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HccrienoBaHo BIUSTHUE ATIOMUHUPOBAHMS HA TEKCTYPHbIE, KUCJIOTHBIE U KATAUTUTUYECKHE CBOMCTBA Me-
30ITOPUCTHIX ATIOMOCUIIUKATOB C YIOPSIAOYEHHONW CUCTEMOM Me30Top. YCTAaHOBJIEHO, YTO Mpolleaypa
aJIIOMUHUPOBAHUST COMPOBOXIAETCS BCTpauBaHWeM Al B allOMOCUJIMKATHBII MaTepuall CTEHOK Me30-
nop. IlokazaHo, 94TO B peaKiny METIJIMPOBAHMs (DeHOJIa COCTAB IIPOAYKTOB HA UCXOOHOM (Si/Al=12.5) u
AJIIOMUHUPOBaHHBIX amtomMocrinkarax (Si/Al = 2.2 u 0.8) omMHaKoB, 4YTO yKa3bIBaeT Ha UACHTUYHYIO TTPU-
POy aKTUBHBIX [ICHTPOB. B OT/IMUME OT MCXOTHOTO ME30TIOPUCTOTO ATIOMOCUIIMKATA, ATIOMUHUPOBAaHHBIE
MaTepuabl paboTany 6e3 moTepu aKkTUBHOCTU B TeueHMe 4 4. [1pearoiosxkeHo, 4To IpUINHON CTaOMJIBHOM
aKTUBHOCTH aJTIOMUHUPOBAHHBIX KaTAJIM3aTOPOB SIBJISIETCS TeHEPUPOBAHUE JOTIOJTHUTETbHBIX KUCIIOTHBIX
LICHTPOB B pe3yJibTaTe B3aUMOICICTBUS 00OTallleHHOro ATIOMUHUEM MaTepuasa CTeHOK Me30Top C BOJOH,
o06pasymolelics B Ipoliecce B3auMOIeUCTBUS (heHOoIa ¢ METaHOJIOM.

Karoueevte caosa: ME30IMOPUCTHLIE ATIOMOCUIIMKATLI, MOHI/I(I)I/IL[I/IPOBEIHI/IC, M30MNPOITOKCU I ATFOMUHMUA.
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Me3zocTpyKTypupOBaHHbIE MaTepUabl C yIOPSI0-
YeHHOI CUCTEMOH TTop ¢ nuaMeTpoM 2—10 HM yxXe He-
CKOJIbKO JACCATUJIETUI OCTAIOTCS B LICHTPE BHUMAHMUS
uccienosatesieii. MHTepec K 3TUM MaTepuasiaM CBsI3aH
C UX YHUKAJTbHBIMU CBOMCTBAMMU 1 MEPCIIEKTUBAMU UC-
MOJIb30BaHUSI B aICOPOILIMOHHBIX UM KaTaIUTUYECKUX
npolieccax, a Takxke B MaTepUaIOBeICHUH TSI TIPUTO-
TOBJICHMST HOBBIX KOMITO3UTHBIX MatepuanoB [1]. Co-
BOKYIMHOCTb TEKCTYPHBIX U KUCJIOTHBIX XapaKTEPUCTUK
ME30MOPUCTHIX ATFIOMOCUIMKATOB OOYCIIaBINBACT BO3-
MOXKHOCTb X IPUMEHEHMS B peaKIUsIX KUCTIOTHO-OC-
HOBHOTO KaTaJin3a I MpeBpallleHUsT WK MOTyYeHUs
OOMBIINX OpraHuYecKux MoJiekyna [2]. KucioTrHbie
LIEHTPBI B ME3OTIOPUCTHIX aTloMOCUIMKaTax Tumna Al-
MCM-41 Bo3HMKAIOT B pe3yabraTe BHeapeHus Al B
KpPEeMHE3eMHBII MaTepuaa CTeHOK Me30I10p, KOTOPOe
MOXET OCYIIECTBISATLCS KaK B XOJ€ MPSIMOTO CUHTE-
3a, TaK U B XOJI€ MOCTCUHTETUYECKOTO MOAUDUITUPO-
BaHMUSI.

C ucnoab3oBaHUEM MPSIMOT0O CUHTE3a Me30IOpHU-
CThle aJIIOMOCWUJIMKAThl MOTYT OBITh IIOJy4eHbl B
OYeHb IIMPOKOM auana3zoHe otHommeHuit Si/Al. Co-
IJJaCHO JIMTEPATYPHBIM [TaHHBIM, HMXXKHUM Mpeae
Si/Al Haxonutcst B uHTepBaie 1.25—2 [3, 4]. CteHku
ME30M0p ATIOMOCIIMKATOB CO CTPYKTypoit MCM-41
MPEACTaBIISIIOT COO0M HEMOPUCThIM aMOpdHBIN Ma-

Tepuall, IpUpPoJa KOTOPOTro OrpaHUYMBAET AOCTYII-
HOCTh aTOMOB aTIOMUHUS 13 OpYTTO-(HOPMYJIBI aJTf0-
MOCWJIMKATa, B pe3yjbTaTe Yero B KaTaJIMTUYECKUX
MIpeBpalleHUIX yIaCTBYIOT aIIOMUHUEBBIC LICHTPHI,
JIOKAJIM30BaHHBIE TOJIBKO Ha CTEHKAX ME30II0p.

C ucCrojib30BaHUEM MOCTCUHTETUYECKOIO ajlto-
MUHUPOBAHMS TMOJyYeHbl ME30MOPUCThIe MaTepua-
Jibl ¢ oTHoeHueM Si/Al ot 4 o 200 [5—12]. IIporiie-
Jlypa aJIlOMAHUPOBAaHUS U3yUYeHa, TJIaBHbIM 00pa3oM
JIJISl YMCTO KPEMHE3EMHBIX MaTepUaIoB CO CTPYKTY-
poit MCM-41, ¢ ucnojib30BaHMEM B KauyeCTBE IIpe-
KypcopoB HUTpaTta [5], okcuxiopuna [6—8] u uzo-
Mponoxkcuaa amoMuuus [9—11]. Yeenuuenue coaep-
KaHust Al B Takux Martepuajiax MOpUBOAWIO K
YMEHbBIIEHUIO TMOBEPXHOCTU U oObema mop. bruio
MOKa3aHo, 4To NMpupojaa npexkypcopa Al onpenesnsier
XapakTep BO3JEHCTBUSI Ha pasMep MOpP MCXOAHOTO
CWIMKaTa: Mpy MCIOJb30BaHUM B KaueCTBe MpPeKyp-
copoB AI(NO,); u AI(OC;H5); nuameTp Me3ornop B
xole MoaudUuIMpoBaHUsI He MeHsics [5, 11], npu
HUCIMOJIb30BaHUN PAacTBOpPa OKCUXJIOpUAA aTIOMUHMSI,
coJiepKalllero IMoJIMKaTUOHbI aJIIlOMUHUS,— YMEHb-
mrajcs [7]. C ucrnonab3oBaHUEM TEPMOIIPOrpaMMUPO-
BaHHOW JecopOLMU IUKIOTeKCHUIaMuHa MoKa3aHo,
9TO IPU OOAMHAKOBOM OTHOIIIeHUH Si/Al KOHIIEHTpa-
LIMsI KUCJIOTHBIX LIEHTPOB B aTIOMUHUPOBAHHBIX 00-
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pasiax BbIIIE, YeM B aJTIOMOCUJINKATAX, TTOJTYYEHHBIX
MIPSIMBIM CUHTE30M [9].

Bo3MOXHOCTh MOJIy4YeHUS] KOMITO3UTHBIX Mare-
pUaJIOB HA OCHOBE ME30ITOPUCTOIO CUJIMKaTa U MYJIb-
THCJIOEB oKcuma Al ormcaHa aBTopamu [12], ucrons-
30BaBIIMMH B KayecTBe IMpeKypcopa alOMUHUS
Al(OC,4Hy);. Takoii BApUaHT aTIOMUHUPOBAHUS ME3-
OTMOPHUCTBIX CUJIMKATOB CBSI3aH C BBICOKOW CKOPO-
CThIO Tuaposu3a Oyrokcuaa Al, B3aUMOAEUCTBYIO-
11IETO C TUAPOKCUIBHBIM TOKPOBOM CTEHOK ME30TIOP.
[TaTukpaTHOE MOBTOPEHUE MPOLEAYPhl MOAUGDULIM -
pOBaHUS MPUBEJIO K YMEHbIIIEHUIO JUaMeTpa Mop OT
5.2 1o 3.2 HM ¥ TTIO3BOJIMJIO MOJIYYUTh MaTepUall, Co-
nepxaiuit 48 mac. % Al,Os.

ITonyyeHHBIE aTIOMUHUPOBAHHBIE CUINKATHI 00-
Jlagajivu BRICOKOI aKTUBHOCTBIO B CUHTE3¢e O1cheHoIa
F [10], B peakuun mM3oMepu3alMU SHIO0-TULINKIIO-
neHTagueHa [11], a Takke KpeKMHTEe KyMoJia, JeTHI-
paTtaluuy M30MpoIlaHoja U aJKWIMpOBaHUS (eHoJa
MmeTaHosioM [12].

OcHoBHas uest HacTosIIe padOThI — MOJIyYeHUE
oboralleHHbIX ATIOMUHUEM ME30MOPUCThIX MaTEPU-
aJIOB C BBICOKOI KMCJIOTHOCTBIO U CTA0UJIbHOCTBIO. C
3TOM 1IEJIbIO B KAYECTBE MCXOIHOTO 00pa3iia ObLT 1C-
M0JIb30BaH ME30MOPUCTHIN ATFOMOCUIMKAT C OTHOIIIE-
HueM Si/Al = 12.5. B pabote netaabHO U3y4eHbBI TEK-
CTypHbIE, KUCJIOTHBIC M KaTaJUTUYECKHE CBOMCTBA
MaTepuasoB, TMOJYYEHHBIX B XOAE€ OJHOCTAIUHHOM
MpOLEAYPHl AUTIOMUHUPOBAHUS UCXOIHOTO aJTFOMOCH -
JIKaTa ¢ WCMOJIb30BaHUEM B KadecTBe MpeKypcopa
amoMuuus Al(OC;H5)s;, a Takke mpociiexKeHO BIUs-
HUE TepMoMapoBoil 00pabOTKM, COMPOBOXIAOIIEH
MPOTEKAHWE KaTAJIMTUYECKOTO SKCIEpUMEHTa, Ha
CBOICTBA aTIOMUHUPOBAHHBIX ME30TIOPUCTHIX MaTe-
puasoB.

OKCIIEPUMEHTAJIbHAA YACTb

UcxonHplii oOpa3err Me30IOPHCTOro aTFOMOCHIIH -
kata MACO cMHTe31MpOoBaii Ha OCHOBE CBEXKEOCAKICH-
HOIo aJIlOMOKPEMHETeIs, MOJyYeHHOro B3auMOJel -
CTBHMEM PACTBOpa CUJIMKaTa HaTpUsi U MOAKMUCIEHHOTO
pactBopa Al,(SO,); npu pH = 11, c ucronb3zoBaHu-
€M B KauecTBe TeMIliaTa OpoMuaa rekcaaeliujiTpu-
METUJIaMMOHUS. PeakllMOHHYI0 CMeCh CcocTaBa
03N320 * 003A1203 * 5102 * 0.2C16H33(CH3)3NB1‘ *
- 0.4CcH(x(CH3y); - 0.3H,S0O, - 70H,0 kpucraniuso-
Basiv B aBTOKJaBe Tnpu 110°C B TeueHue 24 4. Ilo
OKOHYaHWUM KPUCTALUIU3ALIMU TBEPAYIO (ha3y OTAesI-
JI1 Ha BopoHKe broxHepa M OTMBIBAJIM OT U30bITKA
temiuiarta. [lociaenyroiire o0paboTKU BKIIIOYAIU BbI-
cymmBanue 1pu 100°C B TeueHne 12 9 1 mpoKaanBa-
Hue 1ipu 550°C B TOoKe Bo3ayxa B TeueHUe 24 4.

CuHTE3 Me30MOPHUCThIX AIIOMOCUJIMKATOB, 000-
raieHHbIX Al, IpoBOAMIU ITyTeM MoAUdUIIMpOBa-
Hust MACO B pacTBope usonpornokcuaa Al B Toyoe,
coJiepxxalleM TpUaTUiIaMuH. MaccoBble OTHOIIEHUS
tosiyoii/MACO u tpustuiamua/MACO cocTaBiisiiiu
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50 1 0.1 cooTrBeTcTBEHHO. B MOITy4eHHYIO CMECh JI0-
0OaBJIsSIM pacTBOP M3omNporiokcuaa Al B Toiyosie mpu
maccoBoM otHoleHuu Al(OC;H-);/MACO, paBHOM 5,
u 15 — npu moiyueHun obpasunos MAC1 u MAC2.
MomnduiimpoBanue W TOCIEOyIOIINe OOpPadOTKMU
COOTBETCTBEHHO MPOBOJIMJIM aHaiorTn4yHO [12]. Beicy-
IIeHHBIe 00pa3nbl npokaauBaau Ipu 550°C B Toke
BO3IyXa B Te4eHUeE 6 4.

B kauecTBe oOpaslia cCpaBHEHMSI UCMHOJIb30BAIU
ME30MOPUCTBIN OKCH Al, TTOJIydeHHBIN TUAPOIN30M
u3ornponokcuaa Al B TOIyoJIbHOM pacTBOPE BOTHO-
3TAaHOJIbHOM cMechlo (aHajoruuHo [12]) ¢ mocuemy-
IOLIMU IIPOMBIBKOM TOJYOJIOM U 3TAaHOJIOM, BEICY-
mmBaHueM 1ipu 100°C B TeueHne 12 9 m mpoKaanBa-
HueM 1ipu 550°C B TOKe BO3ayxa B Te4eHHe 6 U.

XUMHUYECKUIT cOCTaB 00pa310B ONPEACIISIN C YIC-
MOJIb30BaHMEM METOAOB IUIAaMEHHOM (DOTOMETPUU U
aToMHOM abcopbuuu. st aToro odbpasubl odpada-
ThHIBAJIU B TLUIATUHOBON Yalllke KOHLEHTPUPOBAHHBI-
mu H,SO, u HF ¢ nocnenywoimuM yrnapuBaHueM 10
nosHoro ynaineHus SiO,. OcTtaTok mociie ynapua-
Hus pactBopsuiv B 1 H pactBope HCI, B mosydyeHHOM
pacTBope omnpenesiiin comepxanue Na (Ha rmiamMeH-
HOM (poTtoMeTpe PITA) u Al (Ha aTOMHO-abCOPOIIH-
oHHOM criekTpodoToMmeTpe Hitachi 180.80). Conep-
xkaHue H,O B oOGpa3lie onpenessiiv o rnorepe Macchl
pH IIpoKaauBaHuu oopasua npu 800°C.

PentrenodazoBbiii aHaINU3 00pas3l0B MPOBOIM-
Jm Ha gudpakromerpe JJPOH-3M B o61actu yriioB
5—70 rpan 20 (m3nmygernne CukKo).

XapakTepUCTUKHU IMMOPUCTON CTPYKTYPHI CUHTE3U -
POBaHHBIX 00PA3LI0B OMPEALISIN C UCTIOIb30BAaHUEM
MeToAa HU3KOTEMIIepaTypHOil ancopOoLuuu—muecopo-
o azora. CbeMKy M30T€pM MPOBOIWIN HA IOPO-
MeTpe ASAP-2010 (Micrometrics, CIIIA). Pacuyer
M30TEPM IIPOBOAMIINA C VICITOJIB30BAaHMEM CTaHIapT-
HOTO ITPOrpaMMHOTO 00ecIIeueHMST Mpuodopa.

KoHueHTpanuio moBepXHOCTHbIX OH-rpymnm
orpenessiivu ¢ ucnoiab3doBanuem TI-aHanuza (1epu-
Batorpad SDT Q600, TA Instruments, CIIIA). Ha-
BecKy oOpa3sia Mmaccoi 20—50 mMr momMeiaam B KO-
PYHIOBBIN TUTEJb, KOTOPbIH YCTaHABJIMBAIN Ha BbI-
COKOTOUYHbIE BeCbl BHYTPU HarpeBaeMoil KaMephl.
Kpussie TI' peructpupoBain B TOKE OCYIIEHHOTO
BO3MlyXa B peXXMMe JIMHEHHOIO MobeMa TeMIepary-
poI co ckopocThio 10°C/MuH B nmana3oHe 25—800°C.
3anuck M 00pabOTKY KPUBBIX BEJIU IMPU ITOMOIIU
nporpamMmHoro komruiekca Universal Analysis. KoH-
neHtpauuio OH-rpynn paccyuTbhiBaJIM MO TOTEpe
MaccChl CBEXEINpPOKaJIEHHOro obpasila B MHTepBaJie
temneparyp 200—800°C.

KwucnotHbIE cBoiicTBa 00pa3loB U3ydYald C MC-
MOJIB30BAaHMEM TEPMOIIPOTPAMMHUPOBAHHOM Aecopo-
uun ammuaka (TTIO NH;). O6pasen mnocienosa-
TeJIbHO MPOKAJIMBAJIN B TOKE OCYIIIEHHOTO BO3ayXa 1
B TOKE OCyIIeHHOTo a3ora Ipu 550°C, 3ateMm oxiia-
XKIOaayd 10 KOMHATHOHW TeMIlepaTypbl. AICOpOIlmio
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KHA3EBA u ap.

Taﬁmma 1. XuMmueckuii cocTaB ME3O0IMMOPUCTHLIX AJTIOMOCHUIINKATOB

CocraB obpa3sua, Moab/Moib SiO,
O6pa3zen Si/Al C(Al), MMOJIB/T
Na20 A1203 Hzo
MACO 0.004 0.04 0.30 12.50 1.25
MACI1 0.004 0.22 0.60 2.25 5.34
MAC2 0.004 0.62 0.83 0.80 10.06

aMMMaKa ITpoBOAWIN B TedeHue 30 MUH NPy KOMHAaT-
HOI TeMIIepaType U3 aMMHUaYHO-a30THOM cMecH (1 : 1).
Ddusnyeckn copOMPOBAHHBIM aMMMaK OTIOyBalud B
TOKE ocyleHHOro revs npu 65°C B reuenue 1 4. [le-
COpOLIMIO aMMMaKa MPOBOAWINA B MHTEpBajle TeMIIe-
patyp ot 25 no 800°C (ckopocTh HarpeBa 8°/MUH) B
TOKe ocylueHHoro reausi. O6padoTka JaHHBIX MPO-
BOAMJIACh IO METOAUKE, OIIMCaHHO B [13].

MK-cnexTpsl 00pa3lioB PETUCTPUPOBAIIA C WC-
noyib3oBaHueM MK-criektpomerpa Nicolet Protégé
408 B o6ytactu yactoT 400—1400 cMm~!. TTepen 3anuchbio
CIIeKTpa HaBecKy 1 Mr oOpasia cmemmBaiu ¢ 150 mr
KBr u ipeccoBanu B TabneTKy. O6padboTKy IMoaydeH-
HbIX MK-CIieKTpoB IpOBOAMIN C TIOMOIIBIO IMaKeTa
nporpamm OMNIC E.S.P. pupmsl Nicolet.

Crnexrpsl DI1P agcopObupoBaHHOro aHTpaxMHOHA
3anyCchIBAJIM Ha paguocnekrpoMeTpe EMX-6 dupMbl
Bruker npu komHaTHoI1 Temneparype. Ilepen ancop6-
LIMe aHTpaXMHOHA 00pa3libl Harpesanu mmpu 673 K B
TeueHre 2 4 Ha Bo3nyxe U 2 4 B Bakyyme (10~ Topp).
Ancop01111o aHTpaXWHOHA TTPOBOAMIIU IO METOIUKE,
onurcaHHo# B [17]. 3HayeHus g-dakTopa ObLIIN ycTa-
HOBJIEHBI HA OCHOBE AU(PEHUIMUKPUITUAPAZUIHLHO-
ro cranaapta. O6pabOTKy JaHHBIX OCYIIECTBISLIU C
nomo1npio mporpamMmmel WinEPR.

JIist TIpoBeleHUST KaTAIMTUYSCKUX SKCIEpUMEH-
TOB 00pAa3LIbI IPECCOBAIU B TAOJIETKU, APOOUIIN U OT-
cenBanm ¢ppakumio 0.25—0.5 mMm.

Karanutnyeckyo akTUBHOCTb 00pa3lioB U3ydain
B peaklMU aJKWIMpOBaHUS (eHosia METaHOJIOM B
MPOTOYHOI KaTaJIuTudeckoi ycraHoBke rpu 400°C u
MacCOBOM CKOPOCTH oaauu chipbs 1 u~!. B kauecTse
ra3a-HOCHUTEJISI UCTIOIb30BaJIM 30T, MOJIbHBIC OTHOILIE-
HUsI GEHOJT : METaHOJ : a30T cocTtaBuiu 1 : 1 : 3. ZKunkue
MPOAYKThI pEaKIIMU aHATU3UPOBAIM Ha XpomaTorpade
“Chrom-5” ¢ I/ ¢ ucrojib3oBaHWEM KBapIIEBOM Ka-
MUUISIPHOM KOJIOHKM C HAaHECEHHOM KWAKOU a3oii
“Carbowax 20 M”, raz-HocnTeab — a30T. [azoobpas-
Hble TIPOAYKThl aHAIM3UPOBAIM Ha XpomMaTorpade
“JIXM-8M]I” ¢ KaTapOMETPOM B KaueCTBE IETEKTO-
pa, ra30M-HOCUTEIEM a30TOM, HAOMBHOM KOJIOHKOM
JUIMHOM 3 M ¢ HackImHOM (pa3oii “Porapac-Q”. Obpa-
0OTKYy XpoMaTorpaMM MPOBOIWIN C TIOMOIIbIO TIPO-
rpaMMHO-aMdIapaTHOTro Komiuiekca “Ecochrom”.

Perenepaniyiio o0pa3ioB mocjiae KaTaaUuTUIeCKOM
peakIuy IIPOBOAMIIN B TOKe Bo3ayxa mmpu 550°C B Te-
yeHue 6 4.

TepmomapoByio 00padOTKy 00pa3110B MPOBOAVIN
B KBapleBOM peakTope B Toke 100%-Horo BoAsSTHOTO
napa B TeuyeHue 4 gacos 1mpu remneparype 400°C.

PE3VIJIBTATBI 1 UX OBCYXIEHUWNE

Kak nmokasbiBaloT pe3ybTaTbl XUMUYECKOTO U aJl-
COpOLIMOHHOrO aHaan3o0B (Taba.1, puc.l), BEIOpaH-
HBI CMOCOO CHHTE3a MCXOTHOTO ME30IOPUCTOTO

ConepxaHue [ToBepxHOCTD, O6BeM mop, JlnameTp 1op,
Al,03, Mac. % M2/r em3/r HM
r - N\ 4 A B - N 6 & N\
457 ggp 1.10 6.5 6.5
] 0.95 —
690
— 610
24.0
6.0
L % =R=N=
(OO ORI ORI &

&@& ¥ ¥ ¥

¥ ¥ ¥

&&&

Puc. 1. Xapakrepuctuku ucxogaoro (MACO) u amomuHupoBaHHBIX (MAC1, MAC?2) Me30ITOpUCTBIX ATIOMOCUINKATOB.

HE®TEXMMUA T1om 55 Ne4 2015



®U3UKO-XUMUHNUYECKHUE U KATAJIUTUYECKUE CBOMCTBA 313

1000
< —o— MACO
2 800 -
©
o
’_Enm{ 600
T 3
T
g ° 400
o
5
o 200
2 '
@] | | | | |
0 0.2 04 0.6 0.8 1.0
p/Po

Puc. 2. M3oTepMbl HM3KOTEMIIEpaTypHOU ancopOonu
azora Ha wucxogHom (MACO) u aJOMUHUPOBAHHOM
(MAC1) Me30TopUCTHIX ATIOMOCUTUKATAX.

amomocmmkata MACO mo3BoJMJI ITOJIYyYUTh MaTe-
puaJj ¢ pa3BUTOI MMOPUCTOM CTPYKTYpOIi, 00pa30oBaH-
HOM TIOpaMM AWaMeTpoM 6.5 HM, M OTHOIICHUEM
Si/Al = 12.5. Ucnonb30BaHME B KAYE€CTBE CHIPhSI CBE-
KeocaxaeHHoTro amoMokpeMHerest ¢c pH = 11 obec-
MeYnsio He3HAUYUTEIbHOE coiepXXKaHre HaTpUsl B 00-
pazie (Na/Al = 0.1), 9T0 MO3BOMMIIO M30€XaTh CTa-
UM JEeKaTUOHUPOBAHUSI TMPU  MCIIOJIb30BaHUM
MOJIydeHHOT'0 MaTepMaja B KaueCTBE KaTaju3aTopa.

Oopaborka MACO B TOJIyOJIbHOM pacTBOpE
AI(OC;H,); npuBoauyia K oOoraiieHuio oOpaslia
amoMuHueM. B xome MomudumpoBaHUS yIaloch
YBEJIMYUTH cofepkaHue Al B Me30MOPHUCTBIX MaTepU-
amax B 4 (MAC1) u 7.6 paza (MAC?2) 110 cpaBHEHHIO
¢ ucxonHbIM 00pasioM (puc. 2). Conepxanue Al,O,
B obpasiax MACI1 u MAC?2 koppeaupoBajio ¢ KOJIu-
YeCTBOM M3OIIpOIoKcuaa Al, B3SITBIM UIST MOIV (Y-
IIMPOBaHUS, OOHAKO B COCTaB OOpasla ymaBajoCh
BBecTH He Gosiee 30% mpekypcopa.

CoracHO JUTEpaTypHbIM JaHHBIM, KIJIIOYEBOM
cTaguel aJJIlOMIHUPOBAHMS ME30IOPUCTHIX CHIMKA-
TOB SIBJISICTCS B3aUMOJIEMCTBHE MPEeKypcopa alioMu-
HUS ¢ ToBepxHOCTHBIMU OH-rpynmnaMu Ha cTeHKax
me3onop [7, 12]. ITo pesyabraram TI-ananmnza, KoH-
nentpauuss OH-rpynn B oopasue MACO cocraBuia
4.12 mmonb/T. CpaBHEHUE STOM BEJIUUUHBI C KOHIIEH-
Tpanueii Al B oOpasuax (Tab. 1) Imoka3bpIBaeT, YTO KO-
YeCTBO BBOAMMOTO B XOI¢ MogudHUIIMpoBaHus Al mis
obpasta MACI (c(A)yaci—C¢(AD)paco = 4.09 MMoIB/T)
cooTBeTCcTBYeT pecypcy OH-rpynm, a misi obpasia
MAC2 (c(Al)pacr—Cc(AD)paco = 8.81 MMonb/T) mpe-
BBIIIIACT 3TOT pecypc B 2.1 paza. O4eBUIHO, BO BTOPOM
cllyyae TIpU OAHOCTAAWMHOM MOIM(MPUIIMPOBAaHUU B
M30BITKE u3omporiokcuma Al mMeeT MecTo Ooiee
CJIOXHBI MEXaHU3M B3aUMOJEUCTBUSI MPEKypcopa C
MaTepuajioM CTEHOK Me30MOop, KOTOphIii TpedyeT
CIIeLIMAJILHOI'O MCCJIeIOBaHMSI.

Kak u oopazerny MACO, oopasist MACI 1 MAC2
OCTaBaJIMCh PEHTreHOaMOP(MHBIMU B 00JIACTU YIJIOB
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Puc. 3. UK-cnektpel o6pasua cpaBHeHus Al,O5 (1), nc-
xonHoro MACO (2) u amomunupoBaHHbix MACI (3) u
MAC2 (4) Me30TIOpUCTBIX ATIOMOCUIINKATOB.

5—70rpan 26. C ucnonas3zoBanueMm PMDA HU B oGpa3siie
MACI, au B oopasue MAC2, nHauBuayaiIbHas das3a
okcuna Al 3adhukcrupoBaHa He OblLia.

MonuduimpoBaHe COIIPOBOXKIAIOCH HEKOTO-
PbIM YMEHBIIIEHUEM TTOBEPXHOCTU U 00beMa Iop, HO
yXyJllIeHUE XapaKTePUCTUK MOPUCTON CTPYKTYpPhI He
ObLTO0 KpuTHYeckuM (puc. 1). Bun nzorepm (puc. 2,
st obpasioB MAC1 u MAC2 oHU TpakKTUYeCKU
COBITAJIN), TaK € KaK BEJUYMHBI MOBEPXHOCTU U
obobema 1op (puc. 1), cCBUAETEIBCTBOBAIU O MOTyYe-
HUU MaTepuaJioB C pa3BUTON Me30MOPUCTON CTPYK-
Typoii. CoxpaHeHue pazmMepa nop (6.5, 6.5 6.0 Hmy
obpasuoB MACO, MAC1 u MAC?2 cooTBEeTCTBEHHO)
MO3BOJIWIIO TIPEANOJOXNUTh, YTO MOAU(DULIMPOBAHNE
ObLIO CBSI3aHO HE ¢ 00pa3zoBaHUEM OTI0XeHUI Al,O4
Ha CTeHKaxX Me30Ilop, a ¢ U3MEHEeHWeM Marepuasa
CTE€HOK.

J1s1 BBIICHEHMSI TIPUPOIBI MaTepuralia CTEHOK Me-
30IMOPHUCTHIX ATFOMOCUJIMKATOB ObLIM UCTTIOb30BaHbI
criekTpajibHble MeToabl. Kak cienyer n3 MK-crek-
TPOB, MPEACTAaBICHHBIX Ha pHUC. 3, B CIIEKTPE MCXO/I-
Horo oopasua MACO npucyTCTBYIOT IOJIOCHI ITOTJIO-
mieHust (T1.1.), XapaKTepu3ylollue aJTlOMOCUIMKAT-
HBIII OCTOB M COOTBETCTBYIOIIME ACHUMMETPUIHBIM
kosebanuam T-O-T-rpyrm (1082 cm~!) u kose6aHu-
am ceaseit T-0 (800, 5451 462 cm~!). Moaudunmpo-
Banre MACO mpuBOINT K M3MEHEHMSIM CIIEKTPOB,
3aKJIIOYAIONIUXCS B 3aMETHOM CIBUTE TMEPEUUCIICH-
HBIX II.II. B 00JIACTh HU3KMX YACTOT, YTO CBUACTECIIb-
CTByeT 00 YBEIMYCHUU COIEpPXKAaHHsS TEeTPasapoB
aJTIOMUHUS B aTIOMOCUINKATHOM ocToBe. KpoMe To-
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Puc. 4. UK-criektpsl (a) 1 criektpsl OI1P ancopbupoBaHHoOro aHTpaxruHoHa (6) obpasua cpaBHeHus Al,O3 (/), ©CXOQHOTO
MACO (2) u amomunupoBaHHbix MACI1 (3) 1 MAC2 (4) Me30MOPUCTHIX aTIOMOCUINKATOB.

ro, B oonact 550—700 cm~! mosBMIMCH HOBBIE TI.11.
(puc. 3). OTHeceHMEe TUX ITOJIOC MOXKET IIpeaycMaT-
puBarbh ABa BapuaHTa. IlepBblii BapuMaHT CBS3aH C
BO3MOXXHOCTbIO MPUCYTCTBUSI HA CTEHKAaX ME3O0IOp
amoMocuivkara dassl Al,O;, obpasyrolueiics B pe-
gyasrare ruapoausa Al(OC;H;); u mocienyomero
npokaiuBaHus. Ha 310 ykasbiBaeT 6J1M30CTh ITOJIOXKE-
Huil n.i. B UK-cnekTtpax MoauULIMpoBaHHbBIX 00-
pasuoB MACI u MAC2 u obpasua cpaBHeHUs1 Al,O;

(puc. 3). CornacHo [14], m.11. B o6mactut 550—850 cm ™!
COOTBETCTBYIOT KOJieOaHusI cBsi3eii B okTasapax AlO,.
Ho, o maHHbIM [12], 3TUM M.M. JOJKHBI COMYTCTBO-
BarTh IL.I1. okouo 1630 1 1520 cM~!, cBSA3aHHBIE C BONOIA,
ancopOMpoBaHHOI HA aMOP(HOM OKCHUE aTIOMUHMS;
Takue mojockl mpucyrctBoBamn B WMK-cnekrpax
MCM-41, Ha CTEeHKH Me30Iop KOTOPbIX ObLT HaHe-
ceH mynsrucioit Al,O; [12]. B UK-cnekTpax o6pa3s-

o MAC0, MAC1 u MAC?2 (puc. 4a) .. 1520 cm~!
OTCYTCTBYET.

Bropoii BapuaHT OTHECeHUSs II0JJoC B 00JlacTu
550—700 cm~! Ha UK -criekTpax cBs3aH ¢ BO3MOXHO-
CTbIO BCTpauBaHUs Al B CTEHKM ME30M0Op UCXOTHOIO
obpasua U obpa3zoBaHUSI HEKOTOPHLIX ATIOMOCUJIM-
KaTHBIX (parMeHTOB, KoJieOaHUsI MO BHEIIHUM U
BHYTPEHHUM CBSI35IM KOTOPBIX PETUCTPUPYIOTCS B
atoit obimactu MK-crekrpos [15]. JlonomHauTenpbHas
vuHdopmanmsg Obl1a TIOJyYeHa C MpUBJIEYCHUEM
OITP-criekTpoB amcopOMpPOBAHHOIO aHTpPaXMHOHA
(puc. 46). MeTon nmapaMarHMTHBIX KOMILIEKCOB aji-
COpPOMPOBAHHOIO AaHTPaXWHOHA TIO3BOJISIET perv-
CTPUPOBaTh 3JEKTPOHOAKIIENITOPHbBIE LIEHTPhl — KO-
OpIVHAIIMOHHO-HEHACHIIIeHHBIe MOHBI Al [16]. AH-
TPaXWHOH 00pa3yeT KOMIUIEKC C ABYMSI COCEIHUMU
KOOPJAMHAIIMOHHO-HEHACHIIIIEHHBIMU MOHAMU aJII0-
MUWHUS, TIpU 3TOM B criekTpe DITP Takoro koMruiek-

ca Ha MOBEPXHOCTM OKcula adoMuHusa (puc. 40,
criekTp 1) mposiBasercs: 11-KoOMIOOHEHTHasl CBepX-
toHkas crpykrypa (CTC) or nByx saep >’Al [16]. Ha
MOBEPXHOCTH  ME30IIOPUCTHIX  AIIOMOCIIMKATOB
MACO0, MAC1 nu MAC?2 (puc. 40, criekTpbl 2—4) aH-
TpaXWHOH 00pa30BbIBA ITapaMarHUTHBIN KOMILIEKC,
AHAJIOTUYHBII OMKMCAaHHOMY B JIMTEpPAType IUISI CBEPX-
BBICOKOKPEMHE3eMHBIX 1IEOJIMTOB M aMOP(HBIX aITiO-
MocwirkaToB [17], He comepxamuit CTC ot saep
ATIOMMHMUSI.

IMonyyeHHBIE pe3ybTaThl TOKA3bIBAIOT, YTO B XO-
Je MOAU(ULIMPOBAHUST ME30TOPHCTOTO AJIFOMOCHIIM -
KaTa HamboJiee BEPOSITHO pealn3yeTcsl BTOPOit Bapu-
aHT B3aMMOIEMCTBUS M3OTPOITOKCHUIA ATIOMUHUS C
MaTepHuajoM CTEHOK TOp, MTPUBOISIINI K BCTpanBa-
HUIO ATIOMWHUS B aJTIOMOCHJIMKATHBIA OCTOB ME30-
MOPUCTOTO MaTepuaIa.

M HTepecHbIM OKa3bIBaeTCsl aHAINU3 MOJIOXKEHUS U
MHTEHCUBHOCTH ILII. 0KoJIO 960 cM~! (puc. 3), KoTo-
pas, corimacHo [12], xapakTepu3yeT KojieOaHUS CBsI-
3eit Si—O—H B amopdHOM MaTepuajie CTCHOK Me30-
nop. ABropamu [12] mokasaHo, 4To B Xoae MOaUpU-
mupoBannst MCM-41, npuBonsiineM K 00pa30BaHUIO
myJssTUciaoeB Al,O; Ha TTOBEPXHOCTU CTEHKU ME30I0p,

¢ pocToM comepxanusa Al B oopasuax 1.1 960 cM~! u3
MNK-cnekTpoB McyesaeT, YTO 00YCJIOBICHO B3aUMO-
JeiicTBreM nmoBepXHOCTHBIX OH-rpymi ¢ MoJieKyna-
MU 6yTokcuaa Al, ICTTOTb30BAHHOTO B KAYECTBE TIpe-
Kypcopa. Ilpu mogudunmpoBanuu obpasiia MACO
miedo 961 cM~! He uMcYe3aeT, UHTEHCUBHOCTh €TI0
pacTeT U TOJIOKEeHUE CMEIaeTCsl B CTOPOHY HU3KUX
yacToT 10 924 1 916 cM~!' y o6pasuioB MAC1 u MAC2
cooTBeTcTBeHHO (puc. 3). HabGmiomaemble (aKThl
YKa3bIBalOT HA TO, YTO B XOJI¢ ATIOMUHUPOBAHUS M-
30IMOPHUCTOTO aTIOMOCUINKATA C UCITOJb30BaHEM B
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Puc. 5. Criexrpsr TITI NH 3 114 ncXomHOro M alloMUHN-
POBaHHBIX ME30ITOPHCTHIX ATFOMOCUINKATOB.

KadecTBe MpeKypcopa n3omponokcuaa Al B cTeHKax
ME30IT0op MOXeT (OPMUPOBATLECS OOOTaIIeHHBIN
aJIIOMUHMEM aMOP(MHBIN aTIOMOCUIMKAT.

KucnoTHbie cBOMCTBa ME30MOPUCTBIX AJIFOMOCH-
JIMKATOB ObUIM M3y4eHbl C UCIIOJIb30BAHUEM METO/Aa
TepMOINPOrPaMMUPOBAHHON JlecOpOLIMKA aMMMaKa
(puc. 5). KoHleHTpauMs KHUCIOTHBIX LIEHTPOB
ay(NH;), oneHuBaemas mo miolaav Non KpUBOK
TIId, nnsa oopasmos MACO, MAC1 u MAC2 cocra-
Bwia 0.53, 0.74 u 0.59 MMOJIb/T COOTBETCTBEHHO.
YMeHbllleHUe BeIWYUHBl g, y obpaszua MAC2 mo
cpaBHeHU1o ¢ oopa3iioMm MACI yka3biBaeT Ha TO, UTO
3HAYMTEIbHAs YaCTh AJIIOMUHUS, BBOIMMOIO B COCTaB
o0pa3slia Mpyu MOAUDULIMPOBAHUU, JIOKATU3YETCs B T10-
3ULIMSIX, HEAOCTYIMHBIX JIJIsI MOJIEKyJl ammuaka. Hesza-
BUCUMO OT COAepXaHHus aJlloOMUMHHUS B oOpaslax,
criektpbl TIIJ[ MMeOT MAEHTUYHBIA acCUMMETpUY-
HBI1 poduib (puc. 5). [IpoBeaeHne 16 KOHBOIIOLNU
CHEKTPOB MO3BOJIWJIO BbIIEIUTh TPU UX COCTABIISIO-
II1UX, COOTBETCTBYIOLIMNX A€COPOIIMY aMMUaKa B MH-
TepBasiax 60—230°C (cmabble KUCIOTHBIE LEHTPHI),
230—430°C (KUCIOTHBIE LHEHTPHI CPEOHEN CUIIBI) U
430—800°C (cuyibHBIE KMCIOTHBIE LIeHTphl). He 3a-
BUCUMO OT colepXXaHUs alIlOMUHUS, TOJU KaxKI0ro
THUTIA HEHTPOB B 00pa3Iiiax ObLIN OJN3KHU U COCTaBUIIN
37-38, 42—45 n 18—20% cootrBercTtBeHHO. Ilomy-
YeHHbIEe pe3yJbTaTbl CBUIETEIbCTBYIOT O TOM, UTO
npoleaypa aTloMUHUPOBAHUSI ME3OTIOPUCTOTO ajlto-
MOCHUJIMKaTa TIO3BOJISIET PEryJMpoBaTh KOHIIEHTpa-
LIMIO KUCJOTHBIX LIEHTPOB, HO HE BAUSIET HA UX MIPU-
pony. KoH1ieHTpalysi KUCJIOTHBIX LIEHTPOB B 00pasiie
cpaBHeHUs Al,O; coctaBuiia 70 MKMOJIb/T.

Kartanutuyeckue cBOMCTBAa ME3OMOPUCTHIX aJIIO-
MOCUJIMKATOB U 00pa3ua cpaBHeHUs Al,O; ObuIu U3y-
YeHbl B peaklMM aJKWIMpoBaHUs (eHosia MeTaHO-
soM. CorjlacHO JIuTepaTypHbIM AaHHBIM, 3Ta peak-
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Puc. 6. 3aBUCUMOCTM aKTMBHOCTH KaTaJM3aTOPOB OT
BpeMeHHM peakunu: ¢ — Al,O;, ® — MACO, A — MACI,
H— MAC2.

1S TIPOTEeKaeT KaK Ha OKCUJIe aJTlOMUHUS TaK U Ha
IEOINTaX U ME3O0MOPHUCTHIX alfloOMOCHINKaTax [18—
20], a OCHOBHBIMU TPOAYKTAMM PEAKLIMU SIBJISIIOTCS
aHU30J1, KPe30JIbl U KCUJICHOJIbI.

Kak cinenyer 13 3aBucuMocTeil KOHBepcuu (heHO-
Jla OT BpeMeHU peakuuu (puc. 6), B BbIOpaHHBIX
YCJIOBUSIX TIPOBEASHUSI peakuuu okcuna Al ycryman
ME30MOPUCTBIM aJTIOMOCUJIMKATaM I10 aKTUBHOCTHU.
O6pasaer MACO0, MAC1, MAC?2 obmagann ogiHaKO-
BOIi HayaJlbHOIl aKTMBHOCTBIO (KOHBepcHusl (peHoJjia
oK. 70%), HO B TedueHHUE 4 4 peaKy MOTUMUIINPO-
BaHHBIE 00pa3lbl padOTaIN CTAOMIBHO, 3 KOHBEPCHS
denoma Ha MACO cuusuiachk Ha 10%. Usydenune co-
CTaBa NPOAYKTOB peaKIUU I10KA3ajJIo ClICAyIoIIee.
ConepxaHue aHM30J1a B IIPOAYKTaX peaKInuy He TIpe-
BeIIIaI0 0.4 MOJIH. %, 4TO yKa3bIBaeT Ha MpEUMYyILe-
CTBEHHOE aJIKUJIMpOoBaHUe (heHOoJ1a B apoMaTUIeCKoe
KOJIbLO. Me30mopucThie alFlOMOCUJIMKATHI IIPOJE-
MOHCTPUPOBAIN OJU3KUU COCTaB IIPOAYKTOB Ipe-
BpaleHus (Tabj1. 2), YTO MOXET yKa3blBaTh Ha OJU-
HAKOBBII XapaKTep aKTUBHBIX LIECHTPOB. B mpomykTax
peakiuy Ipeodaagaiu Kpe3osbl, YMEHbIIEHUE OT-
HomeHus1 Si/Al B o6pa3iax COmpoBOXAATOCH CHU-
XeHueM obpazoBaHus NMpoaykToB Cy, U POCTOM 00-
pa3oBaHUS KCUJICHOJIOB.

Takum o6pa3oM, Mpu UCITOIb30BAaHUU B KAUECTBE
KaTaJIM3aTOPOB peaKlMU aJKUINpoBaHUSI (eHoja
METAaHOJIOM, AaJIIOMUHUPOBAHHBIE ME30IIOPUCTHIE
aJIIOMOCUJIUKATHl  00J1aaloT CYILIECTBEHHBIM TIpe-
uMylIecTBOM Kak Hag AlI-MCM-41 [20], Tak v Hax
neoauramu BEA, MFI u FAU [19], 3akmouyamoimmMm-
Csl B CTAaOMJIbHOM KaTaTUTUYECKON aKTUBHOCTH.

1_[0 OKOHYaHMU KaTaJIUTUYCCKOI'O 3KCIIEpNMECHTA
ObL1a TpoBeAeHa pereHepalius Kataau3atopoB. M3y-
YyeHHe XapaKTePUCTUK MOPUCTON CTPYKTYPHI U KHC-
JIOTHBIX CBOMCTB 00pa31ioB MOKa3ajao, 4YTo LUK “pe-

4%
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Taoauma 2. CocTtaB NpOAYKTOB aJIKMJIMPOBaHUSsI (heHOoIa METAHOJIOM

MACO MACI1 MAC2

Bpewms, u CeJIEKTUBHOCTb, MOJIbH. % CeJIEKTUBHOCTh, MOJIbH. % CEJIEKTUBHOCTb, MOJIbH. %

Kpe30J1bl | KCUJICHOJTbI Co, Kpe30JIbl | KCUJIEHOJIbI Co, KpEe30J1bl | KCUJICHOJIbI Co,

1 64.2 22.2 13.6 64.2 26.8 9.0 68.3 26.9 4.8

2 65.6 22.6 11.8 63.7 28.0 8.3 70.0 271 2.9

3 63.8 23.9 12.3 62.6 29.7 7.7 66.9 28.0 5.1

4 65.8 22.7 11.5 61.9 29.8 8.3 66.3 29.1 4.6

Tabmuna 3. TekcTypHBIE M KMCJIOTHBIE CBOMCTBA ME30ITOPHCTHIX ATIOMOCHIMKATOB
XapakTepruCTUKU MOPUCTOM CTPYKTYPbI KucnoTtHsie cBoiicTBa
OO6paserl * k% ko
2 2 3 ay (NH3)*, | d(NH3)**, E )
S, M7/ Sy M7/T V,Cm’/r D, am MMOJE/T M2 KH;E MO

MACO 890 0 1.10 6.5 0.53 0.36 134
MACOgp 680 0 0.71 5.7 0.33 0.29 148
MACOt10 750 0 1.02 6.0 0.62 0.50 118
MACI1 680 0 0.95 6.5 0.74 0.65 136
MACIgp 320 3 0.46 5.7 0.37 0.69 124
MACIltno 520 5 0.73 5.5 0.88 1.02 135
MAC2 610 0 0.92 6.0 0.59 0.58 132
MAC2kp 300 5 0.46 5.5 0.34 0.68 123
MAC2t1p0 480 7 0.72 5.6 1.14 1.80 140

* — KOHLEHTpaUusI KUCIOTHBIX LeHTpoB 1o naHHbiM TITI NH3; ** — mioTHOCTB LIEHTPOB, COPOMPYIOIINX aMMHAK; *** — cpemHss

OHEPrus akKTuBalluu ﬂecopﬁumn aMMMaka.

aKlusi—pereHepanms” COMPOBOXIAETCS YaCTUYHOM
Jerpagalye moprucTor CTpPyKTyphl KaTajlu3aTopoB U
YMEHbIIIEHEeM KOHLEHTpallUu KUCIOTHBIX LIEHTPOB
B oOpa3iax (o6pasubl MACOgp, MACIgp, MAC2p,
T1a6a. 3). Ilpu 3TOoM IJIyOMHA OTPUIIATEIBHOIO BO3-
JIeiCTBUST Ha TOPUCTYIO CTPYKTYpYy obpasioB MACI]
1 MAC?2 6bU1a BBIIIE, YeM Y He MOAU(ULIMPOBAHHO-
ro oopasuna MACO: o6pa3iisl, o0orameHHbIE ATIOMU-
HUEM, Tepsutn okosio 50% TMOBEpXHOCTH, TOTAA KakK
ob6pazery MACO — ok. 25%. Habmogaemble usMeHe-
HUSI CBOMCTB 00pa3ll0oB HE KOPPEIUPOBAIU CO CTa-
OMIbHOU aKTUBHOCTHIO 0Opa3lioB MACI u MAC2.

Ha ocHoBaHMU pe3yJIbTaTOB aaCcOPOLIMOHHBIX 13-
mepenuit u TTI/I-3KcriepuMeHTOB 1151 00pa31ioB ObI-
JIM pacCYMTaHBbl BEJIMUYMHBI IIJIOTHOCTU KMCJIOTHBIX
LICHTPOB, copbupylonux ammuak, d(NH;) (tabi. 3).
B xome xaTaqmuTuyecKUX MpeBpalleHUA M OKUCIU-
TeJIbHOU pereHepauuu BennunHa d(NH;) y obpasua
MACO ymenbmanacs ot 0.36 10 0.29 HM?, 4TO CBHIE-
TEJIBCTBOBAJIO O HEOOPATUMOI ITOTEPE YACTU KUCTIOT-
HBIX LIEHTpOB. JIs aJllOMMHUPOBAHHBLIX OOpPa3LOB
MACIgp u MAC2yp B X0lle LIMKJIA “peakiivsi—pere-
Hepaiusa” BenuuuHa d(NH;) Bospacrana (tabi. 3),
YTO MOXKET OBITh OOBSICHEHO HECKOJBKMMU MPUUM-

Hamu. [lepBast mpuynHa npeamnojaraeT, YTo aJllOMU-
HHUPOBAHUEC IIPUBOAUT K CTa6l/lﬂl/l3aLll/ll/l NJIN ITOBbI-
LIEHUIO YCTOMYMBOCTU KMCJIOTHBIX LIEHTPOB B 00pa3-
ax, B pe3yJbraTe 4Yero B XOJe KaTaIUuTUIECKUX
MpeBpalleHU U pereHepaluu CKOPOCTb IECTPYKLIUU
(1 OJIOKMPOBKK) KMCJIOTHBIX HEHTPOB HAMHOTO
MEHBIIIe, YeM CKOPOCTb pa3pyILIeHUST ME30II0OPUCTOMN
CTPYKTYphl. BTropasi mpuunHa 1pearoJiaraet, YTo Bbl-
cokasi KOHIleHTpauus Al B obpasnax CIiocOOCTBYET
reHepaly OOMOIHUTEIbHBIX 1IEHTPOB, COPOMPYIO-
nx aMmmmuak. OcoOyio pojib TIPHU 3TOM MOXKET BBI-
MOJTHSTh BoJia, 0Opa3yloliasicsl Kak B X0Jie KaTaJIuTH-
YeCKUX MpeBpalleHWid, TaK U B XOAE¢ percHepaluu.
Ha sT1o ykassiBaroT maHHble [21], cormacHO KOTOPBIM
00paboTKa BoasIHBLIM ITapoM npu 350°C aaoMoCcHiIn-
Kata co cTpykTypoit MCM-41, 110JIy4e HHOTO IIPSIMBIM
CHHTE30M, IPMBOAMJIA K OSIBJICHUIO IISITUKOOPANHU -
POBAHHOIO AJIOMHUHUSI, TIPUCYTCTBUE KOTOPOIO yBe-
JIMYMBAJIO YKCJIO IIPOTOHOB, CIIOCOOHBIX B3aIMOIEHi-
CTBOBATh C MOJIEKYJIOI aMMH1aKa.

JJ1s1 BEIICHEHMSI OCOOEHHOCTEN B3aMOIECTBIS
ME3OITOPUCTHIX aJIIOMOCUIIMKATOB C BOAAHbBIM ITapoOM
oopaszusr MACO, MAC1 u MAC?2 6bun obpabdoTa-
HEI B cpene 100%-Horo BoASTHOTO Mapa B YCIOBUSIX,
MOICIINPYIOLINX KaTaﬂI/ITI/I‘{eCKI/Iﬁ OKCIICPUMEHT
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Puc. 7. Criextpsl TTIZL NH3; Me30MopUCThIX aTlOMOCHIIMKATOB.

(400°C, 4 4) u nmoayuyeHnl matepuaibl MACOqo,
MAC1 10, ¥ MAC2 110 JaHHbIe Tabs1. 3 moKa3biBa-
IOT, 4TO TepMmomnapoBas oopadorka (TI1O) nmpuBoau-
Ja K YXYOUIEHWIO XapaKTEePUCTUK ME30IOPUCTOM
CTPYKTYPBI, UTO COIIACYETCS C TUTEPATYPHLIMU TaH-
vbiMU [8]. OmHako B xome TTIO creneHs BO3neCTBUS
Ha ME30MOPUCTYIO CTPYKTYpYy OblIa TOpa3ao MEHBIIIE,
yeM B Xoie LIMKJIAa “peakuus—perceHepanust”’. Heo6-
XOIUMO OTMETUTh, YTO U3MEHEHMSI ME30IOPUCTOM
CTPYKTYPBl aJIlOMUHUPOBAHHBIX 00OpAa3lOB COIPO-
BOXIAJIMCh OOpa3zoBaHMEM MHKporop (tadm. 3).
[Mprunnay GOpMUPOBAHUS U TIPUPOAY BTO MUKPO-
MOPUCTOCTU OLICHUTH CJIOXKHO, HO, BEPOSITHEE BCETO,
OHAa BO3HMKAET B pe3yjbTaTe TUAPOJUTUYSCKOIO
JIeCTBUSI BOALI Ha OOOTAIllCHHBIN aTIOMUHUEM Ma-
TepuaJl CTeHOK Me3010p.

M3ydeHre KWUCIOTHBIX CBOMCTB  0O0Opa3lloB
MACOtn0, MACl 110, MAC2 110 TTOKa3aso (Tabi. 3,
puc. 7), yto TIIO npuBoAUT K pOCTY KOHLIEHTPAILIMU
KMCJIOTHBIX LIEHTPOB KaK ISl UICXOAHOTO, TaK U IS
aJTIOMUHUPOBaHHBIX 00pasioB. [Ipakruyeckoe ot-
cyrcrBue crareil 1mo BausHuio TIIO Ha KuUCIOTHBIE
cpoiictBa AI-MCM-41 He MO3BOJSIET MTPOBECTU KOP-
PEKTHOTO CpaBHEHMSI TOJYyYEeHHBIX pe3yJsTaTOB C
OIyOIMKOBAaHHBIMM JaHHBIMU. CortacHO puc. 7, y 00-
pa3uoB MACOr0, MAC 1o, MAC2 1o cOXpaHsieTcst
acuMmeTpuuHblil npoduib kpusbix TITI(NH;), uto
CBUJIETEJILCTBYET O COXPAaHEHUU TIPUPOABLI KUCIOT-
HOCTU ME30IOPUCTHIX aTIOMOCUIUKATOB. B Hau-
oosbuieit ctenenyu TIIO mosausiia Ha KOHLEHTpa-
LIMIO KUCJIOTHBIX LIEHTPOB B 06pasiie MAC?2, njs Ko-
Toporo BeanuunHa a,(NH;) Bo3pocia 6oJiee yeM B iBa
pa3a (ta6u. 3). JJaxke B yCIOBUSIX YaCTUUHOM JeTrpana-
LIMU TOPUCTON CTPYKTYPHI, MIOTHOCTb KUCIOTHBIX
ueHTpoB d(NH;) B 06pasuax B pesynsrate TIIO 3a-
METHO BeIpociia (Taba. 3). Takum o0pa3oM, B pe3yib-
TaTe B3aMMOJEUCTBUSI ME3OTIOPUCTHIX AJTFOMOCUJIM -
KaToB C BOJSHBIM IapoM TapajuieJbHO MPOTeKatoT
MPOLIeCChl pa3pylleHUs] ME30OPHUCTON CTPYKTYPhI 1
00pa3oBaHUsI HOBBIX KHUCJIOTHBIX LIEHTPOB. BeposiT-
Hee BCero, MpUUYMHON MHTEHCUBHOTO O0Opa3oBaHUS
HOBBIX KMUCJIOTHBIX LIEHTPOB B aJIIOMUHUPOBAHHBIX
obpasnax MoXeT ObITh YBEJIMUEHUE TOCTYITHOCTHA Ma-
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Tepuaga CTEHOK ME30II0p 3a CUET 0Opa30BaHUS MUK~
poIIop B cTeHKaX. MUKpPOIIOPhI OTKPBIBAIOT MOJIEKY-
JJaM BOABI IIOCTYII K OOOralieHHOMY aIlOMHUHHEM
NPUTIOBEPXHOCTHOMY cJiolo obpasnoB MACI wu
MAC?2 (Si/Al =2.25u 0.8), B pe3yJbTaTe 4ero BO3HU-
KalOoT HOBBI€ KMCJIOTHBIE LIEHTPBI, COIEpPXKaHUE U
TUIOTHOCTb KOTOPBIX BhIllIe, YeM y obpasua MACO
(Si/Al = 12.5). [TonydeHHBIE pe3yJILTaTHI II03BOJISIIOT
MPEANOI0XNTh, YTO aHAJTOTUIHBIE ITPOLIECCHI MOTYT
MMETh MECTO B XO/I¢ KaTaJTUTUIECKOM peakIIuy METH -
JIMpoBaHus peHoIa, IIPOTEKAIOIIEel ¢ 00pa3oBaHUEM
BOABI. DTO TOATBEPXKAAETCSI 0Opa3oBaHUEM MUKPO-
nop B oopasuax MACI u MAC2, npouieaimx MK
“peakums—pereHepanus”’ (Tadiu. 3). BepositHo, Tipu-
YMHOM CTAaOMJIBHOI KaTAIMTUYECKON aKTHUBHOCTU
ME30MOPUCTHIX aJTIOMOCUJIMKATOB, MOIU(UIIIPO-
BaHHBIX U3OIPONOKCUIOM ATIOMUHUSI, SIBJISIETCS Te-
Hepalysl KUCJIOTHBIX IIEHTPOB B XOAE KaTaluTh4e-
CKOI peaklivu.

Takum obpazoM, B paboTe CUHTE3UPOBAHKI 1 OXa-
paKkTepu30BaHbl ME30MOPUCTHIC aTIOMOCHIMKATHI,
MOJy4eHHbIE C MCIIOJIb30BaHUEM METOIMK IPSIMOTO
CUHTE3a U aJIOMUHUPOBAHUS M30IPOIIOKCUIOM
AMIOMUHUS. AHAIN3 (PU3BUMKO-XMMUYECKUX CBOICTB
HMCXOJTHOTO U aJIIOMMHUPOBAHHBIX 00Opa3lioB ITOKa-
3ajl, YTO B XOJ€ OAHOCTAAUINHOTO MOAM(PUIIMPOBA-
HUSI VICXOJHOTO aJIFIOMOCUJIMKATa M30IIPOIIOKCUIOM
aJlloMUHUS conepxxaHue Al,O; B Me30MOpruCcTOM Ma-
Tepualie MOXET ObITh yBeTueHo 10 45.7 mac. %. Mo-
IUhULIIMPOBaHNE IPUBOAMIIO K BCTpaUBaHUIO aJIFOMU-
HUSI B MaTtepuajl CTCHOK Me30IIop U (hDOPMUPOBAHUIO
00OoraiieHHOro aJIlOMUHUEM aMOP(GHOro aIlOMOCH-
JIMKaTa, 4TO HE W3MEHWJIO MPUPOAY KHMCIOTHOCTU
MmarepuaiaoB. B peakuum MmetwiaupoBaHUS (eHosa
ATIOMUHUPOBAHHBIE ME30IIOPHCTHIC ATFOMOCIMKATHI
MPOAEMOHCTPUPOBAIN CTAOMJIBHYIO KaTaTUTUYECKYIO
akKTUBHOCTb. COBOKYMHOCTb pPE€3YyJIbTaTOB KaTaJIUTU-
YEeCKUX IKCIEPUMEHTOB, TEKCTYPHBIX U KUCIOTHBIX
CBOMCTB ME30MOPUCTBIX MAaTEPUAIOB TI03BOJISIET
MpPEaNoOXNTh, YTO HanOojee BEPOSTHON IIPUYM-
HOM CTaOMJIBHOM KaTaTUTUIECKON aKTUBHOCTH ajIl0-
MUHUPOBAHHBIX OOpa3liOB SIBJISIETCSI O0pa3oBaHUE B
XOJIe KaTaIMTUYECKUX TIpeBpallleHNii HOBBIX KUCIOT-
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KHA3EBA u ap.

HBIX LIEHTPOB 3a CYET UMEIOIIETOCST B COCTaBE 00pa3LIoB
pecypca aJlloMUHUSI, YTO MOATBEPKIASHO pe3yibraTa-

M

TITO amoMOCUIIMKATOB.
UccnenoBanre BBITTIOTHEHO 3a cyeT rpaHta Poc-

cuiickoro HaydyHoro ¢onpaa (rmpoekT Ne14-23-00094).

. Mokaya R., Jones W. // Chem. Commun. 1998. Ne

CITNCOK JIMTEPATYPDBI

. Kresge Ch.T., Roth W.J. // Chem. Soc. Rev. 2013. V. 42.

Ne 9. P. 3663.

Luque R., Balu A.M., Campelo J.M., Gracia M.D.,
Losada E., Pineda A., Romero A.A., Serrano-Ruiz J.C. //
Catalysis. 2012. V. 24. P. 253.

. Borade R.B., Clearfield A. // Catalysis Letters. 1995.

V. 31. Ne 2—3. P. 267.

Wang Y., Lang N., Tuel A. // Micropor. Mesopor. Mat-
er. 2006. V. 93. Ne 1-3. P. 46.

Shen S.C., Kawi S. // Langmuir. 2002. V. 18. No 12.
P. 4720.

[

7.
P. 1839.

Mokaya R., Jones W. // J. Mater. Chem. 1999. V. 9.
Ne 2. P. 555.

Mokaya R. // Chem. Commun. 2001. Ne 7. P. 633.

Mokaya R., Jones W. // Chem. Commun.1997. No 22.
P. 2185.

10.

11.

12.

13.

14.

15.

16.

17.

18.

19.

20.

21.

Jana S.K., Kugita T., Namba S. // Applied Catalysis A:
General. 2004. V. 266. Ne 2. P. 245.

Zould.J., Xu Y., Zhang X., Wang L. // Applied Catalysis
A: General. 2012. V. 421—422. P. 79.

Landau M.V., Dafa E., Kaliya M.L., Sen T.,
Herskowitz M. // Micropor. Mesopor. Mater. 2001.
V. 49. Ne 1-3. P. 65.

FOwenko B.B. // XypH. ®u3. Xumuu. 1997. T. 71. Ne 4,
C. 628.

Boumaza A., Favaro L., Lédion J., Sattonnay G., Bru-
bach J.B., Berthet P., Huntz A.M., Roy P., Tétot R. //
J. Solid State Chem. 2009. V. 182. Ne 5. P. 1171.

bpex /]. LleonuToBbie MOJEKYIsIpHBIE cuTa. M.: Mup.
1976.

QDuonos A.B. // V3B. PAH. Cep. xum. 2009. No 3.
C. 526.

Duonoe A.B., Hexaes A.H., Ilanun H.IO.,
Maxcumos AJI., Jlynun B.B. // XKypH. ®uz. Xumuu.
2013.T. 87. Ne 12. C. 1985.

Santacesaria E., Grassoo D. // Applied Catalysis. 1990.
V.64. Ne 1. P. 83.

Sad M.E., Padro C.L., Apesteguia C.R. //Catalysis To-
day. 2008. V. 133—135. P. 720.

Bhattacharyya K.G., Talukdar A. K., Das P,
Sivasanker S. // J. Mol. Catal. A: Chemical. 2003.
V. 197. Ne 1-2. P. 255.

Trong On D., Zaidi S.M.J., Kaliaguine S. // Micropor.
Mesopor. Mater. 1998. V. 22. Ne 1-3. P. 211.

HE®TEXMMUA T1om 55 Ne4 2015




<<
  /ASCII85EncodePages false
  /AllowTransparency false
  /AutoPositionEPSFiles true
  /AutoRotatePages /None
  /Binding /Left
  /CalGrayProfile (Gray Gamma 2.2)
  /CalRGBProfile (sRGB IEC61966-2.1)
  /CalCMYKProfile (ISO Coated v2 300% \050ECI\051)
  /sRGBProfile (sRGB IEC61966-2.1)
  /CannotEmbedFontPolicy /Warning
  /CompatibilityLevel 1.3
  /CompressObjects /Off
  /CompressPages true
  /ConvertImagesToIndexed true
  /PassThroughJPEGImages true
  /CreateJobTicket false
  /DefaultRenderingIntent /Perceptual
  /DetectBlends true
  /DetectCurves 0.1000
  /ColorConversionStrategy /sRGB
  /DoThumbnails true
  /EmbedAllFonts true
  /EmbedOpenType false
  /ParseICCProfilesInComments true
  /EmbedJobOptions true
  /DSCReportingLevel 0
  /EmitDSCWarnings false
  /EndPage -1
  /ImageMemory 1048576
  /LockDistillerParams true
  /MaxSubsetPct 100
  /Optimize true
  /OPM 1
  /ParseDSCComments true
  /ParseDSCCommentsForDocInfo true
  /PreserveCopyPage true
  /PreserveDICMYKValues true
  /PreserveEPSInfo true
  /PreserveFlatness true
  /PreserveHalftoneInfo false
  /PreserveOPIComments false
  /PreserveOverprintSettings true
  /StartPage 1
  /SubsetFonts false
  /TransferFunctionInfo /Apply
  /UCRandBGInfo /Preserve
  /UsePrologue false
  /ColorSettingsFile ()
  /AlwaysEmbed [ true
  ]
  /NeverEmbed [ true
  ]
  /AntiAliasColorImages false
  /CropColorImages true
  /ColorImageMinResolution 149
  /ColorImageMinResolutionPolicy /Warning
  /DownsampleColorImages true
  /ColorImageDownsampleType /Bicubic
  /ColorImageResolution 150
  /ColorImageDepth -1
  /ColorImageMinDownsampleDepth 1
  /ColorImageDownsampleThreshold 1.50000
  /EncodeColorImages true
  /ColorImageFilter /DCTEncode
  /AutoFilterColorImages true
  /ColorImageAutoFilterStrategy /JPEG
  /ColorACSImageDict <<
    /QFactor 0.40
    /HSamples [1 1 1 1] /VSamples [1 1 1 1]
  >>
  /ColorImageDict <<
    /QFactor 0.15
    /HSamples [1 1 1 1] /VSamples [1 1 1 1]
  >>
  /JPEG2000ColorACSImageDict <<
    /TileWidth 256
    /TileHeight 256
    /Quality 30
  >>
  /JPEG2000ColorImageDict <<
    /TileWidth 256
    /TileHeight 256
    /Quality 30
  >>
  /AntiAliasGrayImages false
  /CropGrayImages true
  /GrayImageMinResolution 149
  /GrayImageMinResolutionPolicy /Warning
  /DownsampleGrayImages true
  /GrayImageDownsampleType /Bicubic
  /GrayImageResolution 150
  /GrayImageDepth -1
  /GrayImageMinDownsampleDepth 2
  /GrayImageDownsampleThreshold 1.50000
  /EncodeGrayImages true
  /GrayImageFilter /DCTEncode
  /AutoFilterGrayImages true
  /GrayImageAutoFilterStrategy /JPEG
  /GrayACSImageDict <<
    /QFactor 0.40
    /HSamples [1 1 1 1] /VSamples [1 1 1 1]
  >>
  /GrayImageDict <<
    /QFactor 0.15
    /HSamples [1 1 1 1] /VSamples [1 1 1 1]
  >>
  /JPEG2000GrayACSImageDict <<
    /TileWidth 256
    /TileHeight 256
    /Quality 30
  >>
  /JPEG2000GrayImageDict <<
    /TileWidth 256
    /TileHeight 256
    /Quality 30
  >>
  /AntiAliasMonoImages false
  /CropMonoImages true
  /MonoImageMinResolution 599
  /MonoImageMinResolutionPolicy /Warning
  /DownsampleMonoImages true
  /MonoImageDownsampleType /Bicubic
  /MonoImageResolution 600
  /MonoImageDepth -1
  /MonoImageDownsampleThreshold 1.50000
  /EncodeMonoImages true
  /MonoImageFilter /CCITTFaxEncode
  /MonoImageDict <<
    /K -1
  >>
  /AllowPSXObjects false
  /CheckCompliance [
    /None
  ]
  /PDFX1aCheck false
  /PDFX3Check false
  /PDFXCompliantPDFOnly false
  /PDFXNoTrimBoxError true
  /PDFXTrimBoxToMediaBoxOffset [
    0.00000
    0.00000
    0.00000
    0.00000
  ]
  /PDFXSetBleedBoxToMediaBox true
  /PDFXBleedBoxToTrimBoxOffset [
    0.00000
    0.00000
    0.00000
    0.00000
  ]
  /PDFXOutputIntentProfile (None)
  /PDFXOutputConditionIdentifier ()
  /PDFXOutputCondition ()
  /PDFXRegistryName ()
  /PDFXTrapped /False

  /CreateJDFFile false
  /Description <<

    /BGR <>
    /CHS <FEFF4f7f75288fd94e9b8bbe5b9a521b5efa7684002000410064006f006200650020005000440046002065876863900275284e8e9ad88d2891cf76845370524d53705237300260a853ef4ee54f7f75280020004100630072006f0062006100740020548c002000410064006f00620065002000520065006100640065007200200035002e003000204ee553ca66f49ad87248672c676562535f00521b5efa768400200050004400460020658768633002>
    /CHT <FEFF4f7f752890194e9b8a2d7f6e5efa7acb7684002000410064006f006200650020005000440046002065874ef69069752865bc9ad854c18cea76845370524d5370523786557406300260a853ef4ee54f7f75280020004100630072006f0062006100740020548c002000410064006f00620065002000520065006100640065007200200035002e003000204ee553ca66f49ad87248672c4f86958b555f5df25efa7acb76840020005000440046002065874ef63002>
    /CZE <>
    /DAN <>
    /ESP <>
    /ETI <>
    /FRA <>
    /GRE <>

    /HRV (Za stvaranje Adobe PDF dokumenata najpogodnijih za visokokvalitetni ispis prije tiskanja koristite ove postavke.  Stvoreni PDF dokumenti mogu se otvoriti Acrobat i Adobe Reader 5.0 i kasnijim verzijama.)
    /HUN <>
    /ITA <>
    /JPN <FEFF9ad854c18cea306a30d730ea30d730ec30b951fa529b7528002000410064006f0062006500200050004400460020658766f8306e4f5c6210306b4f7f75283057307e305930023053306e8a2d5b9a30674f5c62103055308c305f0020005000440046002030d530a130a430eb306f3001004100630072006f0062006100740020304a30883073002000410064006f00620065002000520065006100640065007200200035002e003000204ee5964d3067958b304f30533068304c3067304d307e305930023053306e8a2d5b9a306b306f30d530a930f330c8306e57cb30818fbc307f304c5fc59808306730593002>
    /KOR <FEFFc7740020c124c815c7440020c0acc6a9d558c5ec0020ace0d488c9c80020c2dcd5d80020c778c1c4c5d00020ac00c7a50020c801d569d55c002000410064006f0062006500200050004400460020bb38c11cb97c0020c791c131d569b2c8b2e4002e0020c774b807ac8c0020c791c131b41c00200050004400460020bb38c11cb2940020004100630072006f0062006100740020bc0f002000410064006f00620065002000520065006100640065007200200035002e00300020c774c0c1c5d0c11c0020c5f40020c2180020c788c2b5b2c8b2e4002e>
    /LTH <>
    /LVI <>
    /NLD (Gebruik deze instellingen om Adobe PDF-documenten te maken die zijn geoptimaliseerd voor prepress-afdrukken van hoge kwaliteit. De gemaakte PDF-documenten kunnen worden geopend met Acrobat en Adobe Reader 5.0 en hoger.)
    /NOR <>
    /POL <>
    /PTB <>
    /RUM <>
    /RUS <>
    /SKY <>
    /SLV <>
    /SUO <>
    /SVE <>
    /TUR <>
    /UKR <>
    /ENU (Use these settings to create Adobe PDF documents best suited for high-quality prepress printing.  Created PDF documents can be opened with Acrobat and Adobe Reader 5.0 and later.)
    /DEU <>
  >>
  /Namespace [
    (Adobe)
    (Common)
    (1.0)
  ]
  /OtherNamespaces [
    <<
      /AsReaderSpreads false
      /CropImagesToFrames true
      /ErrorControl /WarnAndContinue
      /FlattenerIgnoreSpreadOverrides false
      /IncludeGuidesGrids false
      /IncludeNonPrinting false
      /IncludeSlug false
      /Namespace [
        (Adobe)
        (InDesign)
        (4.0)
      ]
      /OmitPlacedBitmaps false
      /OmitPlacedEPS false
      /OmitPlacedPDF false
      /SimulateOverprint /Legacy
    >>
    <<
      /AddBleedMarks false
      /AddColorBars false
      /AddCropMarks false
      /AddPageInfo false
      /AddRegMarks false
      /ConvertColors /ConvertToCMYK
      /DestinationProfileName ()
      /DestinationProfileSelector /DocumentCMYK
      /Downsample16BitImages true
      /FlattenerPreset <<
        /PresetSelector /MediumResolution
      >>
      /FormElements false
      /GenerateStructure false
      /IncludeBookmarks false
      /IncludeHyperlinks false
      /IncludeInteractive false
      /IncludeLayers false
      /IncludeProfiles false
      /MultimediaHandling /UseObjectSettings
      /Namespace [
        (Adobe)
        (CreativeSuite)
        (2.0)
      ]
      /PDFXOutputIntentProfileSelector /DocumentCMYK
      /PreserveEditing true
      /UntaggedCMYKHandling /LeaveUntagged
      /UntaggedRGBHandling /UseDocumentProfile
      /UseDocumentBleed false
    >>
  ]
>> setdistillerparams
<<
  /HWResolution [2400 2400]
  /PageSize [595.276 841.890]
>> setpagedevice


