEKTPOMETPUYHHUIM aHaji3, AMHAMIYHE PO3CIIOBAHHS CBITJIA, €HEproaucepciiiHa
pEeHTreHiBChKa criekTpockoris, [U-cnekrpockornis ta criektpockormist AMP, ckanyroua (CEM) ta
tpadcwmiciiina (TEM) enexkTpoHHa MIKpOCKOIisA, 00’€MOMETPUYHUN aaCcOpOIiiHUN MeTOo.
JOCTIPKeHHS TIOPUCTOI CTPYKTYPH MaTepiali, Tepmornporpamonana aecopouis (TII/]) amiaky Ta
BYTJIEKHCIIOTO Tra3y, af(ae)copOuis Mosekyn 30HAIB 3 [Y-CHeKTpOCKONMIYHUM KOHTPOJIEM,
cnekTpockornisgs B Y@ 1 Buaumiili obmacti, peHtrenogoroenekrponna cnekrpockomnis (POEC),
enementHuii (CHN) anamis.

HaykoBa HOBH3HAa 0/IepKAHHX pe3yJbTaTiB. BusBieHo, 10 HU3BKOKPHUCTANIUHI Ta
peHTreHoamMop(Hi MIKpO-ME30MOPHUCTI MaTepiaii MICTITh KUCJIOTHI LIEHTPU 3a CUJIOK OJM3BKI
70 TaKWX y LIEOJITI 3, SKi BiIHECEHO 10 KUCIOTHHUX LEHTpiB bpeHcrena y ckiaai mpexypcopiB
IEOJTITY.

[Tokazano, 1m0 peHTreHoaMopdHI Ta 4YAacCTKOBO II€OTITH30BaHI MIKPO-ME30MOPHUCTI
MaTepiaau Ha OCHOBI 1eoiity ZSM-5 mposBIsAiOTh BUIIY KaTaJiTUYHY AKTUBHICTh B peakii
i30Mepu3allii eMmoKCHAY O-MHEHY Yy TMOpIBHSAHHI 3 1eodiToM ZSM-5 Ta Me30mOpUCTHMHU
MaTepialaMy IEOJITHOTO THUITY 32 PaxXyHOK 3HAYHOI KiJIbKOCTI KHUCIOTHHX LIEHTPIB, TOCTYITHHX
U1t 00’ €MHUX MOJIEKYII.

3’scoBaHoO, MO TeMIUIaTHE (OpMYBaHHS TpadiTONOAIOHOTO HITPUIY BYTJIEIIO JT03BOJISE
30UIBIIUTH MOTO JMCIIEPCHICTh, MUTOMY IOBEPXHIO Ta MPOCTOPOBY BHOPSAKOBAHICTH, IIO B
pe3yabpTaTi 3abe3mnedye BUIIY (OTOKATATITUYHY aKTHBHICTH TaKOro Marepiaqy B peakiii




(OTOBIAHOBIICHHS BYTJIEKUCIIOTO ra3y MmapaMu BOJM (10 alleTaiubAeTioy Ta METaHy) y MOpiBHAHHI
3 00’€MHUM aHAJIOTOM.

[Toxazano, mo rpadiTonoAiOHUIA HITPUI BYTJELIO, OJAEPKAaHUW 3 MENaMiHy, HPOSBISE
BHUCOKY KaTaJiTHUHY aKTUBHICTh B peakuli KoHJeHcauii KHeBeHarenass MK O€H3albJeriioM Ta
eTUIIaHoaIeTaTOM (BUXIA eTWi-o-miaHomiHHaMary a0 51%), mo o0OyMOBIEHO HAasSBHICTIO
cnabkux ocHOBHUX 1eHTPiB (C—N=C rpymn).

[IponemoHCcTpOBaHO, 1110 HaHOAMCHEPCHUN Ru, HaHECEHWI! Ha HITPUJ BYIJIELIO, TIPOSBIISE
BUIIlY KAaTaJITHUYHY aKTUBHICTh B peaKIlli OKUCHEHHS OCTYJIHY 3 yTBOPCHHSIM OETYJIOHY SK
OCHOBHOTO IIJTLOBOTO MPOAYKTY, HIK KaTaji3aTop Ha OCHOBI HaHOAMCIEPCHOTO pyTeHilo Ta N-
BMICHUX MIKpPOIOPUCTHX 200 ME30MOPUCTUX BYIJIELEBUX CTPYKTYpP SIK HOCIIB, 11O MOXeE OyTH
3YMOBJIEHO 3HaYHUM BMICTOM CJIA0KHUX OCHOBHHUX 1IeHTpiB JIbtoica Ha moBepxHi C3N, sk HOCIS.

BHSIBICHO HETHIIOBO BHCOKi 3HAYCHHS IHTOMOI afcopOIii BoAHIO (10 15 MKMOIB/M?) ams
KapOiLy KpeMHiIo, OJIEp)KaHOTO TEMIUIATHUM METOJIOM, M0 TIOB’SI3aHO 3 JIOBEPIICHICTIO
"KapO1aHOI" CTPYKTYypH TakuX 3pa3kiB 3 OutemuM BMmicToM 3B's3kiB Si—C (78 mpotu 55%) Ta
MEBHOI YACTKM IHIIMX (HeKapOimHuX) 3B’s3kiB (rpadpiTHui a60 TepMiHAIBHHUH Ta Sp°
riopuauzosanuii C).

IIpakTHyHe 3HAYEHHS OJIeP)KAHMX Pe3yJbTaTiB. 3amponoHOBaHI MiAXOIU 0
OJIEpXaHHA MIKPO-ME30MOPUCTUX IICOJNITBMICHUX MaTepialiB 3aCTOCOBAHO [ CTBOPEHHS
e(heKTUBHUX AIIOMOCHIIKATHUX KaTali3aTOpPIB KHCIOTHO-OCHOBHHX TIPOIECIB 33 Y4YacTiO
00’€MHHMX MOJIEKYJI OPraHIYHUX PEYOBHH.

Po3po06iieni miaxoau moa0 CTBOPEHHS BYIJICIIEBUX MaTEplaliB 3 peryJbOBaHUMHU THIIAMU
MOPHUCTOCTI (OJHOpIHA MIKpO-, KOMOIHOBaHa MIKpPO-ME30- Ta ME30MOPHUCTICTh) MIITXOM
BapilOBaHHS TMPHUPOAM aKTHBYIOUOTO areHTa MOXYTh OYTH BHUKOPHCTaHI I OJIEpPKAHHS
MOPUCTHX BYTJICICBUX HAHOCTPYKTYpP 3 TOJAIBIIMM IX 3aCTOBYBaHHSIM SIK aJICOPOCHTIB,
KaTaJli3aTOpiB Ta HOCIIB KATAIITUYHO aKTUBHUX KOMITOHEHTIB.

CuHTe30BaHI 3pa3Ku HaHOAHWCHEpCHOTO Ru, HaHeceHOro Ha HITpUI Byrjiem© abo
BYTJICIIEBI MaTepialiu, ski anpoOoBaHi sSK TBepaodaszHi KarajaizaTopu OJIEpKaHHS OETYyJOHY 3
OeTyniHy, MOXYTb 3HAWTH 3aCTOCYBAaHHS SIK KaTaldi3aTOPU pEaKiii OKUCHEHHS 1HIIHUX
OpraHiuHUX CyOCTpATiB.

Opeprkani 3pa3ku KapOilmy KpemHII0 3 MapaMeTpamMH MOPHUCTOCTI, $KI MEepPEeBUIIYIOTh
BIJIMOBIHI TOKAa3HUKM OIKCAaHUX B JITEpaTypl AaHAJOTrIB, MOXYTb OyTH BUKOPHUCTaHI JUIS
CTBOPEHHS HOCIiB KaTaIi3aTopiB JjIsl BUCOKOTEMIIEPATYPHUX MPOIIECIB.

[TpiopuTeT 1 HOBU3HA OTPUMAHKUX PE3YJbTATIB MiATBEPIKEHO 6 MaTeHTaMH Y KpaiHH.

OcoOuctuii BHecok 3100yBaya. OopMymoBaHHS HAYKOBOTO HAINpsiMy, OOTpYHTYBaHHS
i71el, TOoCTaHOBKa 3ajaady, BUOIp OO'€KTIB JOCHIKEHHs, OiIbIlla YacTHHA EKCIICPUMEHTIB,
iHTepopeTalliss 1 y3arajlbHEHHS pe3yJabTaTiB CKJIAJAI0Th OCOOMCTHH BHECOK 3100yBaua.
OOroBOpeHHST YaCTHHH OJIEPKAHUX PE3yJIbTaTiB pPOOOTH MPOBOAMIOCS CIHUIBHO 3 HAYKOBUM
KOHCYJIbTAHTOM J.X.H., TIpod. IB.I. Inpianm. |qaCTI/IHy EKCHEPUMEHTAIIBHUX JAaHUX OTPUMAHO
cninpHo 3 kK.X.H. P.IO. bapakoum, k.x.H. C.M. ®inoHeHko. AICOpOLiiHI AOCIIIKEHHS,
0OroBOpeHHS pe3ynbTaTiB pobotu mpoBomwmmcs crinskHo 3 [1.C. fApemosum. [ocmimkeHHs
KaTaliTUYHOI aKTUBHOCTI OJEp)KaHUX 3/100yBaueM 3pa3KiB Yy pEaKIisx Tigpodizy Ta
TIPOJIITUYHOTO TiIpyBaHHS apaliHorajakTaHny BUKOHAaHO K.X.H. O.B. Myp3siHoio Ta K.X.H. A.
TokapeBum, i3omepu3arii enokcuny BepOeHony — K.X.H. O. Topo3oBoio B YHiBepcureri AGo
Axamnemi (M. Typky, ®iansumis). JochimkeHHS (GOTOKATATITUYHOI AKTHBHOCTI OJEPKaHUX
3100yBayeM 3pa3KiB y peakilii BITHOBJICHHS BYTJIEKUCIIOTO Ta3y MapaMy BOJU BUKOHAHO CIILIBLHO
3 k.X.H. M.JI. OBuapoBum, (oToeaeKTpoXiMidHI MOCTIIHPKEHHS BHUKOHAHO CHiIbHO 3 A.M.
Mimyporo. 3pa3ku HaHeceHoro mipodochary BaHaaAWIy OAEpPKAHO CHUTBHO 3 K.X.H. B.B.
CuaopuykoMm, AOCTIKEHHS 1X KaTaliTUYHOI aKTUBHOCTI B PeaKilii CeJeKTUBHOTO OKHCHEHHS H-




Oyrany BukoHaHo cmimbHO 3 O.A. Mirok (Iacturyt copbuii Ta mpobiem enmoexonorii HAH
VYkpaian). PeHTreHogoTOeNeKTpOHHI CIIEKTPU OJEpXKaHO CHiIbHO 3 A. AXo B YHIBepcUTETI
Typky (M. Typky, @ianananis). Mikpodotorpadii TEM oxepkano cninbHO 3 K.X.H I. be3Bepxum
(Byprynaceka MikmucnuiutiHapHa jtaboparopist im. Kapuo, M. Jlixkon, ®panmis), k.x.H. C.B.
I'pusp (IHCTHTYT BHCOKHMX TexHoJOTiH, KuiBchbkuii HamioHalbHHHN yHiBepcuTeT iMm. Tapaca
[Ilepuenka), C.A. Ceprienkom (HarmioHanpHUN AOCHITHULIBKANA TEXHOJIOTTYHUN YHIBEPCHUTET
«MUCuC», m. Mocksa, P®), mikpodororpagdii CEM — 3 k.x.H. M.A. Ckopuxkom (IHcTuTyT
Metanodpizuku iM. '.B. KypmromoBa HAH VYkpainm), x.x.H. O.€. bapanuukoBum (IHCTHUTYT
3aragpHOi Ta Heoprauiynoi ximii iM. M.C. KypnakoBa PAH, M. MockBa, P®), k.X.H.
O. XaitnakoBoto (YHiBepcuteT OB'eno, Icnanist). JJochimkeHnHss metonom crekrpockomnii AMP
nposeneHo cnuibHO 3 [. Xeilinmaa B HanioHanbHOMY IHCTUTYTI XIMIYHOI (D13UKU Ta 010(i3UKU
(Tamnian, Ectomis), k.Xx.H. B.B. TpaueBcbkum (Texniuaumit mentp HAH Vkpainu), K.X.H.
C. XaitnakoBuM (YHiBepcuret OB'eno, Icnanis).

Anpo0auisa pe3yabTaTiB AuceprTanii. Martepiain qucepraniiiHoi poOOTH MpeacTaBieH1
Ha MDKHapOJHUX Ta BITUYM3HSHHMX HAayKOBUX KOH(epeHIlisx, 30kpema Ha: 17-i1 MixHapoaHii
neonitHiH KoHpepenmii “Zeolites and ordered porous materials: Bridging the gap between
nanoscience and technology” (Mocksa, 2013 p.); HaykoBiii 3BiTHIH cecii [Iporpamu “Boaens B
aIbTCPHATUBHINA €HEpreTUIli Ta HOBITHIX TexHoJorisx” (Kuis, 2011, 2013 pp.); 2-i ykpaiHChKO-
dbpaniy3bKii mkomi-ceminapi “Carbon nanomaterials: structure and properties” (beperose, 2013
p.); MixHapoaHili HayKoOBO-TIpakTHuHii KoH(epeHmii ‘“Nanotechnology and nanomaterials
(NANO-2016)” (JIsBiB, 2016 p.); V HaykoBiii koHdepenmii "Hanopo3miphi cucremu: OymoBa,
BrnactuBocTi, Texnoznorii" HAHCHUC-2016 (Kuis, 2016 p.); II cummnosziymi “Modern problems of
nanocatalysis” NANOCAT 2017 (Kwuis, 2017 p.); ceminapi "Sorption and Membrane Materials
and Technologies: Present and Future" (Kuis, 2018 p.); 14-my €BpormneiicbkoMy KOHTpeci 3
karanizy, EuropaCat 2019 (Aaxen, 2019 p.).

Ilyoaikanii. 3a TemMor0 aucepTamiifHoi poOOTH OMyOIiKOBaHO | pO3ia B KOJEKTHUBHIN
MoHorpadii, 31 crarrio, Te3u 17 gomoBigell Ha MIKHAPOMHUX 1 BITUYM3HSHUX KOH(EPEHINSX,
oTpuMaHo | maTeHT YKpaiHu Ha BUHAX1J Ta 5 MaTeHTIB YKpaiHU Ha KOPUCHY MOJIEb.

Crpykrypa nucepramii. /[ucepramiitna pobora ckiamaerbcs i3 BCTymy, 6 pO3MIiTIB,
y3araJlbHeHHsI, BUCHOBKIB, CIIHCKY BHKOpucTaHux kepen (490 naliMeHyBaHb) 1 4 J0JaTKiB.
Po6ora Bukmanena Ha 435 CTOpiHKax MAIIMHOMUCHOTO TEKCTY, MICTUTh 129 pucyHkiB Ta 36
TaOIUILb.

OCHOBHMUM 3MICT POBOTH

Y Betyni OOIpyHTOBAaHO AaKTyallbHICTH pPoOOTH, cPOpMyIbOBAaHO METy Ta 3ajadi
JOCIIJDKEHHS, HAYKOBY HOBU3HY 1 MPAaKTUYHE 3HAYCHHA OJEP)KaHUX PE3yNbTATIiB.

VY nmepmomy po3aijii HaBeJEHO OTJIA JITEpaTypH 3a TEMOIO JucepTaliiHoi podoTu. B
HbOMY PO3IJISIHYTO ICHYIOYI CIIOCOOM OJiepKaHHS MOPUCTHX CHUCTEM Ha OCHOBI I[EOJITIB Ta
BYTJICIIO, 30KpeMa, MIKPO-ME30MOPUCTUX  I[EOJITBMICHUX  MaTepialiB, BYTJCIEBUX
HAaHOCTPYKTYp, HITPUIy BYIJIEIIO Ta KapOily KpeMmHiio, iX (i3MKO-XiMi4HI Ta KaTaJliTH4HI
BinacTuBOCTi. OCHOBHY yBary MpHUIIJICHO MEPCHEeKTHBHUM MiAX0JaM 0 CHUHTE3y TaKHX
MartepiaiiB — TEMIUJIaTHE OJIEPKAaHHS B MPUCYTHOCTI M’SIKMX (MOJEKYISpPHUM, MILEISIPHUH,
01 yHKI[IOHATBHUI) Ta KOPCTKUX (KPEMHE3EM, aTIOMOCHIIIKAT, BYTJICIh) TEMIUIATiB. AHami3
JiTepaTypu CBIIYUTH MPO BAXKIMBICTH 3’ACYBaHHS BIUIMBY NMPHUPOAM TeMIUIaTy (M’SIKOTO 4H
KOPCTKOI'0) Ha CTPYKTYpPOYTBOPEHHS B QJIIOMOCHWJIIKATHMX Ta BYIJICI[bBMICHHX CHCTEMax, a
TaKOXX BIUIMBY CKJaay Ta OyJOBM OJEpXKaHMX MIKPO-ME30NOPUCTUX LIEOJIT- 1 BYIVIELbBMICHUX
MaTepialliB, KOMIIO3UTIB Ha iX OCHOBI Ha KHCJIOTHO-OCHOBHI, aJCOpOIiiHI Ta KaTaliTW4HI
BJIACTHUBOCTI.



Y apyromy po3aiji onucaHo METOJMKU CHUHTE3Yy ME30TOPHCTUX MaTepialliB Ha OCHOBI
neonitiB (B, ZSM-5) ta Byrierio (C, C3Ng, SiC), dizuko-xiMidHi METOAM TOCIIKCHHS iX
CTPYKTYPH, IOPUCTOCTI Ta KUCIOTHOCTI, a TAKOK METOJUKH TECTYBAaHHS OJIEpKAHUX IEOJIT-
Ta BYIJVICIILbBMICHUX MaTepialiB y peaxiisX i3oMepu3aiii enokcuIiB BepOeHONIy Ta o-TiHEHY,
TiIpOdi3y Ta TIAPOJITHYHOTO TiApyBaHHS apabiHOTalakTaHy, KoHnaeHcarii KueBeHarens,
OKHCHEHHs OeTyliHy Ta #-0yTaHy, ()OTOBITHOBJIEHHS BYTJIEKHCIIOTO Ta3y.

Y TperboMy PO3AiJi TMpencTaBICHO pe3yiabTaTU AOCHIIXKEHb, IO CTOCYIOThCSH
3'sCyBaHHsS BIUTUBY YMOB TEMIUIATHOTO CHHTE3y Ha CTPYKTYpYy, COpOINHI Ta KHUCIOTHI
BJIACTUBOCTI, @ TAaKOX KaTaTITUYHY aKTHBHICTh MIKPO-ME30MOPHUCTHX MaTepiajiB Ha OCHOBI
npeKypcopiB neoitiB 1 ZSM-5.

biremmutatium meronom 3 BukopuctanHsM Monekyisipaoro (TEAOH, terpaermmamoniit
rigpokcua) Ta HeioHoreHHoro (P123) temmnatiB y mnpucyTHOCTi comtobimizatopa (1,3,5-
TPUMETHJIOEH30JI) OJIEpKAHO IEOJITBMICHI 3pa3Ku, M0 MOEAHYIOTH BIACTUBOCTI HEOMITy [ 1
me3onopuctux kKomipuactux miH (MCF). I[linBumenns temmnepatrypu [I'TO O6itemmiiatHol
peakuiinoi cymimi Big 100 qo 120 °C mpuBoauth 10 GopmyBaHHS cTpyKTypu (3pasok BEA-
MCF-120) 3 miaBumenum ctyreneM 1eomituzamnii (6nuszsko 0,4 mpotu 0,1). Onpepxkani 3pa3ku
BEA-MCF-100 (ctyminp mneomitu3zamii O0muszpko 0,1) Ta BEA-MCF-120 xapakTepu3yloThcs
MEPEBaAXHO OAHOPIAHOI MOP(]OIOri€l0 Ta CKIANaThes 3 aMOppHUX CHEPUYHHUX YACTHHOK
po3mipom ~30 — 40 ta ~40 — 50 HM, BIIMIOBITHO, SIKI € arpErOBaHUMHU 3 (OPMYBAHHSIM YACTHHOK
6inboro po3mipy (~0,1 — 0,5 pm ta ~0,2 — 1 pm, Bignosiaxo), noaidouo 1o MCF (puc. 1). Cruig
3a3HAYUTU TMPO BIACYTHICTh OKPEMHUX KPHUCTAIITIB LIEONITY B 000X 3pa3Kax, 10 y BUIAAKY
gacTKOBO Kpuctaniyaoro 3paszka BEA-MCF-120 noB’s3aH0 3 00MeXeHHSM POCTy KPUCTAIIITIB Ta
iX MOXJTMBUM BOYJOBYBAaHHSIM y KPEMHE3€MHI CTIHKH BHACHiJIOK BUKOpHcTaHHA kuciux PC Ha
apyriit cranii I'TO. CuHTe30BaH1 3pa3ku MalOTh JEII0 PO3YHOPSAIKOBaHY KOMIpUacTy CTPYKTYpY,
OMM3BKY 710 TaKoi i Me3onopuctux komipuactux miH MCF.

oy
— 100nm 2/19/2019
X 100,000 2.50kV SEI GB_HIGH WD 4.5mm

Puc. 1. 306paxenns CEM (a) ta TEM (6) 3pazka BEA-MCF-120.

CuHTe30BaHI 3pa3Kd Ha OCHOBI TMPOJYKTIB YAaCTKOBOI IEOMITH3AIIl € TepeBaKHO
Me3omopucTuMu MatepiaiaMu (Vye,, ~ 1,1 CMS/F, Syeso = 150 — 330 MZ/F), SIKI TAKOXK MICTATh
MIKpOIIOpY MEHIIOTO 00’ €My, HK 3BHUAHUN EOTIT 3.

3rinno 3 nanumu TIII amiaky maitbke peatreHoamopduauiit BEA-MCF-100 (I'TO mpu 100
°C) XapaKTepU3yeThCS TOPIBHIHO BUCOKOIO KOHIICHTPAIIIEI) KUCIOTHUX IIEHTPIB CePEaHBOT CUITN
(84 mxmounb/r, makcumym aecop6iii NHz pu 390 °C) Tta cnabkux (49 MKMOJB/T, MAaKCUMYM



necop6uii npu 215 °C), mo, 3 orasAay Ha BiACYTHICTh KHCIOTHHX IIEHTPIB CEpEIHbOI CHIIA B
MMC, Moe CBIIUMTH TIPO MPHUCYTHICTH MPEKypcopiB meodity B cTpykrypi BEA-MCF-100.
YacrtkoBa neomituzanis npu miasumeHdi temnepatypu ['TO Big 100 °C no 120 °C (BEA-MCF-
120) npuBOANUTH 10 pOCTY KOHLIEHTpAL[ll KUCIOTHUX LEHTPIB cepeaHbOoi cruiH (10 160 MKMOIIb/T),
IpU [IBOMY MaKCHUMyM JecopOriii amiaky 3mimgyetbest Bim 390 °C go 350 °C. 30imblieHHS
KOHIICHTpAIlil KUCIOTHUX IIEHTPiB, HMOBIPHO, TMOB'I3aHE 3 MIJBUIICHHSAM CTYIEHIO IICOJITU3AI]
(B8ig ~ 0,1 no 0,4), 1110 CBIAYUTH MIPO 3pOCTAHHS BMICTY LIEOTITHUX (PPAarMEHTIB y 3pa3Ky.

JlocnmipkeHHsT  KUCIOTHUX — XapaKTePUCTHK OJEp’KaHUX IIEONITBMICHUX 3paskiB 3
BUKOPUCTaHHSIM MOTEHI[IOMETPUYHOTO THUTPYBAaHHS JIO3BOJWJIO BHOKPEMUTH TpU THIIH
KHCJIOTHUX IIEHTPIB, Kl Oyno0 BiJHECeHO a0 K.l bpeHcrtena, JIptoica Ta CHIAHONBHUX TPy,
BiAMOBIAHO. HalcumpHImII KHCIOTHI IEHTPU BHUSBICHO B TpaauliifHOMY Iieomiti [ Ta
HU3BKOKPHUCTAIIYHOMY (CTYIIHb KpHCTaM4YHOCTI Onm3bko 0,1) MIKpO-ME30MOpHUCTOMY 3pasKy,
onepxkaHoMy Ha #oro ocHoBi (Ig K 4,3) B xonmenrpamii 450 i 100 MKMOJB/T, BiIOBIiIHO.
Bucokuii BMICT KHUCIOTHUX IIEHTPIB B HU3BKOKPHUCTAIIYHHUX Ta PEHTTEHOAMOP(GHUX 3pa3Kax
BIJIHECEHO JI0 KUCJIOTHOCTI PEKYPCOPIB IEOiTy. SK CBiUaTh pe3yJbTaTH MOTCHI[IOMETPUIHOTO
TUTPYBaHHS Ta cniekrpockomii IMP, BBenenns piznux minenspaux temratis (CTAB, P123 3
TakUMH Jo0aBKamH, K 1,3,5-TpumeTnnoeH30m abo #-0yTaHoJ) 0 PeakUiiHOI CyMmilll Ha Apyrii
cTafli O1TeMIUIaTHOTO CHHTE3y MPUBOAUTH 0 30UIBIICHHS YaCTKHA aTOMIB aJlFOMIHIIO B TIEHTa- Ta
OKTaeJPUYHIN KOOpIUHAIIT (AIV 1 AIV') — Big 33% gt BEA-MCF-120 no ~65% nia BEA-
MCM. Ilpu upoMy CIIOCTEPIra€ThCsl 3MEHIIEHHST KOHIEHTpallii KUCIOTHUX 1eHTpiB (200 — 640
MKMOJIB/T) y TOpIBHAHHI 3 TpaguuidHuM neonitoM [ (850 MKMonb/T), 1m0 0OYyMOBIEHO
3MEHILEHHSIM YaCTKU TeTPaeApPUIHO KOOPIMHOBAHOTO alltfoMiHito 3 ~78% 1o 35% BianmoBigHO 10
nanux 2’ Al SIMP.

KaraniTiuHy akTHBHICTb MIKPO-ME30MOPUCTUX MaTepialiiB Ha OCHOBI IHeomTy [
MPOTECTOBAaHO B peakiiii 13omepu3zaiii enokcuny BepOenony (EB), sika mepebGirae 3rigHO
npenacraBieHoi cxemu (puc. 2). OcHoBHUM MpoaykToM peakilii € (1R, 2R, 6S)-3-meTun-6-(mipor-
1-en-2-in) nukIorekc-3-eH-1,2-1i071, SKU MPOSIBIISE MPOTUTIAPKIHCOHIYHY AKTUBHICTb.

HaiiBumy 1mBUAKOCTI
peakmii  yepe3 60 xB
JOCATAIOThCST  Ha  3pa3Kax

+ + BEA-MCF-120 i BEA 3
HaWOIIBIIMMU  KOHIICHTpA-

LI€I0 Ta CUIOI KHUCIOTHHX

0o OH nentpie  (puc. 3, a). B

3 NPUCYTHOCTI MEHII KHCIIOTO
Puc. 2. Cxema i3omepusanii emnokcuay BepOenony (1) 3 mesomopucroro 3pa3ka
yTBOpeHHsIM TpaHc-aiony ((1R, 2R, 6S)-3-metun-6-(npon-1-eu-2- BEA-MCF-100 cenekrus-
1) mUKIoreKc-3-eH-1,2-nm101) (2), TUKJIONEeHTWITIAPOKCUKETOHY HICTh 3a Mi0JOM IIBHIKO
(3) Ta okcerany (4). 3pocTae 13 30UIBIICHHSIM
kouBepcii EB. B mpucyr-
HOCcTi Oinmbin Kucioro mesomnopuctoro marepiany BEA-MCF-120 cenekTuBHICTH 3a J110JIOM
MOCTYIOBO 301UIBIIYETHCS, JOCATAIOYM MaKCHUMajdbHOTO 3HaueHHs (Onm3pko 36 %), a moTiM
3MEHIIYeThCs (pHUC. 3, 0), 1m0 3yMOBJIEHO Nepedirom HeOaxaHWX MOOIYHHMX PEakIliil 3a ydacTio
10Ty Ha CUJIbHUX KUCJIOTHHUX IIEHTpax.
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Puc. 3. 3MiHa KOHIIEHTpaIlii eMOKCUy BepOEHOY B Yaci MPOTATOM peakilii 13oMepu3aiii
(a), 3aJIeXKHICTh CEIEKTUBHOCTI 3a J100M Bia kKoHBepcii EB B peakuii ioro i3omepu3saii (0) B
MPUCYTHOCTI OIEp’KaHUX 3Pa3KiB MIKPO-ME30MOPUCTUX MaTepiajiiB Ha OCHOBI LIEOMITY f3.

Jlnst onepskaHHS MIKPO-ME30MOPUCTUX ATIOMOCHIIIKATIB Ha OCHOBI 1eonity ZSM-5
BUKOPUCTAHO HANOUIbII MEpPCHNEKTUBHI MIAXOAUW — OITEMIUIATHUNH CHHTE3 B IPUCYTHOCTI
MOJICKYJISIPHOTO 1 MIIENIPHOTO TEMIUIATIB, IO CHPHUSIOTH YTBOpeHHIO 1eonity 1 MMC
BIJIMOBIIHO, KpUCTaTi3allis BUcylieHoro rexto MMC B pUCYTHOCTI MOJIEKYJISIPHOTO TEMILIATY, a
TaKOX BUKOPHUCTaHHA Ol(DYHKIIOHAJIBHUX TEMIUIATIB, Y SKHUX TiApOQUIbHI TOJOBHI TIpyINu
MOJIIaMOHIMHUX TOBEpXHEBO-aKTUBHUX peyoBUH (IIAP), mo MICTATh Kijibka YE€TBEPTUHHUX
aTOMIB a30TYy, BUCTYIAIOTh B POJIi CTPYKTYPOCHPSIMOBYIOUMX areHTIB JUIsi YTBOPEHHS IEOIITY, a
riapodoOHI «XBOCTH» OOMEXYIOTh PICT KPHUCTAJIIB IIEOITY 1 (POPMYIOTh ME30CTPYKTYPY.

MeTo ~ HU3BKOTEMIEpPATYpHOTO  OITEMIUIATHOIO  CHUHTE3Y  JO3BOJIIE  OJEpXKaTh
peHTreHoamMop®HU 1 YacTKOBO IEOJIITU30BAHMMA aTIOMOCHIIIKATH, M0 XapaKTepU3yHOThCS
ME30CTPYKTYPOIO 3 BIJJHOCHO HEBHUCOKMM CTYIEHEM IPOCTOPOBOi BIOPSAKOBAHOCTI. 3pa3ok
IMMAC xapakTepHu3yeThCs MEPEBAKHO OTHOPIAHOI MOPGOJIOTIEI0 Ta CKIATAETHCSA 3 aMOPGHUX
chepuuyHUX YACTUHOK po3MipoM ~2 MkM, nonaioHux TtakuMm AlSi-MCM-41. YactkoBo
neoitTu3oBanuii 3pazok 2MMAC, mnopsn 3 amMophHUMU YaCTUHKAMHU, MICTUTh KPHUCTAJITH
reontity po3mipom 0,3 — 0,4 MKmM.

YactroBo 1eonituzoBanuii 3pazok 3MMAC ckinagaeTbcs 3 MOTY3KOMOIIOHUX YaCTUHOK,
IO MICTSITh €IeMEHTH Me30CTpYKTypu SBA-15 (miamerp kanamiB ~5 um). [{eomituzarnis SBA-15
CYIIPOBO/IKY€ETHCS YAaCTKOBHUM PYHHYBaHHSIM HOTO ME30CTPYKTYpPH. 3HIDKEHHS TeMIlepaTrypu
TepmornapoBoi koHBepcii cyxoro remo (TPAOH/Si = 0,1) 31 120 go 100 °C npuBoguTh 110
yTBOpeHHs 3pazka 4MMAS rekcaroHaiabHOi ME30CTPYKTYpPHU 3 BUIIUM CTYIEHEM MPOCTOPOBOTO
ynopsiikyBauHs, HiXK 3MMAS, 110 moB's3aHo 31 3MEHIICHHSIM pYHHYBaHHS Me30CTPYKTypu SBA -
15 B ymMoBax KOHBepcCii Cyxoro reito 3a Hwk4oi Temnepatypu (100 °C).

B peakmiitaux cymimax 3 OipyrkmioHambauM TemmaatoM [CgHiz—N*(CHs),—CeHi—
N*(CH3),—CgH17](Br), (CgegBry), y moenmammi 3 poGaBkamu wminenspaoro CTAB i
monekymnsipgoro TPAOH rtemmnaris, yrBoprorotbcs MMAC 1neonmitHoro tunmy SMMAC —
TMMAC, 110 CKJIaJaloThes 3 arjioMepariB HAHOYACTUHOK 1eonity ZSM-5 po3mipom 27 — 36 HM.
HasBHicTh ManokyTtoBoro peduekcy Ha audpakrorpamax 3paskiB SMMAC, 6MMAC cBituuTh
PO BHCOKY OJHOPITHICTH 3a (OpMOIO 1 p03M1p0M HAaHOYACTHHOK IeoJiTy. BukopuctanHs
6ipynkiionansaoro Temmiaty [CigHzs—NT(CH3),—CeHio—N"(CH3),—CsHi3](Br), (Cig.6.6Br2)
no3Bosigie onaepxkarun 3pazok SMMAC, mo CKIaJaeTbcsi 3 XAOTUYHO OPIEHTOBAHUX
TUTACTUHYACTUX YACTHHOK, SKi MPEICTABIAIOTh CO000 makeTH mapiB ZSM-5 (ToBmuHA mapy ~2



HM B HampsMKy Kpuctajorpadiunoi oci b) 3arampHoro ToBmmHOK 10 — 40 Hwm. Ilapysara
ME30CTPYKTYypa IIbOTO 3pa3ka pO3YHOPSIKOBYETHhCS Ticis BuAalleHHs TeMmiiaTy. JloGaBka
Mosekyisiproro temruiary TPAOH B peakuiiiny cymim (TPAOH/Cig 6 6Br, = 6,5:10°%, 3pasox
OMMAC) npuBOIUTH 10 YTBOPEHHS HAHOYACTHHOK («mmijapiB») MK mapamu ZSM-5, sxi
COpUSIIOT  30€peXKEHHI0O  MAaJOBIOPSAKOBAHOI  MIApyBaToi  ME3OCTPYKTYpU  TICIs
JeTeMIUIaTyBaHHS 3pa3Ka.
3rigHo 3 manumu az(ne)copoémiitHoro anamizy (N,, -196 °C) 3pazku IMMAC, 2MMAC

MICTSATB JOCTATHBO OXHOPIAHI 3a PO3MipoM Me30mopH (06°eM Vo = 0,50 — 0,57 em®/r, miamerp
Dueso = 2,3 — 2,4 am). YacTkoBO 11€0miTH30BaHM 3pa3ok 2MMAC 101aTKOBO MICTUTh HE3HAUHY
gacTKy Mikpomop. Amomocuitikatu SBA-15/ZSM-5 (3pazku 3MMAC, 4AMMAC), Ha BiIMiHY BiJ
lMMAC 2MMAC, xapakTepusylTbCs OITBIIOI YaCTKOI MIiKPOIIOp (VMIKPO = 0,14 - 0,16
cM/r), siKi IpUCYTHI B cTiHKax amopdHoro kapkacy SBA-15 Ta xpucramitax ZSM-5, a Takox
HasBHICTIO OUTbIMX 3a po3mipoM Me30mop (Dyeo, = 6,3 — 7,0 uM). 3pazok 4MMAC
XapaKTEePU3YEThCA MPUCYTHICTIO BTOpuHHUX Me3omop (13,0 HM), chopMOBaHUX 3a30pamMu MIXK
Kpuctanitamu 1eonity ZSM-5. Ilopucra crpykrypa 3paskiB SMMAS — 9MMAS 1eonitHOTO
THITy BKJII0Ya€ MiKponop# (Vg = 0,11 — 0,14 cM>/r), BracTuBi neonity ZSM-5, Ta BifHOCHO
OJTHOPIJTHI 332 PO3MIPOM MiKYaCTUHKOBI Me301opH (Vye,o = 0,30 — 0,51 eM¥/T, Dyyero = 2,5 — 25,0
HM), IO BIJANOBIJAIOTH MPOCTOPY MDK HAHOYACTUHKAMHM 1 HaHOLIApAMHM  LIEOJITY,
arfIoMepoOBaHUMHU B MIPOLIECI CUHTE3Y.

3pa3kwu, ojxepxkaHi OITEMIUIATHUM METOJIOM Ta YaCTKOBOIO IieoiTu3alliero SBA-15, MicTATh
MEPEBAKHO KHUCJIOTHI LIEHTPU CepenHboi cuiau (koHmeHTparis 115 — 117 Mkmoinb/T, MakcuMym
necop6uii NHz mpm 325 — 330 °C). binpmmicTe KHCIOTHHX IIEHTpiB bpeHcrena B Iux
ATIOMOCUJTIIKATaX € JIOCTYIHUMU Ui OO0 €MHHMX MOJEKYNl («KOe(DillieHT JOCTYITHOCTI»,
BIJIHOIIIEHHSI KOHIIEHTpAIlli KHUCJIOTHUX LEHTPIB bpeHcrena, Bu3HaueHUX af(Jie)copoOIrieto
2,6-nu-mpem-OyTUnmnipuAnHy Ta nipuauny, 0,72 — 0,82, puc. 4). Oxnepxxani MMAC neomniTHOro
turry SMMAC — OMMAC (Si/Al 34 — 42) MICTSTh CHIIbHI KUCJIOTHI IIEHTPH, MOAIOHO 0 HEOTITY
ZSM-5. 11i 3pa3ku XapaKTepu3yIOThCsS OUIBIINM CITIBBITHOIIEHHSM BMICTY KHCIOTHHX IIEHTPIB
Bbpencrena 1 JIptoica (2,6 — 5,0), B OpiBHSAHHI 3 YaCTKOBO II€OTITU30BAaHUMU 3pazkaMu (puc. 4).
PazoMm 3 ThM, I1i aTIOMOCHITIKATH XapaKTEPHU3YIOTHCS HIDKYUMHU «KOE(IIIEHTAMU JTOCTYITHOCTI»
KUCIOTHUX IeHTpiB bpenctena (mo 0,32), BHACHIIOK 3HAYHOI YACTKU IEOJITHHX MIKPOIIOP
[Vixpo! (Vaiixpot Vieso) = 0,25 — 0,32] B 3aransHOMY copOIiiiHOMY 00’ €Mi IUX 3pas3KiB.

1,0
0,8
0,6
0,4
0,2
0,0

SEESSERE e

a &

a

0

KoedirieHT 10CTymHOCTI

>

&“&‘V&‘?&‘?&‘?&%@&%@ «%»

Puc. 4. CoiBBigHOIIEHHS KOHueHTpauiﬁ KUCIOTHHUX HEeHTpiB bpencrena i Jlproica (a) Ta
Koe(irieHT JOCTYMHOCTI (0) 71 0IepIKaHUX 3Pa3KiB.

%Q,V'
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KaraniTnyny akTHBHICTH OJEp)KAaHHX MIKPO-ME30MOPUCTHX AFOMOCHIIIKATIB Ha OCHOBI
ZSM-5 gpocnmikyBadu B peakilii i3omepuzarii enokcuay o-mHeHy (APO), puc. 5.
[leperpymnyBaHHs €MOKCHAY O-MIHEHY J03BOJISIE OJIEPKYBATU LIHHI CIIOJYKHU JJIsl XIMii TOHKOTO
OpPraHIYHOTO CHHTE3y, 30KpeMa, MPOAYKTH HOro 13oMepu3ailii BaxJIMBl il (apMaleBTUKUA Ta

naphymepii.

'd N

0 OH

| i3oMmiHokaMpoH  niHokapeeon |

Ty A G

kamcponeHoBuin anbaerig

enokcug mpaHc-Kapeeosn napa-uumon
anba-niHeHy

OH
_0 / \
_%.
= Hzo
deHXoneHoBWIA anbaeria
| S

2,8-meHTagieH-1-on napa-uumon
N J
Puc. 5. Cxema peaxkirii i3oMepH3allii €MOKCUIY O-TIIHEHY.

Ha  pentreHoamopdromy  Mikpo-me3onopuctoMy 3pasky IMMAC, yacTkoBO
neomiTuzoBaHoMy 3pa3ky 2MMAC, a takoxxk MMC AlSi-MCM-41 ta AlSi-SBA-15 nocsraerbcs
Mmaibke oBHa koHBepcis APO (99 — 100%) npotsrom 180 xB Bix mouaTky peakiiii (puc. 6). Ha
neotiti ZSM-5 nocsiraetbes HailHM)K4Ya KOHBEPCIsl eNOKCUAy o-miHeHy (6mmu3bko 11%) y 3B’s3Ky
31 3HaYHUMM MPOCTOPOBUMHU OOMEXKEHHSMU IOPHUCTOI CTPYKTYPH [UIS MOJIEKYJ pEareHTy
(miametp op ZSM-5 cranoButh 0,55 HM, kiHeTHuHu# giametp APO cranoButh 6m3pko 0,7 HM).
Haii0inpmia modatkoBa MIBUAKICTh peakilii (6,2 MMOJB/XB Ty,;) CIOCTEPITa€Thcsl Ha MIKpO-
Me3omnopuctomy 3pazky IMMAC, mo iCTOTHO TEpeBUINy€e BiIMOBIAHI BEIUYUHU IS
BHUCOKOKPHUCTAIIYHOTO 1meonity ZSM-5 Ta momiOHMX 3paskiB, OAEpKaHUX 3 BHKOPUCTAHHAM
O1dyHKIIIOHAIBHUX TeMIuiaTiB. HaiiOinbpIna mouaTkoBa IMIBHUAKICTH PEAKIlli 3a y4dacTHO 3paska
IMMAC Moxe GyTH TOB'S3aHa 3 HOr0 PO3BHHEHOI moBepxHero (1245 m*/r — HaiibinbIre
3HAUEHHSI CepeJi CHUHTE30BAaHUX 3pa3KiB), Me30MOPHUCTICTIO (Ve 0,57 CM3/F, Dyeso 2,3 HM),
PEHTTeHOAaMOP(HICTIO, IO NPUBOAUTH A0 MOMIPHOi KHCIOTHOCTi, a TaKOXX HPUCYTHICTIO
MIPEKypCOpiB LEOJITY B Horo cTpykTypi. Ha 3paskax neonitHoro tumy, sik i ZSM-5, nocaraerscs
Hu3bka KoHBepciss APO. Buxoan OCHOBHMX MPOIYKTIB peakiii 3pOoCTaloThb CHMOATHO BMICTY
JOCTYITHUX KHCJIOTHUX LeHTpiB bpeHcrena B 3pa3kax.

Y 4derBepTOMY PO3AiJi pO3IIIIHYTO BIUIUB YMOB KapOOHi3allli Ha CTPYKTYpY Ta copOLiiHi
BJIACTUBOCTI, & TAKOXX KaTaJIITUYHY aKTUBHICTh BYTJICIIEBUX 3Pa3KiB.

Po3pobnieni migxoaw MO3BONSIOTH OJEPKYBAaTH BYIJIELEBI Marepiaid 13 3aJaHOlo
MOPHUCTICTIO NUIIXOM BUKOPHCTAaHHS SIK 00’ €EMHOTO MipOJIi3y, TaK 1 aKTUBYIOUMX areHTIB.



11
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Puc. 6. 3anexuicte KoHBepcii emokcuay o-miHeHy (APO) Big wacy peakuii Horo
130Mepwu3allii B MpUCYTHOCTI OJIep>KaHuX 3pa3KiB Ha ocHOBI ZSM-5.

Tak, B ymoBax 00’emHOi kapOGomizawmii caxaposu (Ar, 400 — 900 °C) yrBoproroThes
OXHOPITHO-MIKPOIIOPHCT] BYIIENEBi CTPYKTYpH 3 06’eMoM Mikpomop mo 0,3 cm’/r (dactka
0o0’emy cyto Mikpornop ckiamae g0 90 % B 3arampHOMYy 00’eMi mop). IlepeGir o6’emHOi
KapOoHi3allii caxapo3u B MNPUCYTHOCTI (OCHOPHOI KHUCIOTH CYIMPOBOIKYETHCS CYTTEBUM
30ubIIeHHSIM 00’ eMy mop (1m0 0,54 CM3/F) 1 mutomMoi moBepxHi (1o 1500 MZ/F) 3a paxyHOK
YTBOPEHHSI CYIMEPMIKpOrop i Me3omop. B mpucyTHOCTI XJIOpuUay IIMHKY YTBOPIOIOTHCS CYTO
ME30IOPUCTI MaTepiaiyu i3 3HAYHUM, MOPIBHSHO 3 HEAKTUBOBAHWMH MPOAYKTaMU KapOoHi3ailii,
saranbHIM 00’ eMoM mop (o 1,6 em¥/r).

3a manumu BuMiproBaHHs ancopOuii Boanto (T =-196 °C, P < 800 Topp) BcTaHOBIEHO, 110
ajicopO1iifHa 31aTHICTh MPOIYKTIB 00’ €MHOT KapOoHi3allii caxapo3u CTOCOBHO BOJHIO 3pOCTAE 3
i IBUILEHHAM TeMIepaTypu kapoonisanii — Big 0,42 Bar.% (400 °C) no 1,48 Bar.% (900 °C), mo
BIJIMOB1/Ia€ 3pOCTAHHIO 00’ €My MIKPOIOp 1 Sger. AICOPOIIisS BOAHIO JJI BYTJICIIEBUX MaTepialiB,
OJIep’)KaHMUX TIPOJTI30M caxapo3u B MPUCYTHOCTI (PochopHOi KHUCIOTH, ACIMIO 3HUKYETHCS
MOPIBHSHO 3 HEAKTHBOBAaHOK 00’e€MHOI0 KapOowizamiero — Bix 1,13-1,48 no 0,98-1,34 Bar.%
3QJIKHO BIJl TeMIepartypu KapOoHizamii Ta BMiIcTy (ochopHOi KHUCIOTH, TPH IBOMY
CIIOCTEPIra€ThCsl CYTTEBE 3MEHIICHHS MOTEHIany ajacopOuii BogHiO (|Au,|) Ta ImiabHOCTI
3alMoBHEHHA 00’e€My 1 moBepxHi Mikporop (tabm. 1). Jlns mpoaykrtiB 00’eMHOT KapOoHi3allii
caxapo3u B MPHUCYTHOCTI XJOPUAY IUHKY aAcopOIisi BOJHIO (aKTUYHO MPOXOJUTH HA MOBEPXHI
Me3010p, aacopOIiiiHa 3/1aTHICTh TaKUX 3pa3KiB J0 BOJHIO 3HaXOAUThCS B Mexkax 1,22-1,25
Bar.% y BiIMIOBITHOCTI 3 MUTOMOIO TTOBEPXHEIO ME30IIOP.

Oxpemi Me30MOpUCTi BYTJICIEB] 3pa3ku B MOEAHAHHI 3 KOMEpIiitHM KaTanizaropom Ru/C
TECTYyBaJIM B PEaKIlii TIAPOJITUYHOIO TiJIpyBaHHs apabiHoranakTtany (Al), mo € oaHuMm 13
HaWOIIBII TEPCIEeKTUBHUX CIOCOOIB KaTaTITUYHOI KOHBEpCii JITHOLEN0JI03Hoi Oiomacu. B
npucyTtHocTi Katanizaropa CII, ogepxaHOro nuisgxoM TepMivyHOI 0OpoOKM cyMmili caxapo3u 3
XJIOPUJIOM IIMHKY 3 TOAAJBIINM BHIAJICHHSIM HEOPTraHIYHOTO TEMIUIATY, CIHOCTEPITaEThCs
YTBOPEHHS MPOYKTIB T1IPOJIi3y — rajJakTO3H Ta apabiHO3H.

B npucytnocti 3pa3ka CII B xomOinamii 3 karamizatopom 5%Ru/C mocsiraeTscst BULIHIA
cryniab mieperBopenHss Al. HasBuicte Ru B peakmiifHiii cHCTeMi TOBHICTIO TNPHUTHIYYE
YTBOPEHHS (ypaHOBUX CIOJYK 1 MPHUBOAUTH O YTBOpPEHHS TmouiofiB. ['emimentomnosa, Al
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CTMOYATKy TiAPOII3Y€E 0 BiANOBIIHUX IYKPiB, apaOiHO3M Ta TaJaKTO3H, SIKi MOTIM T1IPYIOThCS 0
apabitony Ta rajgaktitony (puc. 7).

Tabauys 1

AncopO1iiftH1 XapaKTEpUCTUKH MPOAYKTIB 00’ eMHOI KapOOHi3allii caxapo3u
3a BoaHeM (-196 °C)

AncopOuiist BoaHio (p = 760 Topp) Morertian
) ITutoma agcopOrist
[Tutoma amcopOiris A azcopOrtii
3pa3ok a, B 00’ eM1 .. BOJHIO
% Bar MIKPOITIOD IIOBEPXH1 MIKPOIIOP o]
' ’ Suik o(SBET)a o
Mr/em® HIKP kJ>x/Momb
MKI/M
c-400 0,418 - - 42
¢-700 1,113 74,291 63,27 21,4/ (25,3) 5,0
¢-800 1,467 59,0% / 49,3 18,4/ (19,3) 5,3
¢-900 1,477 57,59 /51,37 15,5/ (19,9) 5,4
c-0,6-400 0,98 35,0" /23,97 10,7/ (9,6) 4,0
¢-0,9-400 1,30 32,59 /22,87 10,0/ (9,4) 4,0
c-1,2-400 1,34 37,19 /32,7 11,4/ (9,0) 3,8
c-ZnCl,-3 1,25 10,1 8,9Y/(8,7) 3,9
c-ZnCl,-5 1,22 8,67 9,79 1(9,2) 3,8
c-ZnCl,-7 1,25 8,1Y 8,67/ (8,0) 3,8
[TpumiTku:

1)
2)
3)

— 006’eM Mikponop (Do < 1 HM) po3paxoBaHo 3a MeTonoM XopBaTa-Kasasoe;
— 00’eM MIKpOIIOp po3paxoBaHo 3a piBHIHHAM [[yOiHiHa-Panymkesuua (TO3M);
— TIUTOMa aIcopOIIis B 00’ €Mi 1 HA TOBEPXHI ME30IIOP.

B npucytHocti cynbsdoBanoro ByriaeneBoro 3paska ClIII rigponiz A" nepeGirae HaitOUIbII
iHTeHcuBHO. B mpucyTtHocti 3pazka CIII B xomOinamii 3 karamizatopoMm 5%Ru/C mBuakictsh
neperBopeHHsT A’ MpakTHYHO HE 3MIHIOETHCS, OJHAK BAPTO BIJIMITHTH IHTEHCHUBHE YTBOPECHHS
TMOJTIONIIB, @ TAKOXK MPUTHIYEHHS YTBOpPEeHHS (ypaHy (puc. 8).

VY m’saToMy po3aiii mpenctaBieHO pe3yibTaTH JOCHIJKEHb, IO CTOCYIOThCS 3'ACYBaHHS
0coONMBOCTEN O/Ep)KaHHS, CTPYKTYpH, (I)i31/11<0 -XIMIYHHUX XapakTepUCTHK Ta (G yHKIIOHATBHUX
BJIACTUBOCTEH ((POTOKATANITUYHUX, KATATITHYHUX, aACOPOIIHHIX) HITPUAY BYTJICLIO.

EQexTuBHUM € BUKOpUCTaHHS TEMIUIATiB 1 JUIs YTBOpeHHS HiTpuay Byrieiro. I[lipomi3
MeJaMiHy y TPUCYTHOCTI TEMIUIaTiB, 30KpeMa, KPEMHE3eMHHUX, NPUBOJUTH 1O YTBOPEHHS
rpadiTonoaiOHOr0 HITPHUIY BYIJIELIO, IO CKIAJAEThCA 3 YACTHHOK MEHIIOT0 po3Mipy (OJIM3bKO
100 — 200 uM), HIX y BUNaAKy 006’ eMHoro mipoizy (Bia 200 HM 10 AEKITBKOX MIKPOH).

OpepkaHi  3pa3Kd  HITPHIY BYIJICIIO  XapaKTEPU3YIOTHCS  MAaJOBIOPSIKOBAHOIO
ME30CTPYKTYpor (puc. 9), OUIBIIUM 3araJibHUM 00’€MOM TOp B TMOPIBHSHHI 13 MacHBHUM
MaTepianaoM, a TAKOK HU3bKOIO OJHOPITHICTIO ME30TIOP 32 PO3MipaMH, 110 MOKe OyTH MOB’sI3aHO
3 0COOJIMBOCTSIMU IPOLECY peIuliKalii HOPUCTOI CTPYKTYpPH BUXIIHUX KPEMHE3EMHHMX MaTpPHILb
MCF 1 SBA-15.
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Puc. 7. Cxemu 1ipoliecy TiIpoJiizy Ta ripyBaHHs apaOiHOTalIaKTaHy.
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Puc. 8. Kinetnuni kpuBi rigpyBanass AI' B mpucyTHOCTI KOMOIHOBAHOTO KaTajizaTropa
(CIII + 5%Ru/C) mpu 185 °C, 31 OGap: a) Bmict AI, rymiHiB Ta omiromepiB, 0) BMICT
HU3bKOMOJICKYJISIPHUX MPOJYKTIB PEAKIIii.

[MoniOumii  edekT MiABMINEHHS JAWUCHEPCHOCTI Ta TOPHCTOCTI HITPUAY BYIJICIIO
JOCATAETHCS 1 IPU BUKOPUCTAHHI cipyaHOi KUCIOTH B mporeci cuHredy (puc. 10). 3okpema,
CEepelHl PO3MIPH KPHUCTAJITIB, pO3paxoBaHl 3a YIIUPEHHSAM OCHOBHoOro peduekcy (002) 3a
dopmynoro Illeppepa, cranosnsats 6mu3bko 31 1 6 am s C3Ny 1 S-C3Ny4 Binnosinuo (puc. 10, a).
3pazok S-C3N, xapakrepusyerbes BUIIMM 3HadueHHsM rutomoi moBepxHi mo BET (75 M°/r) B
MOPIBHSHHI 3 HEJONMOBAHMM HITPHIOM Byriewo (25 M%/r). Bucoka ajncopOuiiiHa 3xaTHICTS mpu
BHCOKUX BimHOCHHMX TucKax (0,9 — 1,0, puc. 10, 6), Bka3ye Ha yTBOpPEHHS BEIMKHUX ME30IOp 1
makporop (xiameTp mop 20-100 HM BiAMOBIAHO 10 PO3MOILLY ITOP 3a PO3MIpaMu).
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Puc. 9. a — gudpaxrorpamm 3paskiB TpadiTOmomiOHOTO HITPHAY BYIJIEIIO B

MaJoOKyTOBili oOmiacTi; 6 — i3orepmu ana(ne)copomii azory (-196 °C) mist omepx)aHUX 3pa3KiB
Hitpuny Byriemoo: CsNz—mac. (1), C3N4—SBA-15 (2), C3N,~MCF (3); BcTaBka — posmomina
Me3omop 3a po3mipamu (Meton bappera-JIkoiiHepa-XaneHau, aecopOIliiiHa TUIKa 130TepMu),
MOPOXKHI CUMBOJIU — aAcopOItis, 3adapooBaHi — AeCOpOIIis.
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Puc. 10. Tudpaxrorpamu (a) Ta i3orepmu ajn(ae)copOirii azory (0) anst 3pas3kiB HITPUILY
Byriemio: 1 — C3Ny, 2 — S-C3Ny.

3pa3ku HITPUAY BYTJCIIO, OJCpXaHi SK TEMIUIATHUM METOJIOM 3 BHKOPHCTAHHSIM
kpemaezeMHIX MMC, Tak 1 cipuaHoi KUCIOTH SIK MOPOTeHa, BUSBIISIIOTH BUILY (POTOKATATITUIHY
aKTUBHICTh B peakiiii ()OTOBITHOBJICHHS BYTJIEKUCIOTO ra3zy (0 areTanbAerily Ta METaHy), 110
OOyMOBJICHO SIK MiJABHIIEHHSIM MOPUCTOCTI, TaK 1 301IbIICHHSIM MOTJIMHAHHS CBITIAa y BUAUMIN
obuacti cnekrpa (puc. 11).
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Puc. 11. YTBOpeHHs aneTanperiay (a) i Mmetany (0) B 3aJI€XKHOCTI Bijl 4acy ONMPOMIHEHHS
1utst 3paskiB C3Ng.

KaraniTuuHy aKTHBHICTH Tpa@IiTONOAIOHOIO HITPUAY BYIJEIIO, CHHTE30BAHOIO 3
MenaMiHy, Ta N-BMICHOTO BYIJICIIO OyJIO MPOTECTOBAHO B peakilii KoHJeHcarii KHeBeHarems
OeH3aNbJerily 3 MaJjopeakliiHO3IaTHUM eTWIIIaHOAlleTaTOM 3 YTBOPEHHSM  €THII-0-
miagoninHamary (puc. 12). B mpucytnocti g-C3N4, onmepskaHOro €K30TEMIDIATHEM METOIOM
(C3N4—TEOS), nocsraerbcs moBHa KouBepcis Oenzanpieriny (BA). Coig BigMITHUTH, IO
KatamitnaHa akTuBHICTH C3N4, oxepkaHoro 3 MenaMiHy, B peakimii KHeBeHarens mnpwu
BUKOPHUCTAHHI CTHJIIIAHOAIETATY K METHJICHOBOI CITOJIYKH OyJia TPOJIEMOHCTPOBAHA BIIEPIIIC.

HaiiBumy cenexTuBHICTH
W 3a LiJILOBMM IIPOAYKTOM PEaKIii
o (79 - 82%) ngocarHyTo B

O N
’
74 7 o W NPUCYTHOCTI  3pa3KiB  Kartaii-
o 9-C3N, 3aTOpiB  HITpUAY  BYIJIELO,
+ e , o
o + H,0O oJepxaHOro 00 €MHHM MIpO

JI30M MeJaMmiHy, SK1 XapakTep-
PU3YIOTHCSl HASBHICTIO CJIA0KHX
OCHOBHHUX IIEHTPIB Ta HE3HAY-
HOIO TIOpHUCTICTIO. B mpucyr-
HOCTI  HaWOLIBII  AKTUBHOTO
KarajgizaTopa, CHHTE30BAaHOTO TEMIUIATHUM METOJAOM 3 BHUKOPHUCTAHHSM KpEeMHE3EMY,
CIIOCTEPITraeThes, OJJHAK, HAMHIDKYA CEJICKTUBHICTD 32 IUIBOBUM NPOAYKTOM (6mu3bko 59%), mo
MOke OyTH TOB'SI3aHO 3 OUTBIIMM BMICTOM TPETHMHHOTO a30Ty. HalBumuii BUXiA HUJIBOBOTO
MPOAYKTY eTui-o-liaHouiHHaMaty (51%) nocsraeTbcs Npu BUKOPUCTAHHI SK KaTaji3aTopa
HITPHUY BYTJICIIO, OJICP’KAHOTO 3 BUKOPUCTAHHSIM KPEMHE3EMY SIK dKOPCTKOTO TEMILIATY.

AHami3z 3aJeXHOCTI KaTaJiTHYHOI AaKTHBHOCTI CHHTE30BaHUX 3pa3KiB BiJl THUIY
IOBEPXHEBUX aTOMIB a30Ty, a caMe BMICTY Sp° 3B’SI3aHHX aTOMIB a30Ty B TPHA3HHOBHX IMKIIAX
(C-N=C) ta tperunaux N rpyn (N—(C)3), Bu3HaueHoro 3a mganumu PDEC, cBimuuTh mpo
OPOTHJICKHY pOJIb IMX TPYN Yy MPOsiBI aKTHUBHOCTI BIANOBIAHMX 3pa3KiB (3a MOKa3HUKAMU
KOHBeEpCil OCH3albAETily Ta CEJICKTUBHOCTI 3a eTUJI-O-I[laHOIliHHaMaToM). [liBUIlIEHHS] BMICTY
C-N=C rpyn npuBoAHUTH /10 3MEHUIEHHS KOHBEPCii OEH3aNbAETINY, TOAL SIK 30LIbIICHHS BMICTY
TpeTHHHOTO N CYNPOBOKYETHCS MiABUIIICHHSM KoHBepcii BA. HaBnaku, migBuieHHs: BMicTy N
y cknagi C—N=C rpyn npuBOAUTH 10 30LIBIICHHS CEJICKTUBHOCTI 3a €THII-0-I[IaHOI[IHHAMATOM,
110 BKa3ye Ha BUPIMIAIBHY POJib LIUX Py Y GOPMYyBaHHI HIJILOBOTO MPOAYKTY B IOCHIKYBAaHUX
ymoBax (puc. 13).

eTUI-O-I[lJaHOLIHHAMAT

Puc. 12. Cxema peaxiiii koHaeHcarii KHeBeHaremst Mix
OeH3aIbAET1IOM Ta ETHILIaHOAIIETATOM.
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Puc. 13. 3mina koHBepcii OCH3aIBACTINY Ta CEICKTUBHOCTI 32 €TUI-O-I[IaHOI[IHHAMATOM B
3aJIeKHOCTI B1Jl BMicTy N-TpyIL.

3pa3ku HITpUIY BYIJIELO SK HOCII HAHOJUCIEPCHOTO PYTEHil0 OylIO MpPOTECTOBAaHO B
peakmii okucHeHHs OerymiHy (puc. 14), NPOAYKTH SKOI MarOTh I[IUPOKHHA  CIEKTP
(dapmakoyIoriuHol [ii, IO BKJIKOYAE MNPOTH3aNaibHy, aHTUOKCUIAHTHY, IEHaTONPOTEKTOPHY,
IPOTHPAKOBY Ta 1H. HaHeceHHs TpUXJIOpUAY pPYTEHiII0 3 HOro NOJAJbLIMM BiIHOBJICHHAM
HIPUBOAMTH 10 (OPMYBaHHS HAHOYACTUHOK PYTEHIIO 3 lilaMeTpoM 1 — 6 HM.

0 \

/ 0% o
Berymon Berymonoruii ameaeria OH
OH T
: o / Berymomora Kicnora
HOY ™ \ /o
T _— OH
Berymn : HO
. HO .
Bervmimormit amaerin Berymuora kucnora

Puc. 14. Cxema OKUCHEHHS O€TyIiHYy.

Hanomucnepcamii RU, HaHeceHWI Ha HITpUI BYTJCIIO, TPOSBISE BUILY KaTATITUYHY
aKTUBHICTh B peakilii OKUCHEHHs OeTyJiHy KMCHEM MOBITps, HLX Ru, HaHeceHW Ha ByrieneBi
HOCIi, B TOMY YHCIIi J0TOBaHI a30ToM (kKoHBepcia Oeryniny 70% mpotu 30% BimnosinHo). Lle
MOXke OyTH TMOB'sI3aHO 13 HASBHICTIO OCHOBHMX IIEHTpPIB JIpIOica Ha MOBEPXHI HITPUIY BYTJICIIO.
OCHOBHHMM MPOAYKTOM peakilii € 0eTyJIOH (CeNeKTUBHICTb 10 27 %).

Ha puc. 15 naBeneHo THMOBI KiHETHYHI KPHBI, IO BiOOpakaroTh 3MiHY B 4aci BMICTy
OCHOBHMX KOMIIOHEHTIB peakliiHOi cucTeMu. SIK BUIHO 3 KIHETUYHUX KPHUBHX, B MPUCYTHOCTI
3pa3ka Ru-C3N,—MCF nocsaraerscs OuTbIll IHTEHCHBHE NMEPETBOPEHHS OETYNiHY Ta YTBOpPEHHS
MPOAYKTIB peakmii (0eTynoH, OETYJIOHOBUU albJerisl, OETyJOHOBAa KHUCIIOTA, OCTYIIHOBHUI
anpJerigy, OeTynaiHOBa KHCIOTa, JIIONMEON) y OUIBIIMX KUIBKOCTSX, HIX B NPUCYTHOCTI Ru,
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HAHECEHOTO Ha BYTJICIEBHIA HOCIH.
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Puc. 15. Kinetnka okuCHEHHS OeTyliHy B MPUCYTHOCTI 3pa3kiB kaTaiizatopiB Ru-C3N,—
MCEF (a) Ta Ru-C_M (6).

3pa3ku HECTEXIOMETPUYHOTO HITPHUIY BYTJICIIO, SIKUM TpUTaMaHHA 3HAYHA TOPHUCTICTh
(06’em mop — 10 0,8 cM>/r, MUTOMA TIOBEPXHS — 10 585 M/I) Ta MPOCTOPOBA BIOPSAKOBAHICTD,
OJIep’KaHO TOJIIMEpHU3alli€l0 eTUJICHAIaMIHy B KpeMHe3eMHUX Me3onopuctux matpuisix MCF ta
KIT-6, nactynuum miponizoMm CN-monimepy B mopax MMC Ta BHUJaNEHHSIM KPEMHE3EMHUX
ckiaanoBux. OpepxaHuM MaTepiajaM, MOAIOHO [0 a30TBMICHUX BYIVIELIEBUX CTPYKTYD,
JIOTIOBAHUX a30TOM (CHHTE30BaHUX TEPMOOOPOOKOIO CYyMillll BYIJICIIEBOIO 3pa3ka 3 MeJaMiHOM),
MpUTaMaHHA MPOCTOPOBO  BIOPSAKOBAHA  ME30CTPYKTYypa, IO  BIANOBIAA€  BUXITHUM
ME30IMOPUCTUX  KPEMHE3EMHUM TEMIUIaTaM, OJIHAK CIIOCTEPITa€ThCs  JICIKE  3MIIICHHS
MaKCUMyMiB Ha TU(paKTorpamMax Ta MEpepo3NojalT iHTEHCUBHOCTEH peduiekciB (puc. 16), 1o
MOKe OyTH 3YMOBJICHO BKIIIOUEHHSM a30Ty B KapKac 4epe3 HE3HAYHy 3MiHY MIKaTOMHUX
BIJICTaHEH.
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Puc. 16. Tudpaxrorpamu 3paskiB HiTpunay Byriemo CN—KIT-6, ByriaeneBoro marepianry
CMK-8 Tta azorBmicHoro ByrieneBoro matepianny N-CMK-8 (a) ta CN-MCF (6) B ManokyToBiii
obJacTi.

OneprkaHi 3pa3ku XapaKTEePU3YIOThCsS BUCOKUM BMicToM a3oty (1o 13,7 mac.% (C/N=6)),
SIKMIA BXOJUTH JIO CKJIAAy HITPOTEH3aMIIICHUX apOMATUYHHX KiJIeIlb, Ta BUCOKOI KOHIICHTPAIII€10
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ocHOBHHX 1eHTpiB (0,68 mMMonb/T). BiqnoBifHi XapakTepUCTHKH Ui a30TBMICHUX BYTJICIIEBHX
MatepiaiiB € HuxIuMu — ~0,6 mac.% azoty Ta 0,46 MMOJIb/T OCHOBHHUX IICHTPIB.

BusiBneno 3pocTaHHS CHOPIAHEHOCTI 1O BOJHIO MOBEPXHI 3pa3KiB 3 [MiJIBUIICHHIM
KOHIICHTpAIli a30TBMICHUX HEHTPIiB: |du,| = 4,2 mma CMK-8 Ta 5,1 — 5,6 x/x/mMonb s
aQ30TBMICHUX  3pa3KiB  (MakCHUMallbHI  3HA4YCHHS |Auolno ~ cmocrepiraroThes s
HECTEeXIOMETPUYHOTO HITpuAy Byriemio). Ilokaszano 3pocTaHHs auU]eEpeHIiiHOT TEemIoTH
ancopouii CO; (Qcoz) Al HECTEXIOMETPHIHOTO HITPUTY BYTJICIIO B IMOPIBHSHHI 3 BYTJICIIEBUMHU
Ta a30TBMICHUMH BYTJICIIEBUMH MaTepiajlaMH, 3HAUYCHHs aacopOIiifHOTO MOTEHIIany 1 TUTOMOI
aacop6ii mpu 0 °C Takox € HaWOuTbmUMH i HiTpuay Byriemoo (12,3 kJ/x/mons 1 5,4
MKMOJTB/M? BIJIITOBIAHO, TAOIL. 2).

Tabnuys 2
AnicopOriitHi XapaKTEpUCTUKH a30TBMICHHX BYTJICIIEBUX MaTepiajiiB Ha OCHOBI MaTPHII
KIT-6 3a okcugom Byriero (0 °C)

AncopOris giokcuay Byrieirto (p = 760 Morenmian
TOPD)
3pa3ok a [Tutroma angcopOrrist Ha a)1c0|21651|1 €O,
] : (o] K
MMOJIB/T noBepxHi 110p (Spgr) peoz kJ[>x/MoIB
MKMOJIB/M
CN-KIT-6 3,14 5,4 12,3
N-CMK-8 3,36 2,8 11,0
CMK-8 3,40 2,2 9,9

Y mocTtoMy po3aiii po3riasiHyTO OCOOJIMBOCTI OJEp>KaHHS, CTPYKTYPH, (i3HUKO-XIMIYHUX
XapaKTepUCTUK Ta aJCOPOLIMHUX BIACTUBOCTEH KapOiay KPEMHIIO.

Oco0IMBICTIO YTBOPEHHSI KapOiy KPEeMHIIO0 3 BYIJICIb-KPEMHE3eMHUX KOMIIO3UTIB € T€,
0 KPeMHE3eMHa CKJIaJI0Ba € peareHTOM 1 He BUIAISEThCS Ticis mepediry peakiii. Baacmigok
BIJIMOBITHOTO YCKJIQJHEHHSI TEMIUIATYBAaHHS B TaKMX CHCTEMax YTBOPIOIOTHCS 3pa3ku KapOimy
KPEMHII0, 1[0 € TMPOCTOPOBO HEBIOPAIKOBAaHUMH a00 MaloOBMOpsAAKOBaHMMH. llpu oMy mae
MICIle CYTTE€BHU BIUITMB TNPUPOAM BHUKOPHCTAHOTO BYTJICIIO Ta KPEMHE3eMYy Ha CTPYKTYpHi
XapaKTepUCTUKU OJepKaHOTO KapOiny kpeMHito. Tak, kapOi KpeMHit0, OJIepyKaHUui B pe3yNbTari
BHCOKOTEMIIEpaTypHOi 00poOku kpemHeseMmy (Aepocuia 175) Tta caxaposu (3pasok SiC-1),
MpeacTaBisie coOOI TMEpeBaXHO BOJIOKHA JIOBXKMHOIO B JeKiIbKa MikpoH (puc. 17, a).
HarpiBanus kpemueszemy (Aepocun 175) 3 Byriemem (momepeqHbo KapOOHI30BaHa caxaposa,
06’eMm mop 0,3 cM’/r, muTOMa MOBepXHs 745 M?/T) TPHUBOXUTH 10 (HOPMYBAHHS MOPIBHIHO
HIUTBHOT CTPYKTYPH, SIKY CKJIAJAr0Th YacTHHKH po3mipom Bif 50 mo 200 uwm (3pazok SiC-2, puc.
17, 6). B pe3ynbpTaTi KapOOTEpMIYHOTO BIHOBIEHHS BYTJEIb-KPEMHE3EMHUX KOMIIO3UTIB Ha
ocHOBI kpeMHe3eMHUX MMC yTBOPIOIOTBCS MEPEeBaXXHO YACTHHKHU KapOilLy KpeMHio, 30KpeMa
npu Bukopuctani KIT-6 marepian siBisie co0010 pUxily yIakOBKY BOJIOKHUCTUX YaCTHHOK (pHC.
17, B).

3pazku  kapOigy KpeMmHilo, OJepKaHi KapOOHI3alli€l0 caxapo3d B  MeE30mopax
KpemHe3eMHHX MaTpullp Tuny SBA-3, SBA-15, KIT-6, MCF, xapakrepu3ytoTbcsi pO3BUHEHOIO
noBepxHero (1o 410 M%/r), BelmkuM 3aransHuM 06'eMoM mop (mo ~ 1 em®/r mpu p/py = 1,0),
ITUPOKUM PO3TOJILIIOM TIOp 3a po3MipaMu. I3 301IbIIEHHSAM po3Mipy 1 00'eMy Me30mOp B PIAy
nociimkeanx MMC tuny SBA-3, SBA-15, KIT-6 1 MCF (Bix 2,2 am i 0,62 eM/r st SBA-3 1o
14,5 um i 1,69 cM®/r s MCF) TOBIMHA CTIHOK BYIJIELEBOTO KAapKacy y MPOMDKHHX BYIJICLb-
KPEMHE3eMHHX KOMIIO3UTaX 30UIBIIYETHCA, a TAKOXK 3pocTae BMICT y HuX Byriemnto (C/Si0, — Big
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1,4 o 3,9) 3a paxyHOK BUKOPUCTAHHS OLIBIINX KUTBKOCTEH caxapo3| BiAMOBIAHO A0 00’ €My mop
KpeMHe3eMHHX TeMIuiariB. [lingBuiieHHss 06’eMy Ta MUTOMOI MOBEPXHI ME30MOp y BYTJIEHEBUX
peIuliKax CBIAYUTH MpO 30UIBIIEHHS «MIDK(a3HOro» MpocTopy, B SKOMY BIIOYBAaIOThCS
kapOoTepMmivHi mpouecu ¢opmyBaHHA Ta pocTy yactuHOK SiC. Tak, 3pasok SiC-SBA-3 Oymno
OJIep>)KaHO Ha OCHOBI BYTJIEIb-KPEMHE3EMHOI'0 KOMIIO3UTY 3 HaliMEHIIl pPO3BHUHYTOIO MMOBEPXHEIO,
i BiH xapakrepu3yeTbes HaiiMeHmuM 06’ emoM (0,16 cM*/r) i muToMOrO moBEpXHEI0 Me30mop (Sger
= 40 MYr), a TaKoX HaiMCHIINM PO3MIPOM 1 MAaKCHMAaJIbHOIO OJIHOPIAHICTIO ME30Mop 3a
po3Mipamu. MakcuMalibHa ME30IOPUCTICTh, IO Mae Micre s ByrieneBoi pertiku C-KIT-6,
Bi/OBinae HaiiBUIIiH THTOMII MOBepxHi 3paska SiC-KIT-6 (Sger = 410 M/r).

I 1 v

—— . — —
_ wo:stemm | g ] MIRA3 TESCANE  SEM HV: 10.0 KV WD: 3.1 mm MIRA3 TESCAN|]  SEM HV: 10.0 kv WD: 2.44 mm 11 MIRA3 TESCAN

View fleld: 5.00 um Det: [nBeam 1um View field: 5.00 pm Det: InBeam 1 um View fleld: 5.34 um Det: InBeam 1um

Puc. 17. 3o6paxenns CEM 3paskiB kap6iny kpemnito: a — SiC-1, 6 — SiC-2, B — SiC-KIT-6.

AJncopOriiiHi  XapaKTepucTUKA  KapOioy KpemHilo, chopMoBaHOIO B  Ipolect
KapOOTEPMIYHOIO BIJTHOBJICHHSI, BU3HAYAIOTHCSI TUIIOM 1 MOPHUCTICTIO KpeMHe3semHoro MMC Ta
BYTJIEIEBOT CKJIa10BO1, BimHOMIEHHAM C/Si0;, a TakoX piBHEM 3aMlOBHEHHS MOP KPEMHE3EMHOTO
MMC ByrneneM. Bukopucrtanus Buxignoro kpemuesemaoro MMC KIT-6 3 xapaktepHuMH 115
HBOTO 3-BUMIPHOIO CTPYKTYPOIO 1 CHCTEMOIO ME30TOp, 5Kl B3aEMHO MEPETHHAIOTHCS, BEIMKUM
copOiitHuM 00'eMOM, L0 103BOJISIE HAOIMU3UTHCS 1O cTexioMeTpuuHoro BiaHomeHHs C/SiO;
(3:1), a TakoX MOCTIAOBHE 3allOBHEHHSI TMOP MATPHUIll OPraHIYHUM MPEKYypCOPOM JIO3BOJIUIH
OTpUMaTH 3pa3Ku KapOily KpEeMHII0 3 pO3BHHEHOI TNoBepxHe. Mopdooris (30kpema,
HasBHICTh BOJIOKOH) Ta, SIK HACIIJIOK, TEKCTYpHI MapameTpHu KapOiay KpEeMHII0 3HAYHOK MIpOIo
BHU3HAYAIOTHCSI TOPHUCTICTIO BYIJIELIEBOTO KOMIIOHEHTa BHUXIJHUX BYIJIENb-KPEMHE3EMHUX
KOMITO3HUTIB.

[Tonibno no kpemHezeMHUX MMC BHKOPUCTAaHHS MIKPO-ME30MOPUCTUX IEOJITBMICHUX
MaTepialliB MPUBOAUTH J0 YTBOPEHHS 3pa3KiB KapOiay KpeMHil0 (pO3Mip KpPUCTAJITIB CTAHOBUTh
~ 13-16 HM), IO BOJIO/IIFOTH BUCOKHUMH XapaKTEPUCTUKAMH TOPUCTOCTI — Sget 10 230 MZ/F, Viop
710 0,8 cM>/r. 3aCTOCYBaHHS K BUXiIHOTO €K30TEMILTATY [EOMITBMICHOrO (Ha OCHOBI 1EOTiTy )
3pa3ka KoMip4acToi OyJOBH, KM XapaKTEPU3YEThCS BEITUKUM 00’ €MOM BIJHOCHO OJHOPITHUX
ME301I0p, MT03BOJISIE JAOCATTH Oynm3bke 10 crexiomerpuuyHoro BimHomeHHss C/SiO, 1 omepikatu
KapOi KpEeMHII0 3 HalOLIbIIT PO3BUHEHOIO MTOBEPXHEIO CepeJl CAHTE30BaHUX 3Pa3KiB.

Jlns onepsxanux 3paskiB SiC 3arainbHa ajncopOiriiiHa 3/1aTHICTh MO BIHOIIEHHIO 10 BOJHIO
3Haxoauthesa B mexax 0,08 — 1,24 % Bar. mpu -196 °C i 760 Topp. MakcumanbHi 3HAYECHHS
agcopbmii BomHIO cmoctepiratotbest s 3paska  SiC-KIT-6 3 MakcHMManbHOK MHUTOMOIO
noBepxHeto (Sger = 410 M%/r). TlopiBHSUIBHMIA aHai3 THTOMOT afcopOLil BOAHIO HA ITOBEPXHi 11Op
OJIep>)KaHUX MaTepialliB CBITYUTH MPO CYTTEBE 3POCTAHHS 3HAYEHB Py, I CHHTE30BAHUX 3Pa3KiB
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. . 2 . N
KapOixy KpemHiro (10 ~ 15 MKMOJIB/M”), IOPIBHAHO 3 KpEMHE3eMHHUMH (py; ~ 3 MKMOIB/M”) 1
HABITH BYIJICLEBUMH (pp> ~ 5 MKMOJIB/M) MaTepiazamu (puc. 18).
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Puc. 18. AncopOriist BOJHIO 3pa3kaMu KapOigy KpEeMHII0, KpeMHE3eMY Ta BYTJIEITIO.

Jns 3’gcyBaHHS (akTOpiB, IO MOXYTh BH3HAYaTH BUSBJICHY IMIJBUIIECHY MHUTOMY
azcopOIit0 BogHIO, BHKOpucTaHO jgaHi P®EC Tta MopjentoBaHHS aAcOpOIIMHUX TaHHX.
[TopiBHSHHS pe3yibTaTIB IOCHIKEHHS OJEp:KaHUX 3pa3KiB KapOiqy kpeMmHito MeTtonoM POEC 3
a7ICOPOIIMHUMH JAaHUMHM 32 BOJHEM CBIIYHMTH MPO CUMOATHY 3MIHY IMUTOMOI aIcCOPOIIii BOJHIO 31
3MIHOIO BMICTY 3B’SI3Ky ByIJIeito 3 kpemHiem (puc. 19). [TlinBumieHHs: BMICTY BiiacHe KapOiIHOTO
KOMITOHEHTa Yy 3pa3Kax CYNPOBOKY€ETbCA CYTTEBUM POCTOM MUTOMOI acopOIii BOAHIO (Bia 6 10

15 MKMOJ‘IB/MZ). HasBHicTb
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npu aacopOIIii, BpaxXyBaHHIM T'eHEpallii JOJaTKOBHX IEHTPIB y mpoueci agcopouii. Po3paxoBani
130TepMHu acopOIii J0Ope Y3roKYIOThCS 3 EKCIIEPUMEHTAIBHIUMHU Pe3yJIbTaTaMu aJcoporlii, a
BEJIMUMHM TMapamerpa oy (B Mexax 1,6 — 1,8), mo BimoOpakaroTh BIAXWICHHS BiJ JIHIHHOCTI,
CBIIYAaTh TPO KOOIIEPATUBHUI XapakTep ancopOmii Boguro Ta iHmux ajacopoatiB (Np, CO) na
oJeprkanux 3paskax (puc. 20).
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Puc. 20. Ancopouis Hy (1), N, (2), CO (3) 3pa3zkom SiC-1 (a) ta SiC-1-HF (6) npu -20 °C.
Touku — ekcepuMeHT, JiHIT — po3paxyHoK 3a piBHsHHAM Circa.

Haneceni Ha kap06ig kpemHito 3pasku mipodocdary Banammny (VPO), onepxkani
COJIbBOTEPMAIILHUM METOJIOM, BUSIBIISIIOTh KaTATITUYHY aKTHBHICTb B PEAKIlil CEIEKTHBHOTO
OKHCHEHHS H-OyTaHy 10 MaJIeiHOBOTO aHTiApuay. Bukopucranusa kap0Oiny KpeMHIIO sIK HOCIS JUIs
aktuBHO1 VPO (a3u no3Bonsie 3unu3ntu Temieparypy peakiii Ha 70 °C B OpiBHSIHHI 3 MACUBHUM
VPO katamizatopoMm, TpH LBOMY CIOCTEPIraeThCs CYTTEBE MIJABUIIEHHS IIBUIKOCTI peakiii
OKHCHCHHSI H-OyTaHy Ta MPOAYKTUBHOCTI 32 MaJIcTHOBUM aHTigpuaoM (puc. 21), mo moxe Oytu
3YMOBJICHO OUIBIIIOI0 JOCTYIMHICTIO aKTUBHHX IIEHTPIB HA MOBEPXHI HOCISI.
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Puc. 21. 3anexHICTh NIBUIKOCTI peakiii okucHeHHs #-OyTany (W, a) Ta MpOAyKTHBHOCTI
3a wmaneinoBuMm anrigpuaom (N,,, ©0) Big Temmeparypu peakuii st cuHTe30BaHHX VPO
KaTaii3aTopis.

B mocTomy po3aiii HaBeAeHO aHaI3 Ta y3arajdbHEHHsS] OTPUMaHUX PE3YJIbTaTIB.
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B nonarkax HaBeIeHO METOIMKH aHANI3y KPHUBHX MOTEHIIOMETPHUYHOTO THUTPYBAHHS
MIKPO-ME30TIOPUCTUX IICOJMITBMICHUX 3pa3KiB; KHUCJIOTHI XapaKTePUCTUKH Ta KaTaIiTHYHI
BJIACTUBOCTI MIKPO-ME30IIOPUCTUX ATIOMOCHIIIKATIB HAa OCHOBI wLeosity ZSM-5; peHTreHo-
(OTOENEKTPOHHI CIIEKTPHU Ta TEKCTYPHI XapaKTEPUCTUKHU 3pa3KiB KapOiay KPEMHIIO.

BUCHOBKHA

1. V pucepraniiinii poOOTI PO3BUHYTO HAyKOBI MiJXOIW IO CTBOPEHHS HOBHUX MIKPO-
ME30IMOPUCTUX IEOJITBMICHUX Ta BYIJICIBBMICHUX MaTepiayliB 1 BH3HAYEHO BIUIMB OYyI0BU
(pazoBuii cknaa, TeKCTypa) Ta KMCIOTHO-OCHOBHHUX XAapAaKTEPUCTHK MOBEPXHI TAaKUX MaTepialliB
Ha iX ajcopOLIlHI Ta KaTaJITUYHI BIACTHBOCTI. 3 BUKOPUCTaHHSIM PO3POOJEHUX TEMIUIATHUX
METOJIB OJICPKAHO MIKpPO-ME30IMOPHCTI IEOJITBMICHI MaTepiaiau (Ha OCHOBI MeodiTiB f Ta ZSM-
5), AKi XapakTepU3yIThCS PO3BUHEHOIO ME30MOPHUCTICTIO 1 HASBHICTIO CHIBHUX KHCIOTHHX
IIEHTPIB Ha TOBepxHI Mme3omop. [lokazaHo MOXIMBICTH IIIeHANpaBiIeHOTO (GOpPMYyBaHHSA 3
PETYIIOBaHHSAM IMapaMeTpiB MOPUCTOi CTPYKTypu ByrienbBMicHuX marepianiB (C, C3N4 SiC)
HUIIXOM J000py TPEeKypCOpiB, >KOPCTKUX TEMIUIATIB, AKTUBYIOUMX AareHTiB 3 OJIepKaHHIM
MaTepialiiB Ha OCHOBI BYTJIEIIO 3 IIMPOKUM J1alla30HOM CTPYKTYpPHHUX IMapaMeTpiB.

2. llInaxoM CTPYKTYpOYTBOPEHHSI Y KHCIMX PEAKIIMHUX CEPEeNOBHINAX 3 BUKOPHCTAHHIM
MOJICKYJISIDHOTO 1 MIIEISIPHOTO TEMIUIATIB  OJIEPKAHO MIKPO-ME30MOPUCTI  IIEOTITBMICHI
MaTepiajid 3 MiJBUIIEHOK 3arajbHOI MMHUTOMOIO TOBEPXHEI Ta 00’€éMOM Mop. 3a paxyHOK
3HAYHOI KUTBKOCTI KMCJIOTHUX IIeHTPiB bpeHncrena ta JIptoica, cpopMoOBaHUX B MPOIECI CHHTE3Y
[EOJIITHUX MPEKYPCOPiB 3 BUCOKOI YACTKOIO TETPaCAPUYHO KOOPJAMHOBAHUX aTOMIB aJlOMIHIIO,
OJIep’KaHI MaTepiaii MPOSBISAIOTh KATAMITHYHY aKTHBHICTH B PEaKIlii i3oMepu3allii ernoKcumy
BepOeHony (kouBepcis 10 100 %, CeNeKTUBHICTD 3a IITLOBUM J110JI0M J10 56 %).

3. BcranoBneHno, 1m0 oOjep)KaHI HHU3bKOKPUCTAIIYHI Ta pPEHTreHoaMopdHiI MIKpO-
ME30TIOPHCTI MaTePiaau MICTITh KUCIOTHI IIEHTPH, 32 CUJIOK Onm3bKi 10 Takux y neoditi B (Ig K
4,3 — 4,7), gKi BITHOCATHCS IO KUCIOTHHX IICHTPIB bpeHcTena y ckiiaai MpeKypcopiB HEONITy 1
OOYMOBIIIOIOTh KaTaJITHYHY 3JIaTHICTh TaKUX MaTepialiiB, OCOOJIMBO PEHTIeHOAMOP(HUX, Yy
peakiii i3oMepu3arlii emokcuaIy BepoeHOITy.

4. BcTaHoBIEHO, MO PEHTreHOaMOp(HI Ta YACTKOBO IICOJITU30BaHI MIKPO-ME30IMOPUCTI
amomocunikati (MMAC) nposBISIIOTh BUILY aKTHUBHICTh B peakilii 130Mepu3allii enoKCUIy o-
niHeHy (IMoBHA KOHBEpCis 3a 2 — 3 rof, CyMapHU BHUX1J LUILOBUX MPOAYKTIB pocsirae 90 %), y
MOPIBHSAHHI 31 3BUYaHUM 1eonitoMm ZSM-5 1 MMAC, oxaepxkaHUMH 3 BHUKOPUCTaHHSIM
01 yHKITIOHAILHUX TEMIUIATiB, MO0 OOYMOBJICHO HAMOITBIIOW Cepel JOCITIKEHUX 3pa3KiB
KUIBKICTIO KUCJIOTHUX LIEHTPIB, NOCTYMHUX I 00’€MHUX MOJEKYJ, 32 PaXyHOK PO3BHHEHOT
ME30MOPHCTOT CTPYKTYPH TAaKUX MaTepiajiB.

5. [lokazano, mo o0’eMHa KapOoHi3amlis caxapo3u Oe3 3acTOCyBaHHS aKTUBATOPIB
MPUBOANTE 0 (pOopMyBaHHS BYTJICIIEBUX OJHOPITHOMIKPOMOPUCTHX MaTepialliB, BAKOPUCTAHHS
s aktuBalii (ochopHOT KUCIOTH crpusie (OPMYBAHHIO MIKPO-ME30MOPUCTOCTI, @ Y BUMAJKY
XJIOPUY LIUHKY YTBOPIOIOTHCS ME30IMOPUCTI BYTJIEIEBI CHUCTEMH, IO MOXE OYTH BUKIHUKAHO
PI3HUM PO3MipOM TEMILJIATYIOUMX YaCTHHOK.

6. 3’acoBaHo, 10 KaTalITUYHI TPOLECH TIPOJi3y Ta TIAPOTITHYHOTO TiIpyBaHHS
apabiHOrajJakTaHy 3 YTBOPEHHSM IIOJIIOJIIB B MPHCYTHOCTI SK KaTaji3aTOpiB BYIJICHEBUX
ME30TMOPHUCTUX MaTepiamiB ciyibHO 3 Ru/C cynmpoBOIKYIOTECS MIPUTHIYEHHAM MOOIYHUX peaKiin
(yrBopenus rigpokcumeTriadypdypoiny ta pypdypory). PopMyBaHHS KHCIOTHHX ILIEHTPIB Y
CKJIaJl BYIJICIEBUX MaTepiaidiB HUBIXOM iX (QyHKIioHami3amii cyiabdorpynamu 3abesneuye
30UIBIIEHHS] BUXOAY IIYKPOBHX CHHPTIB, @ TAKOX 3MEHIIECHHS YTBOPEHHS T'yMiHIB Ta MPOJYKTiB
Jerimpararii.
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7. Iloka3zano, 110 MipoJi3 MeJIaMiHy B IPUCYTHOCTI KPEMHE3EeMHHUX TEMIUIATiB abo cipyaHoi
KHCJIOTH 3a0e3Ieuye yTBOPEHHs TpadiTomoi0HOTO HITPUIY BYTJICHIO 3 MMiABUIICHOK MUTOMOIO
MOBEPXHEIO Ta 00’ €MOM IOP, B PE3YIbTATI YOTO JOCATAETHCS BUINA (OTOKATATITUYHA AKTUBHICTD
TaKMX MaTepialiB y peakuli (OTOBIAHOBIEHHS BYIJIEKUCIOrO0 Tra3y IapamMud BOJIU (10
areTajabeTiIy Ta METaHy).

8. Bcranosieno, 1o rpadiTonoaiOHU HITPU BYTICIO, OJEPKAHUM TIPOJII30M MEJIaMiHy,
BUSIBJISIE KaTANITUYHY aKTHBHICTH B peakilli koHaeHcalii KHeBenarens mix OeH3albAETriIOM Ta
eTuIiaHoaneTaToM (KoHBepcis 6en3anpaeriay nocsarae 100%, BuXig eTHI-o-1l1aHOLIHHAMATY —
51%). Bucokiii CeleKTUBHOCTI YTBOpPEHHS WIIOBOrO MpoayKTy crpuse HasiBHicTh C—N=C
¢parmenTiB B cTpykTypi g-C3Ny.

9. 3’scoBaHo, OO0 BUINA KaTaNiTUYHA AaKTHBHICTb B peakiii OKHCHEHHS OeTyJiHy
HaHoaucrepcHoro Ru, ocamxkeHoro Ha HITpHA Byriemto, HiX Ru, HaneceHoro Ha N-BMicHI
MIKPOTIOPUCTI Ta ME30TIOPUCTI BYTJIEIEeBl CTPYKTypH, (KoHBepcis oerymniny ~ 70 % npotu 30%,
BIJIMTOBIJIHO) TOB'S3aHAa 3 HAsBHICTIO CIa0KMX OCHOBHMX LIEHTpPIB JIbloica Ha MOBEpPXHI HITPULY
BYTJIEITIO.

10. BcranoBieHo, 10 3aBISKH 30UTHIICHHIO BMICTY a30Ty Ta, BIAMOBIIHO, KiJIBKOCTI
OCHOBHUX TpYIl B pAly a30TBMICHHX BYTJIEI[EBUX MaTepialiB Ta HECTEXIOMETPUYHOIO HITPUIY
BYIUICIIO TIABUINYETHCA iX ajcopOuiifHa 37aTHICTH (aacopOLiIMHUN TOTEHIlad Ta MUTOMa
asicopOl11isi) CTOCOBHO BOJIHIO Ta BYTJIEKHCIIOTO Ta3y.

11. [TapameTrpu TOPHCTOI CTPYKTYpH KapOigy KpemHito, c(hopMOBaHOTO B YyMOBax
KapOOTEpMIYHOTO BIAHOBJIEHHSI BYIJICLb-KPEMHE3EMHUX KOMIIO3UTIB, BU3HAYAIOTHCS THUIIOM 1
nopucTicTio kKpemHezeMHoro MMC Ta ByrieneBoi CKIaJ0BOi, a TaKOX CIIIBBiIHOIICHHSIM
C/Si10,. Bukopuctanas kap0Oigy kpemHito sk Hocis mipodocdary Banammry (VPO) mo3Bossie
3HU3UTH TEMIIepaTypy peakxiii okucHeHHs H-OyTany (Ha 70 °C) B mopiBHsHHI 3 MacuBHUM VPO
KaTajgizaTopoM, 3 CYTTEBUM IIiJIBUILIEHHSM MPOJYKTUBHOCTI 3a MajeiHOBHM AaHTIIPUJIOM, IO
00YMOBIIEHO OUTBIIOK TOCTYITHICTIO aKTUBHUX IIEHTPIB HA TIOBEPXHI HOCIS.

12. BcTanoBieHO, 110 BUCOKI 3HAYEHHS MATOMOI acopOrii BoaHio (10 15 MKMOHB/MZ) VIS
KapOiy KpPEeMHII0, OJep>KaHOTr0 TEMIUIATHUM METOJO0M, OOYMOBJIEHI OUIBIIMM BMICTOM 3B'SI3KIB
Si—C Ta MeBHOIO YaCTKOK iHIMX (HeKap6imxHKX) 3B’s3KiB (rpadiTHuil a60 TepMiHATBHMIA Ta Sp°
riopuanzoBanuii C). IligBuieHHs amcopOiii BOAHIO HAa OJEpKaHOMY KapOiJli KPEMHII0 TaKOX
O0OyMOBJIEHO KOONEpPAaTUBHUM XapakTepoM aJcopOIii, IO MiATBEPIKYEThCS pe3yJibTaTaMu
MOJIETIIOBAHHSI IaHOTO MPOLECY 3 BUKOPUCTaHHAM piBHAHHS Cinca.

13. Ha miacraBi OTpUMaHUX PE3yNbTaTiB pO3pOOIEHO CIIOCOOM OJIEp KaHHS HAHOMIOPUCTUX
LIEOJIIT- Ta BYTJICI[bBMICHUX MaTepiajiB, 5Kl € aIcOpOCHTaMU (CTOCOBHO BOJHIO Ta BYTJIEKHCIIOTO
razy) Ta KaTajli3aTOpamMH KHCJIOTHO-OCHOBHUX TIPOIIECIB, OCOOJMBO 3a Yy4acTi0 00’ €MHHX
MOJIEKYJI OpraHiuHuX pedyoBHH. HOBU3HA, IpiopUTET Ta MpaKTUYHA COPSIMOBAHICTh PO3POOICHUX
MiXOMIB IIOJO0 CTBOPEHHS MIKPO-ME30MOPUCTUX IECOJITBMICHHX MaTepiajiB Ta IOPUCTOTO
KapOi1y KpeMHIiI0 MiATBEp/KeHa MaTeHTaMu YKpaiHu Ha KopucHy mojenb. Crnocib ojepikaHHs
MIKpO-ME30MOPUCTUX ATIOMOCHUJIIIKATIB Ha OCHOBI 1IeoNiTy ZSM-5 3axuiieHo naTeHToM Y KpaiHu
Ha BUHAXI].
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AHOTAIIA

Hlepoans H. JI. byaoBa, agcopOuiiini Ta KaTaJdiTU4YHIi BJIACTHBOCTI Me30MOPHUCTHX
MaTepiajiiB Ha ocHOBI meoJiTiB (B, ZSM-5) ta Byraemo (C, C3Ny4, SiC). — Pykomuc.

Hucepraiiis Ha 3100yTTS HAYKOBOTO CTYMEHS JOKTOpa XIMIYHUX HAyK 3a CIEHialbHICTIO
02.00.04 — ¢i3uuna ximis. — [HctutyT pizuunoi ximii im. JI. B. TIucapxkescekoro HAH VYkpainu,
Kuis, 2019.

JucepTariiiiny poOOTy TNPHUCBSIYEHO PO3BHTKY HAYKOBUX IJAXOIIB JI0 CTBOPEHHS HOBHUX
MIKPO-ME30TOPUCTUX IICOTITBMICHUX Ta MOAM(IKOBAHUX BYIJICIIbBMICHUX MaTepialliB Ta
3’SICYBaHHIO BIUIUBY CTPYKTYPHHUX XapaKTEPUCTHUK, MOPUCTOCTI, KUCIOTHOCTI/OCHOBHOCTI TaKUX
MaTepialiB Ha iX ajcopOIiiiHi Ta KaTaJiTU4HI BIACTUBOCTI.

BcraHoBieHo, 1110 BUKOPUCTaHHS OITEMIIATHUX PEaKIiHHUX CyMIIIel, sSKi MICTSATh 30JIi-
MPEKypCopU LEONMITy B Ta MILeIIpHUN TeMIUIaT, IPUBOJIUThH A0 YTBOPEHHS PEHTreHOaMop(HUX
Ta YaCTKOBO KPHCTATIUYHUX 3pa3KiB, IO XapaKTePU3YIOThCS ME30CTPYKTYPOIO 3 BiTHOCHO
HEBHCOKHUM CTYIIEHEM IIPOCTOPOBOi BropsakoBaHocTi. 3xailicHenHs ['TO OitemmuatHoi PC B
KHACJIOMY CEpeJIOBHIII B MPHCYTHOCTI HeloHOreHHoro temiuiaty P123 Tta comoOini3yrodoi
no6aBku 1,3,5-TpuMeTHIIOCH301y JI03BOJISIE OAEpPX AT YacTKOBO KPHUCTANIUHI 3pa3KH, SKi
XapaKTEPU3YIOThCS PO3YMOPSIKOBAHOI KOMIPYACTOI CTPYKTYPOIO Ta HE MICTSITh OKPEMHX
KPHUCTAJITIB LEONITY, 0 OOYMOBJIEHO iX BOYIOBYBAaHHSIM Y KPEMHE3€MHI CTIHKM BHACIIIOK
0OMEKEHHS POCTY KPUCTaJiB 1IEOTITHOT (a3u.

[TokazaHo, MO Ha PEHTTeHOAMOP(HUX Ta YACTKOBO IICONITH30BAHMUX AFOMOCHIIIKATaX
JOCSATAETHCSl HABUINA KOHBEPCisl €MOKCUIB BEpOCHONY Ta O-TIiHEHY, KPIM TOTO BHKOPUCTAHHS
OJIEpKaHUX PEHTreHoaMOp(pHUX MarepialiB Ha OCHOBI meoniTy ZSM-5 no3Boisie AOCATTH
HaWOIIBIIOT MOYATKOBOI IIBHJAKOCTI peakiii 13oMepu3aiii emoKCHUAy O-MHEHY cepen
JOCITIDKEHUX 3pPa3KiB, 0 OOYMOBJIEHO PO3BUHEHOIO IMOBEPXHEI0, ME30MOPHCTICTIO, a TaKOX
MPUCYTHICTIO PEKYPCOPIB IEONTITY B CTPYKTYPi TAKUX MaTepiais.

OG’emHa kapOoHi3aIlis caxapo3d B TPHUCYTHOCTI XJOPHAY [HHKY MPUBOJIUTH 1O
dbopMyBaHHS BYTJCIEBUX ME30MOPUCTHX CTPYKTYp, SIKI B KOMOIHAIl 3 KOMEPIIHHUM
karamizatopoM Ru/C € akTUBHUMH B PEAKIisIX TigpONi3y Ta TiAPOIITHYHOTO TiAPyBAaHHSA
apabiHOrajakTaHy 3 YTBOPEHHSM IOJIIOIiB.
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3’scoBaHoO, MO MIPOJi3 MeaMiHy B MPHUCYTHOCTI KPEMHE3EMHUX TEMIUIATIB a0o cipyaHOi
KHUCIIOTH CYTNPOBOJKYETbCA 30UIBIIEHHAM AUCIEPCHOCTI, MUTOMOI IOBEPXHi, MPOCTOPOBOL
BIOPSAKOBAHOCTI (y BHIMAAKYy KPEMHE3eMHHMX TEMIUIATIB) YTBOPEHOro TIpadiTomno1i0HOro
HITPUIY BYTJIELIO, B PE3yibTaTi 4OrO JOCATAEThCSA BUINA (DOTOKATAIITUYHA AKTHUBHICTh TAKUX
MarepiajiB y peakiiii (¢OTOBITHOBICHHS BYTJICKHUCIIOTO Ta3y (10 arleTalabAerily Ta METaHy).

Brnepiie nokasano, mo Ha rpadgiTono1ioHOMy HITPUII BYTJIEI0, OJCPKAHOMY TEMILIATHUM
METOZOM 3 MeJaMiHy, JIOCATAEThCA TOBHA KOHBEpCis OCH3anbpleriy B peakilli KOHIeHcalii
KueBenarenss OeH3anpleriny 3 eTHILIAHOAIETATOM 3 YTBOPEHHSM €THJI-O-I[IaHOLIHHAMATY.
36inpmenns BMicty N y ckiani C—N=C ¢parMeHTiB NpUBOIUTH IO MiABUIICHHS CEICKTUBHOCTI
3a €TUI-0-1[1aHOI[IHHAMATOM.

BceraHoBieHo, 1110 30UIbIIEHHS BMICTY a30Ty Ta, BIANOBIIHO, KUIBKOCTI OCHOBHUX I'PYIl B
psAy a30TBMICHHUX BYTJIEIIEBUX MaTepiajiB Ta HECTEXIOMETPUYHOTO HITPUIY BYTJICHIO IPUBOIUTH
JI0 MABHUINCHHS iX aJcOpOIiiHOT 3MaTHOCTI (aACOPOIIHHOTO MOTEHIIIATy Ta MUTOMOI aacopOIrii)
CTOCOBHO BOJTHIO Ta BYTJICKHCIIOTO Ta3zy.

AncopOIiiftHI XapaKTEPUCTUKH KapOigy KPEeMHIIO, OJEepKaHOTO TEMIJIATHUM METOJIOM 3
BYTJICI[b-KPEMHE3EMHHUX KOMITO3UTIB, BU3HAYAIOTHCSA TUIIOM 1 MMOPUCTICTIO KpeMHe3seMHoro MMC
Ta BYTJIEEBOI CKJIa/10BO1, a Takoxk criBBiAHOIIEHHIM C/Si05.

BusiBneHo HeTUIIOBO BUCOKI 3HAYEHHS MUTOMOI ajacopOIi BoaHwo (1o 15 MKMOJ’IB/MZ) IS
KapOiy KPpEeMHII0, OJEePKaHOTO TEMIUTATHUM METOJOM, Y MOPIBHAHHI 3 TPATUIIHHUM 00’ EMHUM
CrocoOOM Ta BHCOKOKpUCTATIYHUM KomepuiHuM SiC, ski oOyMOBJIEHiI OUIBIINM BMIiCTOM
3B"s13KiB Si—C Ta MEBHOIO YaCTKOO iHMMX (HEeKapOimHUX) 3B s13KiB (TpadiTHHHA a00 TepMiHATBHUIHI
Ta sp3 riopunnzoanuii C). IligBumieHHs agcopOrii BOJHIO Ha KapOill KPeMHIIO B MOPIBHSIHHI 3
azcopOeHTaMH 1HIIOI TPHpPOAU (KpEeMHE3eM, BYIJICIh) TaKOX OOYMOBJICHO KOOIEPAaTHBHUM
XapaKTepoM ajcopOIii, MO MATBEPIKYETHCS PE3yIbTaTaMHU MOJICITIOBAHHS a1cOpOIlii BOITHIO 3
BUKOpUCTaHHAM piBHsIHHS Circa.

Kuaro4doBi ciioBa: MiKpo-ME30MOPHCTI AIFOMOCHIIIKATH, ME30IIOPHUCTE MOJIEKYJISIpHE CHUTO,
MPEKYypCOpU TEOTITy, KUCIOTHI XapaKTEPUCTUKH, 130Mepu3allisi eroKCUIIB BepOEHONy Ta o-
MHEHYy, TEMIUIaT, AKTUBYIOUMI areHT, BYTJEUbBMICHI Martepiaju, HITpUJ BYTJELo, KapOia
KpEMHII0, T1IPOJIITUYHE TiApyBaHHs apabiHOTallakTaHy, ajacopOllisi, KoHaeHcaliss KueBenarens,
OKHCHEHHS OeTyIniHy Ta H-OyTaHy, poTOKaTaTITHUHE BiTHOBJICHHS BYTJICKUCIIOTO ra3y.

AHHOTANUSA
Ilepoans H. JI. CrpoeHue, aacopOUMOHHBbIE W KATAJIMTHYECKHE CBOMCTBA
MEe30MOPUCTHIX MATEePHAJIOB HA OCHOBe 1eouToB (B, ZSM-5) u yriaepoaa (C, C3N,4, SiC). —

Pykonucs.
Juccepranuss Ha COUCKAHME YYEHOM CTENEHM JIOKTOpa XHMHYECKMX HayK IO
cnermanibHoctd  02.00.04 —  dusnueckas xumus. — HWHCTUTYT (Qu3Myeckoil XUMUU

uM. JI. B. ITucapxesckoro HAH Ykpaunsi, Kues, 2019.

JuccepranmonHas paboTa MOCBSLIEHA Pa3BUTHIO HAYYHBIX MOJAXOJ0B K CO3AAHHMIO HOBBIX
MHUKPO-ME30MOPHUCTHIX LEOTUTCOACPKAMUX U MOTUPHUIMPOBAHHBIX  YIIIEPOACOACPIKAIINX
MaTrepuajgoB U  BBIICHEHUIO  BIIMSIHUS ~ CTPYKTYPHBIX  XapaKTEPUCTHK, IOPUCTOCTH,
KHACJIOTHOCTH/OCHOBHOCTH TaKHX MAaTepHaioB HAa WX aJCOPOLMOHHBIE M KaTaIUTUYECKHE
CBOMCTBA.

VY CTaHOBIEHO, YTO MCIIOJIb30BAaHUE OUTEMIUIATHUX PEaKIUOHHBIX CMECeH, coaeprkaliux
30JIU-IPEKYPCOPBl  IleonuTa [3 W MULEUIIPHBIM  TeMIUIAT, MNPUBOJUT K OOpa30BaHUIO
PEHTTeHOAMOP(GHBIX W  YaCTHYHO  KPUCTAJUIMYECKHUX  OOpa3loB,  XapaKTEPHU3YIOIIUXCS
ME30CTPYKTYPOU C OTHOCHUTEIBLHO HEBBICOKOM CTENEHBI ITPOCTPAHCTBEHHOM YIOPSAAOYEHHOCTH.
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OcymectBiaenne I'TO OuremmnarHoir PC B kucnoil cpene B NPUCYTCTBUHM HEHMOHOT'€HHOIO
temmuiata P123 u comoOunusupytromeit 1o6asku 1,3,5-TpuMeTHIOCH301a TTO3BOJISAET TOJIYIUTh
YaCTHUYHO KPUCTAINIMYECKUE 00pa3libl, KOTOPIE XapaKTEPU3YIOTCS PO3YNOPSA0UYEHHON TUEHCTON
CTPYKTYpOH M HE COAEpX aT OTIEJIbHBIX KPUCTAUIUTOB IEOJIUTA, YTO OOYCIOBIEHO UX
BCTpanBaHUEM B KPEMHE3EMHbIE CTEHKU BCIIEJCTBUE OTPAHUUYEHUSI POCTA KPUCTAILIOB IIEOTUTHOMN
(hazbl.

[TokazaHo, 9YTO Ha PEHTreHOAMOP(HBIX U YACTUYHO LIEOJIUTU3UPOBAHHBIX AIFOMOCUIIMKATAX
JOCTUTAETCsl caMasi BBICOKAash KOHBEPCHUS SIOKCUAOB BepOEHOJAa M O-TMHEHa, KpOME TOTO
WCIIOJIb30BAHKME TOJYYEHHBIX PEHTTeHOaMOp(HBIX MaTepuajJoB Ha OCHOBe Meonuta ZSM-5
MO3BOJISIET JOCTUYb HAaWOOJIbLIEH HayalbHOW CKOPOCTH PEAKLUMU H30MEPU3ALMHU SMOKCUIA O-
NIMHEHA CpEIu UCCIEIOBAaHHBIX 00pa3loB, 4YTO OOYCIIOBIEHO pa3BUTONM IOBEPXHOCTHIO,
ME30IMOPUCTOCTBIO, a TaKkKe MPUCYTCTBUEM NPEKYpCOPOB IIEOJUTa B CTPYKTYype TaKuX
MaTepHUaoB.

OO0beMHass KapOOHHM3alMsl caxapo3bl B MPUCYTCTBUM XJIOpHJIA IIMHKA TPUBOAMT K
(GbOpMUPOBAHUIO YTIIEPOIHBIX ME30TIOPUCTBIX CTPYKTYP, KOTOPhIE B COYETAHUH C KOMMEPUYECKUM
karanu3zaropoM Ru/C sBISAIOTCS aKTUBHBIMH B PEAKIHUSAX TUIAPOIN3a U TUIPOIUTHUECKOTO
TUIPUPOBaHUS apaOMHOralakTaHa ¢ 00pa30BaHUEM IOJIMOJIOB.

BrlsicHeHO0, 4TO TMPONIN3 MeJaMuHa B IPUCYTCTBUUM KPEMHE3EMHBIX TEMILJIATOB WJIM CEPHOU
KHUCIIOTBI ~ COMPOBOXKJAETCS  yBEIMYEHUEM  JHUCIEPCHOCTH,  yNEIbHOW  IMOBEPXHOCTH,
MPOCTPAHCTBEHHOW YMOPSIOUYEHHOCTH (B cllydyae KPEMHE3eMHBIX TEeMIUIaTOB) 00pa3oBaHHOTO
rpaduTonooOHOr0 HUTpPUIA YIIEpoda, B pe3ylbTaTe€ Yero AOCTUraeTcss Oojee BbICOKas
dboToKaTanmuTHYECKass AaKTUBHOCTh TaKUX MAaTEPUAIOB B peakiuu (OTOBOCCTAHOBICHUS
YIJIEKUCIJIOTO Ta3a (710 aleTaibleTh1a U MEeTaHa).

BnepBbie mnokazaHo, 4YTO Ha TpadUTONOJOOHOM HUTPUAE YIJIEpOAa, TMOIYyYEHHOM
TEMIUIATHBIM METOJIOM C MEJIJaMUHA, IOCTUTaeTcs MoJiIHAs KOHBEpCHUsl OCH3alIbJIernia B Peakuu
koHaeHcanuu KuéBenarens OeH3anblerujga ¢ STWINHMAHOALIETaTOM C OOpa3oBaHHWEM STHII-O-
[MaHOIIMHHAMarta. YBenudenue coaepxkanHuss N B cocrae C—N=C ¢parmMeHTOB NpPUBOIUT K
MOBBILLIEHUIO CEJIEKTUBHOCTH 10 ATHJI-0-IIHaHOLIMHHAMATY.

VYCTaHOBIIEHO, 4YTO YBEJIWYEHHE COJAEPKAHMS a30Ta M, COOTBETCTBEHHO, KOJIMYECTBA
OCHOBHHX TPYHI B POy a30TCOAEPXAIIMUX YIJIEPOJHBIX MaTepUalIOB M HECTEXHMOMETPUYHOIO
HUTpHUJA yrjiepoAa TMPUBOAMT K  TMOBBIIIEHHIO HMX  aJCOPOLIMOHHOM  CIIOCOOHOCTH
(aacopOIIMOHHOTO TTOTEHIMANA U YAEIHHON afcopOIMn) OTHOCUTEIHHO BOJIOPO/Ia U YTICKHUCIOTO
rasa.

AAcCopOIIMOHHBIE XapaKTEPUCTHKHN KapOuaa KPeMHHUS, TOJIYy4€HHOTO TEMILJIATHBIM METOJ0M
C YIJIepOA-KPEMHE3EMHBIX KOMIIO3UTOB, OMPEACISIOTCS THUIIOM U MOPUCTOCTHIO KPEMHE3EMHOTO
MMC u yriaepoaHoi COCTaBISIONICH, a Takxke cooTHomeHueM C/Si0,.

BbIsIBIEHO HETMIIMYHO BBICOKHME 3HAuUEHUs YJENbHOW azicopbuuu Bogopona (1o 15
MKMOJIB/M”) Ut KapOHaa KPEMHHS, MONYYeHHOr0 TEMIUTATHBIM METOIOM, 10 CPABHEHHIO C
TPaJULIMOHHBIM O0BEMHBIM CIIOCOOOM M BUCOKOKPHUCTAJUIMUECKUM KomMmepueckuM SiC, KoTopbie
o0ycIOBIIEHBl OONBIIMM conepxkanueM cBsizeit Si—-C  um  ompeneneHHOW gonel  Apyrux
(HekapOHMIHBIX) CBsizeld (rpadUTHBIA WM  TEPMUHAIBHBIA H sp3 ruOpunuzoBanubii  C).
[ToBeiIeHUE afcopOIMK BOIOpOAa Ha KapOuie KpEMHHUS 110 CPABHEHUIO € aJICOPOCHTaMHU JIPYTroi
npUpoasl (KpEeMHE3EeM, YIiepos) Takke 0OYCIOBICHO KOONMEPAaTUBHBIM XapaKTepoM aJcopOIui,
YTO MOATBEPKIAETCS Pe3yJbTaTaMu MOJEIMPOBAaHUS aJACOPOLMKM BOAOPOJA C HCIIOJIB30BAHUEM
ypaBHeHus Curica.

KiroueBbie cji0Ba: MUKPO-ME30IIOPUCTHIE ATFOMOCUIIMKATBI, ME30TIOPUCTOE MOJIEKYJISIPHOE
CHUTO, IPEKYPCOPHI 1I€0JINTA, KUCIOTHBIE XapaKTePUCTUKH, H30MEPHU3aIHsl STIOKCHI0B BepOeHoa
W O-TIMHEHAa, TEeMIUIAaT, AaKTHBUPYIOLIUN areHT, YIJIEpOJCOJEp)Kalllue MaTepuaibl, HUTPUL
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yriaepoaa, KapOuJ KpeMHUs, THIPOIUTUUYECKOE TMAPUPOBAHUE apaOuHOrajiakTaHa, aacopOuus,
koHneHcanust KHéBeHarens, oxucieHue OeTyniuHa W H-OyTaHa, (HOTOKaTaIMTUYECKOE
BOCCTaHOBJICHUE YTIIEKUCIIOTO rasa.

SUMMARY

Shcherban N. D. Structure, adsorption and catalytic properties of mesoporous
materials based on zeolites (, ZSM-5) and carbon (C, C3Ny, SiC). — Manuscript.

Thesis for scientific degree of doctor of chemical sciences in specialty 02.00.04 — physical
chemistry. — L. V. Pisarzhevsky Institute of Physical Chemistry of the National Academy of
Sciences of Ukraine, Kyiv, 2019.

The thesis is devoted to the development of scientific approaches to the creation of new
micro-mesoporous zeolite-containing and modified carbon-containing materials and clarifying
the influence of the structural characteristics, porosity, acidity/basicity of such materials on their
adsorption and catalytic properties.

It was found that the use of dual template reaction mixtures containing zeolite  sols-
precursors and a micellar template leads to the formation of X-ray amorphous and partially
crystalline samples characterized by a mesostructure with a relatively low degree of spatial
ordering. Carryin out HTT of dual template RM in an acidic medium in the presence of nonionic
template P123 and solubilizing additive 1,3,5-trimethylbenzene allows to obtain partially
crystalline samples which are characterized by disordered cellular structure and do not contain
separate zeolite crystals due to their incorporation into silica walls as a result of the limitation of
the growth of zeolite phase crystals.

It was shown that the highest conversion of verbenol and a-pinene oxides is achieved on X-
ray amorphous and partially zeolitized aluminosilicates, in addition, the use of the obtained X-ray
amorphous materials based on ZSM-5 zeolite allows to reach the highest initial rate of the
reaction of a-pinene oxide isomerization among the studied samples, due to the developed
surface, mesoporosity, and the presence of zeolite precursors in the structure of such materials.

Bulk carbonization of sucrose in the presence of zinc chloride leads to the formation of
carbon mesoporous structures which, in combination with the commercial Ru/C catalyst, are
active in the reactions of hydrolysis and hydrolytic hydrogenation of arabinogalactan to form
polyols.

It was found out that the pyrolysis of melamine in the presence of silica templates or
sulfuric acid is accompanied by an increase in the dispersion, specific surface area, spatial
ordering (in the case of silica templates) of formed graphite-like carbon nitride, resulting in
higher photocatalytic activity of such materials in the reaction of carbon dioxide photoreduction
(towards acetaldehyde and methane).

It was shown for the first time that complete conversion of benzaldehyde in the
Knoevenagel condensation reaction of benzaldehyde with ethylcyanoacetate to form ethyl-a-
cyanocinnamate is reached over graphite-like carbon nitride obtained by the template method
from melamine. An increase of the N content in C-N=C fragments leads to an increase in
selectivity towards ethyl a-cyanocinnamate.

It was found that an increase of the nitrogen content and, accordingly, the amount of basic
groups in the series of nitrogen-containing carbon materials and non-stoichiometric carbon nitride
leads to an increase of their adsorption capacity (adsorption potential and specific adsorption)
towards hydrogen and carbon dioxide.
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The adsorption characteristics of silicon carbide obtained by the template method from
carbon-silica composites are determined by the type and porosity of silica MMS and the carbon
component, as well as the C/SiO, ratio.

Atypically high values of specific hydrogen adsorption (up to 15 pmol/m?) for silicon
carbide obtained by the template method were found, compared to the traditional bulk method
and highly crystalline commercial SiC, which are due to the higher content of Si—C bonds and a
certain proportion of others (non-carbide bonds) (graphite or terminal and sp® hybridized C). An
increase of the hydrogen adsorption over silicon carbide compared to adsorbents of another
nature (silica, carbon) is also due to the cooperative nature of adsorption which is confirmed by
the results of hydrogen adsorption modeling using the Sips equation.

Keywords: micro-mesoporous aluminosilicates, mesoporous molecular sieve, zeolite
precursors, acidic characteristics, isomerization of verbenol and a-pinene oxides, template,
activating agent, carbon-containing materials, carbon nitride, silicon carbide, hydrolytic
hydrogenation of arabinogalactan, adsorption, Knoevenagel condensation, oxidation of betulin
and n-butane, photocatalytic reduction of carbon dioxide.



