YKPAIHA

[Nz

4

MIHICTEPCTBO OCBITU
| HAYKU YKPAIHU

OEPXXABHUM OENAPTAMEHT
IHTENEKTYANbLHOI
BNACHOCTI

(19) UA (11) 91419 (13) C2
(51) MIMK (2009)
C07C 51/12 (2006.01)
CO07C 67/37 (2006.01)

B01J 29/00

ornuc

A0 MNATEHTY HA BUHAXIA

(54) CNOCIB OOEPXXAHHA KAPEOHOBUX KUCNOT I/ABO TX MOXIAHUX

(21) a200812941

(22) 27.03.2007

(24) 26.07.2010

(86) PCT/GB2007/001095, 27.03.2007

(31) 0607395.1

(32) 12.04.2006

(33) GB

(46) 26.07.2010, Bron.Ne 14, 2010 p.

(72) NO OEBIO OXKOH, GB

(73) BN KEMIKAN3 NIMITEQL, GB

(56) US 4612387 A, 16.09.1986

(57) 1. Cnoci6 opepxaHHa anipaTtuyHoi kapboHOBOT
KMCNOTW, WO MiCTUTb (N+1) Byrneuesnx atomis, ae n
O3Hauvae uine uucno ao 6, i/abo ii cknagHoro edipy
abo aHrigpuay, KM BKIIOYAE KOHTAKT anidyaTuyHoro
CnupTy, WO MICTMTb N BYrneueBnx atomis, i/abo noro
peakuiiHo3aaTHOI NOXigHOT 3 MOHOOKCHAOM BYrfeLto
y BOOHMX YMOBaxX Yy MPUCYTHOCTI dep'epuTHOro Kata-
nisatopa.

2. Cnoci6 3a n. 1, B sskomy dep'epuT Mae MonsipHe
CMiBBIQHOLLEHHST OIOKCUA KpEeMHilo/oKeua, antoMiHito B
iHTepsani Big 10:1 go 30:1.

3. Cnoci6 3a n. 2, B sikomy chep'epuT Mae MonsipHe
CMiBBIQHOLLEHHST OIOKCUA KPEMHIito/oKeua, antoMiHito B
iHTepBani Big 15:1 go 25:1.

4. Cnocib 3a ogHMM 3 MoNepeaHix NyHKTIB, B SIKOMY B
dep'epuT goaoaTkoBO BBOAATbL iOHOOOMiIHOM abo iH-
UMM LUSISIXOM LLIOHaMeHLLe oauH meTan, BubpaHui 3
Migi, cpibna, Hikento, ipugito, kobanbTy i poaito.

5. Cnocib 3a n. 4, B sikomy y dep'eput BBOAATb iOHO-
oOMiHOM abo0 iHLWMM WNAXOM LWOHaWMEHLLE OAWH
MeTan, BubpaHuii 3 migi i cpibna.

6. Cnoci6 3a n. 4 abo n. 5, B skoMy BMIiCT MeTaniB
3HaxoauTbesa B iHTepBani Bia 1 go 100 monsapHux %
Ha oauHMUo 06'eMy anioMiHito.

7. Cnoci6 3a ogHWM 3 nonepeaHix MyHKTIB, B SIKOMY
dep'epuT BKNIOYAE eNEMEHT, Wo Moandikye Kapkac,
BUOpaHuin 3 LLOHAWMEHLIe OAHOro 3 ranilo, 3anisa i
oopy.

8. Cnoci6 3a n. 7, B sikomy chep'epuT mMae mMonspHe
CMiBBIQHOLLEHHST OIiOKCUA KPEMHIilO/OKCUa, enemeHTy,
Lo moandikye kapkac, B iHTepsani Big 10:1 go 100:1.
9. Cnocib 3a ogHWM 3 nonepeaHix MyHKTIB, B SKOMY
dep'epuTHUA  KaTanisatop nepen 3acTOCyBaHHAM
00[aTKOBO aKTUBYIOTb.

10. Cnoci6 3a n. 9, B Askomy dep'epuT akTUBYHOTb NO-

ro BBEAEHHSIM B KOHTaKT 3 LLIOHAWMEHLUEe OfHUM 3
a3oTy, MOHOOKCUAY BYrnewuto i NoBiTpa npu NiasBuLLe-
HiM TemnepaTypi NPOTAroM LoHanMeHLwe 1 roA.

11. Cnocib 3a ogHUM 3 nonepeaHix NyHKTIB, B AKOMY
CMMPTOM € MeTaHon.

12. Cnoci6 3a ogHum 3 nn. 1-10, B AKOMY peakuinHo3-
AaTHOIO MOXiAHOK € NPOCTU edip.

13. Cnoci6 3a n. 12, B akomy npoctum edipom € au-
MeTHMNoBUI eqoip.

14. Cnocib 3a ogHUM 3 nonepeaHix NyHKTIB, B AKOMY
BOAY NopatTb okpemo abo cninbHo i3 cnupToMm i/abo
peakuinHO30aTHO NOXIAHOH0.

15. Cnoci6 3a n. 14, B AKkOMy MOnsipHe ChiBBigHO-
LLeHHA BoAa/cnupT 3HaxoauTbea B iHTepBani Big 10:1
no 1:1.

16. Cnoci6 3a n. 14, B SSIKOMy MOMSipHE BifHOLUEHHS
BOAM A0 cknagHoro edpipy abo npoctoro edipy sk
peakuinHo3gaTHOT NOXiAHOT 3HaXoaMTbCA B iHTepBani
Big 10:1 oo 1:1.

17. Cnoci6 3a n. 16, B sikoMy MoOnsipHe CniBBigHO-
LeHHAa Boga/cknagHui ecpip abo npoctun edip ckna-
nae 2:1.

18. Cnocib 3a ogHUM 3 nonepeaHix NyHKTIB, B AKOMY B
NpoLIEC TaKOX BBOAATb BOAEHb.

19. Cnocib 3a ogHUM 3 nonepeaHix NyHKTIB, B AKOMY
npouec NpoBOAATb NpU TemnepaTypi B iHTepBani Bia
200 go 600 °C.

20. Cnocib 3a ogHUM 3 nonepeaHix NyHKTIB, B sKOMY
npouec npoBoaATb Mig MaHOMETPUYHUM TUCKOM B
iHTepsani Big 10 go 200 6ap.

21. Cnoci6 3a ogHUM 3 nonepeaHix NyHKTIB, B AIKOMY
MOJSIpHE  BiAHOLIEHHA MOHOOKCMAY BYrneuw ao
cnvpTy abo peakuinHO34aTHOI MOXiAHOI 3HAX0AUTbLCS
B iHTepBani Big 1:1 go 99:1.

22. Cnocib 3a ogHUM 3 nonepeHix NyHKTIB, B SKOMY
cepefiHbo4acoBa LIBMAKICTb Nofadi rasy 3HaxoguTb-
cq B iHTepani Big 500 go 15000 rou'l.

23. Cnocib 3a ogHUM 3 nonepegHix NyHKTIB, B AKOMY
npouec npoBOAATb SIK MPOLEC B HEpPYXOMOMY Luapi,
NceBAO03piMKEHOMY LWapi abo pyxomMomy Luapi.

24. Crioci6 3a ogHUM 3 nonepefHix NyHKTIB, B SAKOMY
npoLec NpoBoaATh sk 6e3nepepBHUIA NpoLieC.

25. Cnocib 3a ogHUM 3 nonepegHix NyHKTIB, B IKOMY
npolec NpoBoAsATb MO CyTi ¥ BiACYTHOCTI ranoreHiais.

26. Cnoci6 3a n. 1, B sIKOMy OLTOBY KUCIOTY OAEpXY-
I0Tb BBEAEHHSAM METAHOSY B KOHTaKT 3 MOHOOKCMAOM
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BYrMeuto y NpuUCyTHOCTI dhep'epuTHOro Kartanisaropa,
BubpaHoro 3 H-cbep'eputy, dep'eputy 3 BBEOEHUM
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cpibnom i hep'epuTy 3 BBEAEHOIO Migato.

LifcHun BMHaxia BiAHOCUTBLCA A0 crnocoby oaep-
XaHHsa anidaTnyHoi kapboHoBOI KMcnoTwh i/abo ii no-
XiOHUX peakuieto BignosigHoro cnupTy i/abo 1oro pe-
akuinHo3aaTHOI NOXiAHOT 3 MOHOOKCWMAOM BYrfeLl y
NPUCYTHOCTI KaTanisatopa, LWo BKroYae dep'epuT.

OpepKaHHA OLTOBOI KUCNOTU 3 MeTaHony i Mo-
HooKcuAay Byrneww € Aobpe BigoOMWM NpoOLEcoM Kap-
OOHiNyBaHHSA, WO € NpoLecoM, SKuA MpoBOASATb B
npomucnosomy Macltabi. OgepxaHHa OLTOBOI KuC-
NOTM B MPOMMCMOBOMY MacluTabi MOXHa NMpOBOANTU
AK FOMOT€HHWI PigKodasHNA Npouec, B AKOMYy peak-
Lito kapOOHiNyBaHHA KaTanisyloTb PO3YMHHUM POAi-
MnoaMagHMUM KOMIMMEKCOM i ankinioguaom, Takmm SK
metunnoama. OCHOBHUMM Hefonikamu LibOro crnoco-
Oy € 3acTocyBaHHsi noauay, ke MOXe NpU3BeCTU 40
npobnem Kopoaii i yTpyaHeHb, NOB'A3aHUX 3 BUAINEH-
HAM 3 OAHi€l hasn NpoayKTiB i KaTaniTU4HUX KOMMO-
HeHTiB. ObuaBa Ui Hegonikn MoxHa 6yno 6 ycyHyTu,
AKOM MOxHa 6yno po3pobuTn reTeporeHHui cnocib 3
BUKOPUCTAHHAM BIiflbHOMO Bi4 MOAMAIB TBEpAOro Ka-
TanisaTtopa.

Y GB 1185453 onucaHi gesiki MynbTugasHi kaTta-
nisaTtopu, WO BKNOYalOTb KaTaniTUYHO aKTUBHUA Me-
Tan, Ao SIKOro BiAHOCATBCS, OKPIM iHLIOro, Miab, pogin
i ipnain, HaHeceHi Ha marepianu-HoCii LWMPOKoro ps-
4y, BKIHYAKUM KpeMHe3eMu, TfIMHO3eMW, BYTiNns,
ueonitn, rmuHu i nonimepu. Ui mynbTudasHi katani-
3aTopy NPeACTaBrieHi sK Taki, Aki MOXyTb OyTU BUKO-
pucTaHi B reTeporeHHoMy rasodasHomy KapOoHiny-
BaHHi MeTaHony [0 OUTOBOI KUCMOTW Yy MPUCYTHOCTI
ranoreHigHoro npomoTopy. AHanoriyHuin cnocié onwu-
caHun B GB 1277242, xo4ya Hi B 0OAHOMY NaTeHTi He
npvBeAeHi Npuknaam 3acTocyBaHHS B TaKOMY MPOLECi
LLeoniTiB.

Y US 4612387 onncanHuin cnocid ogepxaHHa Mo-
HOKapOOHOBUX KUCMOT i CknagHuX edipiB, WO BKIHO-
Yae KOHTaKT MOHOOKCcuAy BYrfeul 3 OAHOaTOMHUM
cnvpToMm, Wo MicTUTb Big 1 A0 4 ByrneLesBnx aToMmiB,
Yy NPUCYTHOCTI KpUCTaniyHoOro antoMocunikaTHoOro Le-
oniTy, WO BONOAIE 3HAaYEHHAM BiQHOLUEHHS Aiokcuay
KPEMHIil0 0O oKcuay antoMiHilo LWoHaMeHLwwe npubnu-
3HO 6 i iHAEeKcoM MPOHMKHOCTI B iHTepBani Big 1 go 12
nig TUCKOM LWoHarMeHwe 1 atMm. Hanbinbw nepeBa-
KHUMW LeoniTamu BigNoBIiAHO A0 LibOro BU3HAYEHHS €
ZSM-5, ZSM-11, ZSM-12, ZSM-38 i ZSM-35, npu4o-
My 0cobnvBo nepeBaxHUM € ZSM-5.

Y J. Catalysis, 71, 233-43 (1981) onucaHo 3acTo-
cyBaHHS poToenekTpoHHoi cnekTpockonii (ECXA)
ONS BU3HAYEHHA aKTMBHOCTI POA4IEBOro MOPAEHITHOro
KaTanizaTopa i iHWWX HaHEeCeHWX Ha HOCii poaieBux
KaTanisaTopiB BiAHOCHO KapOOHiNyBaHHA MeTaHOmny
[0 OLTOBOI KUCMOTW.

Y Angew.Chem.Int. Ed 2006, 45, 1617-1620 onu-
caHe kapOOHinyBaHHs AMMETUITOBOrO edipy 40 Me-
TMnaueTaTy npu HU3bKMX TemnepaTtypax y NpucyTHo-
CTi [Oesikux BiNbHMX Bi4 ranoreHigiB  LeoniTHUX
KaTanizaTtopis. Y Ui cTaTTi NpuBedeHi npyMknaan Bo-
OHOro KapOGoHinyBaHHA AMMETMNOBOro edipy y npu-
CYTHOCTi MOpAeHiTy i 6e3BogHOro kapOoHinyBaHHS

AVMeTNNoBoro edipy 3 BUKOPUCTaHHAM chep'epuTa.

Y EP 0596632 A1 onucaHuii crnocib oaepkaHHs
anicaTuyHoi kapbOHOBOI KMCNOTU BBEAEHHSM CUPTY
abo 1oro peakuinHo3gaTHOI NOXiAHOT B KOHTAKT 3 MO-
HOOKCMAOM BYrreut no CyTi y BiACYTHOCTI ranoreHis
abo ix noxigHoi, y MpWUCYTHOCTI kaTanisatopa, Lo
CKNMagaeTbCs No CyTi 3 MOPAEHITHOrO LEeoniTy, B SKUin
nonepegHiM iOHOOOMIHOM abo0 iHLIMM LWASXOM BBO-
O9Tb Migb, Hikenb, ipuai, pogin abo kobanbT, WO
XapaKTepu3yeTbCa TUM, LIO MNpoLec MPOBOAATH Mpu
Temnepatypi B iHTepsani Big 300 go 600°C i nig Tuc-
KoM B iHTepBani Big 15 go 200 6ap.

TakMm 4YmHOM, Bce we 3bepiraeTbca notpeba B
po3po0Li BAOCKOHANEHOro reTeporeHHoro crnocoby
ofepXaHHA kapboHOBMX KMCHOT i/abo ix noxigHux i3
cnupTiB i/abo ix peakuinHo3gaTHUX NOXiOHUX | MOHOO-
KCuay BYrneLo.

Byno BcTtaHoBneHO, WO 3AiNCHEHHS reTeporex-
Horo cnocoby kapboHinyBaHHS i3 3acTOCYBaHHSM
dep'epuTHOro Ueonity (Hagani no3HayeHun sk de-
p'epuT) 9Kk kaTanizatopa 3abesneyye OOCATHEHHSA
iCTOTHMX 3HA4Y€eHb CENEKTUBHOCTI Bi4HOCHO MPOAYKTIB
kapboHinyBaHHA (kapboHoBa kucnoTa i/abo ii noxia-
Hi).

BignosigHo, 06'ekTom giicHoro BUHaxody € crno-
Cib ogepxaHHs anicdaTnyHoi kapboHOBOI KMCNOTH, WO
MicTuTb (n + 1) Byrneuesmx aTomie, Ae N O3Ha4ae
uirne yucno go 6, i/abo ii edipy abo aHrigpuay, Skun
BKIMOYAE KOHTAKT anipaTU4HOro cnupTy, WO MICTUTb
n ByrneueBux aTtomiB i/abo Moro peakuinHo3gaTHy
NnoxiaHy 3 MOHOOKCMAOM BYITEL0 Y BOOHUX YMOBaX y
NPUCYTHOCTI dhep'epuTHOro kaTanisaropa.

3 BuKOpUCTaHHAM dep'epuTa SIK KaTanisatopa B
cnocobi 3a AiNCHNUM BUHaxXo4oM MOXYTb ByTn gocar-
HYTi BUCOKi 3HaYEHHS CENEKTUBHOCTI BiAHOCHO Npoay-
KTiB KapOOHiNyBaHHA 3 YTBOPEHHSIM HEBEJUKUX Kilb-
KOCTEeW BYrneBOAHEBUX NMOBIYHMX NMPOJYKTIB, TaKMX SK
Ci-Ci2ankaHu, -ankeHu i noniMeTunboBaHi apoMatu-
YHi BYrneBOaHi.

Y cnocobi 3a giicHuMm BUHaxo4oM anidaTuyHuin
cnupt abo Moro peakuinHo3gaTHy noxigHy KapOoHi-
nylTb MOHooKcuaom Byrneuw. Cnocié ocobnveo
npyaaTHUA Ansa anicaTtMyHUX CNMPTIB, WO MICTATb A0
6, 3okpema go 3, ByrneueBux aTomiB. lNepeBaxHUM
CMMPTOM € MeTaHon.

PeakuiiHosgaTtHi noxigHi Takoro cnupTty, ki Mo-
)KHa BMKOPUCTOBYBaTW AK anbTepHaTMBu abo Ha fo-
AaToK A0 LbOro CnupTy, BKIOYalOTb Aiankinosi edi-
pu, cknagHi edipn cnupTy | ankinranoreHigu.
MpUMHATHI peakuinHo3gaTHI NoXigHi MeTaHony, Ha-
npvknag, BKIOYaOTb MeTunauertaT, AUMETUNOBUIA
edip i metuninogna. Moxe ByTn Takox BUKOpucCTaHa
CyMiW CNMPTY i MOro peakuiitHo3aaTHOI NoXigHoi, Ha-
npvknag cyMmill MeTaHony i meTunaueTary.

MpoaykT npouecy kKapboHinyBaHHs Moxe OyTu
anicdbaTnyHoo kapboHoBolo kucroTol i/abo edipom
anicatuyHoi kapboHoBOi kucnotu. Tak, Hanpwvknag,
KONMW CMMPTOM € METaHOI, MPOAYKT BKIOYAE rOrnoB-
HMM YMHOM OUTOBY KUCIOTY, ane BiH MOXe TaKOX



5

BKIIOYATM OesKy KinbkicTb meTunauetaty. Konu npo-
AYKTOM € CKnaaHuin edip, Moro MoxHa nepeTeBoploBa-
TV Ha BiANOBIAHY anidpaTnyHy kapOOHOBY KMCMOTY 3a
BiJOMUMM MeTOOaMU, HaMpuKNag rigponisaom 3 BUKO-
pUCTaHHAM peakuiiHOl ANCTUNALN.

Cnoci6 3a AifcHMM BMHAXOOOM 3AINCHIOKTL Y
BOAHMX YyMoOBax. BuxigHun matepian, wWo BKno4vae
cnupT, cknagHuin edip abo npoctuii edip, abo Gyab-
sKe X MOEAHaHHA, MOXe BKnwoyatu Boay. Y Aouinb-
HOMY BapiaHTi, KON K BUXIOHWIN maTtepian BUKOPUC-
TOBYHOTb CNUPT, TaKUI SIK METAHOM, MONsSIpHE BigHO-
LIEeHHS BOAM A0 CNUPTY 3HaxoauTbCH B iHTepBani Bif
10:1 go 1:1, 3okpema 3:1 abo 1:1. Konn sk BuxigHun
MaTepian BUKOPUCTOBYHOTb CKnaaHui edip abo npoc-
TUI edip, WO CRyXuTb SK peakuinHo3gaTHa noxigHa,
Takuh K MeTunauetart i gumeTtunosun edip, Monsap-
He BiOHOLUEHHA BOAM OO0 cknagHoro edipy abo npoc-
Toro edpipy B AOUINbHOMY BapiaHTi 3HaxoauTbCA B
iHTepeani Big 10:1 go 1:1, 3okpema Big 2:1 go 1,5:1.

Boagy moxHa HanpaBnsaT okpeMo abo CninbHO i3
cnvpToMm i/abo peakuiiHo3gaTHO noxigHot. Bopa
MOXe 3HaxOAMTUCA B Piakii abo naponofibHin dopmi.

3a iHWKMM BapiaHTOM, 3arnexHo Big nNpupoaun Bu-
xigHoro marepiany, Boga Moxe OyTu opepkaHa in
situ, Hanpuknag anmepusauieto CnMpToBOro BMXigHO-
ro matepiany oo npoctux egipis abo 3a Aonomororo
ecTtepudikauii MeTaHony i ogep>xyBaHoi OLTOBOI Ku1C-
noTtu. Y AOUiNbHOMY BapiaHTi KinbKiCTb ogep)KyBaHOI
BOAN MOXe OyTu Takow, MpU siKil BiAHOLUEHHS arnki-
NbHUX TPyn, OepuBaTU30BaHMX i3 CNMMPTOBOrO, cknag-
HoedbipHoro abo npocTtoro egipHOro BUXigHOro mare-
piany, o BOAW ckrnagae MeHLue abo piBHe 1.

YucToTa BUKOPMCTOBYBAHOrO MOHOOKCUAY BYre-
L0 0cOBNMBO BUPILLIANBHOMO 3HAYEHHS, OY4EBUAHO, HE
Mae. MoHooKcuA BYrneuto MOXe BKIH4YaTU MO CyTi
YUCTUIA MOHOOKCMKA, BYIMEL0, Hanpvkniag MOHOOKCUA
BYrMeLo, WO sIK MPaBuUio OAEPXKYETLCA Bif nocTava-
NbHUKIB NPOMMCINOBUX rasie, abo BiH MOXe BKM4aTn
HEeBENWKi KINbKOCTI AOMILLOK, TaKMX sIK a30T i iHEepTHI
rasu, siki He nepeLIKo4KalTb NePETBOPEHHIO peareH-
TiB Ha LiNboBi NpoAykTK kapboHinyBaHHs. MoHookeua
BYrMeulo MOXHa BUKOPUCTOBYBATU B CyMilli 3 BOA-
HeM. Y gouinbHoMy BapiaHTi cniBeigHoweHHss CO:H,
3HaxoauTbcsa B iHTepBani Big 1:3 oo 15:1 B nepepa-
XYHKY Ha MOMsSpHy OCHOBY, 3okpema Big 1:1 go 10:1.
Tak, Hanpuknag, B cnocobi 3a AQiNCHUM BUHAxXoAoM
MOXYTb OYTU TakoX BMKOPWUCTaHi CyMmiLli MOHOOKCUAY
Byrnmeuto i BOAHI, ofepXyBaHi pudopmiHrom abo
YaCTKOBWMM OKWUCMNEHHSIM BYINEBOAHIB (CUHTE3-ras).

KartanisaTtop, BukopuctoByBaHui B cnocobi 3a
AiNCHUM BMHaxogoMm, € dep'eputHUM Leonitom. de-
p'eEpUT € NPEeACTaBHWKOM Kracy antoMOCUITIKaTHUX
LeoniTiB 3 MiHepanis 3 opmynolo, LWo 3a3suyan
npeactaensieTbcs Kk Nag gKo 2MgSiisAlz0s69H20 abo
(Mg,Naz,K2,Ca)3sMg[Als.7Si27,5.31072]- 18H.0. BiH foc-
TYNHWIA Ha pPSAY NPOMUCIOBUX AXEpen Taknx martepi-
anis. BiH pgogaTkoBO XxapaKkTepusyeTbCsl HasiBHICTIO
iHOekcy npoHukHocTi Big 8,2 po 10,5 i BigHOWEHHAM
aiokeuay KpemHilo 40 okcuay antoMmiHilo B iHTepsani
Big 20 go 60. daxiBuam B AaHin ranysi TexHikn gobpe
BiJOMO, LLIO BiJHOLUEHHSs AiOKCMAY KPEMHIl0 OO OKCUMAY
antoMiHito Moxe Oyt 36inblueHe 3 BUKOPUCTAHHAM
MeTOAIB [eantoMiHyBaHHSA, Hanpuknag rigpoTepmiy-
Hol 06pobKo abo KMCNOTHUM BUIYTrOBYBaHHAM che-
p'eputa. dep'epuUT TaKOXK BOSOLIE XapaKTEpPHOK MNo-
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POLLUKOBOIO pPEHTreHorpamMmoto, sika 3aranom [Jobpe
Bigoma cpaxiBuaM B AaHin ranysi TexHiku. [logatkoBy
iHpopmauito Npo dep'eput MoxHa BUSBUTU Ha Beb-
canti MixHapogHoi acouiauii no ueonitam, www.iza-
online.org.

[ns 3piicHeHHs cnocoby 3a AiNCHUM BUHAXOA0M
B NepeBaxHOMYy BapiaHTi cep'epuT NOBUHEH BOMoAi-
TM MOMSIPHUM BiOHOLLEHHAM Aiokcmay KpeMmHilo Ao
okcuay antomiHito B iHTepsani Big 10:1 go 30:1, Haw-
nepesaxHiwe B iHTepBani Big 15:1 go 25:1.

Pep'epuT MOXe BKNHOYATH, WO HEOOOB'A3KOBO,
oanH abo aekinbka A0OaTKOBUX ENEMEHTIB, Taknx sk
ranin, 3aniso, 6op, Migb, cpibno, 3010TO, Hikenb, KO-
GanbT, ipuain i pogin. Taki eNneMeHTn MOXYTb MICTU-
TMCA B MOro kapkaci abo MoxyTb OyTu BBeaeHi y de-
p'epuT 3a pgonomorol Bigomoro 3acoby. Tak,
Hanpuknag, dep'eput MOXe, Ha 4OAAaTOK OO aToMiB
KPEMHito i arntoMiHito, MiICTUTU B CBOEMY Kapkaci iHLUi
enemeHTn. EnemeHtamu, Wwo moamdikyloTb Kapkac,
MOXYTb CINY>XWUTW ranin, 3anizo abo 6op. Enementn,
Wo MoaudiKyloTb Kapkac, MOXyTb OyTu BBeAeHi B
Kapkac 3a 3BM4alHMMK MeToAamu, Hanpvknag rigpo-
TEPMIYHUM CUHTE30M. [PUNHATHI METOAN ofepKaHHSA
onucaHi, Hanpuknag, B EP-A-234755 i Catalysis
Today 110 (2005), cc. 255-263. Konu BMKOpPUCTOBY-
I0Tb MoAMikaTop Kapkacy, B OOUINIbHOMY BapiaHTi
dep'epnT MOXe BONOAITU MOMSPHUM BiAHOLUEHHAM
OioKCUay KPEMHI0 OO OKCuay eneMeHTy, Wwo moandi-
Kye kapkac, B iHTepsani Big 10:1 go 100:1.

Y cep'epuT Moxe OyTu Takox BBeAEHWI iOHOO6-
MiHOM abo 3a iHWKM BapiaHTOM oAuMH abo Aekinbka
MeTanie, Takux sk Migb, cpibno, Hikenb, ipuain, Ko-
GanbT | pogin. BBeneHHs y cep'eput ogHoro abo
AeKinbkox MmeTaniB moxe OyTu 3giicHeHe 3a 6yab-
AKUM MEeTOOOM, Takum sik 4obpe BigoMi meToau ioHO-
06MiHY, MPOCOYEHHS i HACWYEHHST [0 NOYaTKOBOI BO-
norocTi. Akwo dep'eput HeOOXIAHO HACUTUTU IOHOO-
6mMiHom 0o 100% 3gaTHMX A0 KaTiOHOOOMIHY AiNsSHOK,
06MiH 3 KaTioHaMu MeTaniB Ha dep'epute Moxe ByTu
3[0iiCHEHUI 3 BUKOpUCTaHHAM Oobpe Bigomoi TexHo-
norii. Y nepeBaxHOMy BapiaHTi peLUTOl0 KaTioHiB Yy
dep'epuTi nicnst iOHOOOMiHY € MPOTOHM, BHACNIAOK
yoro npouec obMiHy 3pyYHO MOYMHATM 3 aMOHIEBOI
abo BoagHeBOi hopmum.

Ak anbTepHaTuBa iOHOOOMiHY amoHieBa abo Bo-
aHeBa dopma dep'eputa moxe 6yTn npocoyeHa po-
34MHaMKn ofHiel abo Aekinbkox conen meTtanis i Ha-
Aani BucylweHa. Y nepeBaxHOMYy BapiaHTi nicns
BBEJEHHsI MeTany abo ioHo06MiHY dep'epuT Kanbum-
HYIOTb, Hanpuknag Ha MoBiTPi NpW BUCOKIA Temnepa-
Typi, 3okpema Big 500 go 600°C. Y nepeBaxHOMY
BapiaHTi BMKOPUCTOBYBaHI KifbKOCTi € Takumu, wwob
npuroTyBaTu KartanisaTop, WO BOMOAi€ BMICTOM Me-
Tanis Big 0,001 po 45,6 mac.% y nepepaxyHKy Ha
BecCb kaTanizatop, 3okpema Big 0,01 go 30 mac.%. 3a
iHLWMM BapiaHTOM BMICT MeTany Moxe OyTu Bupaxe-
HWA Ha OCHOBI 34aTHMX OO0 OOMiHY AinsiHOK, sIKy 3a-
3BMYa BBaXalTb EKBIBANEHTHOK KiNbKOCTI Monewn
antoMiHito Ha oamHuuto o6'eMy abo Ha oguHMLIKD Macu
dep'eputa. Y aouinbHOMY BapiaHTi BMICT MeTanis
Moxe cknagaTtu Big 1 go 100 monapHux % 3paTHuX
00 OOMiHy AinsiHOK.

Mepepn 3acTocyBaHHAM bep'epuUTHUIA KaTanizaTop
aKTUBYIOTb LUMAXOM, Hanpuknazg, BUTPUMKU MOpPAEHi-
THOroO KaTanizaTopa MpOTArOM LUOHaWMEHLUE OAHIEl
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roavHV Npu NigBuLLEHIN TemnepaTypi B CTPYMEHi a3o-
Ty, MOHOOKCMAY Byrreuto abo BOAHHO.

Mpu 3gincHenHi cnocoby kapOoHinyBaHHS Moxe
BUHUKHYTU HEOOXIOQHICTb 3MiliaTn dep'epuTHUn KaTa-
nisatop 3 iHEPTHMM Martepianom, SKWA CTIMKMA OO0
Temnepartypu i iHLUMX YMOB, LLIO CTBOPIOIOTLCS B MpO-
ueci. Taki maTepianu BKNOYaOTb CUHTETUYHI pedo-
BMHU ab0 peyoBUHM, LLO 3yCTpivaloTbLCS B NpUpOoLi, a
TakoX HeopraHiyHi maTepianu, Taki SK OioKcua, Kpem-
Hito | kapbopyHa.

Mepen nogayeto mMeTaHony Hapg KartanisaTopom
MNOro MOXHa, o HeoOOB'A3KOBO, MpomnyckaTn 4vepes
nonepeaHin wap, Hanpuknag nonepeHin wap ram-
Ma-oKcuay antoMiHilo, NPy peakuinHin Temneparypi.

Y nepeBaxHOMy BapiaHTi cnocib 3a AilncHUM Bu-
Haxo[OoM 3[iACHIOTb NPOMYCKaHHAM Napu MeTaHony
i rasonofibHOro MOHOOKCMAY BYIMELUlo 4Yepe3 Hepy-
XOMUI, NceBao3pimpkeHnn abo pyxomun wap katani-
3aTopa, WO BUTPMMYETBLCS B YMOBAX LiNIbOBOI TeMme-
paTtypwu i TUCKy.

Y nepeBaxHOMy BapiaHTi cnocib 3a AilncHUM Bu-
Haxo4oM 3AINCHIOTL MO CyTi Yy BiACYTHOCTI ranoreHi-
AiB, Takmx gk nogmua. Mg noHATTAM "no cyti" mawTb
Ha yBaasi, Lo BMICT ranoreHigy, Hanpvknag noguay, B
NnoYaTKoBUX rasax i katanisatopi cknagae meHwe 500
yacT./MnH, a nepeBaxHo MeHwwe 100 yacT./MnH.

Y pouinbHOMYy BapiaHTi cnoci® 3AiNcHITbL Npu
Temnepatypi B iHTepsani Big 200 go 600°C, nepeBa-
»Ho Big 250 no 400°C.

Y pouinbHOMy BapiaHTi cnoci6 3aiicHioTb nig
MaHOMETPUYHUM TUCKOM B iHTepBani Big 10 go 200
6ap, nepesaxHo Big 10 no 150 Gap, 3okpema Big 25
no 100 Gap.

MonspHe BigHOLWEHHS MOHOOKCMAY BYrneui Ao
CMMpPTY, Takoro sik MeTaHon, abo Moro peakuinHosaa-
THa noxigHa B OOLUiINbHOMY BapiaHTi 3HaxoOuTbCs B
iHTepeani Big 1:1 go 99:1, 3okpema Big 1:1 go 30:1.

CepepHboyacoBa WBKUAkicTb nogadi rady (CLUMN)
B [OUiNbHOMY BapiaHTi 3HaxoauTbCs B iHTepBani Bif
500 o 15000 rog™, sokpema 2000 go 10000 rog™.

Mpouec MoxHa npoBoAUTM siK Npouec abo B He-
pyxomomy Luapi, nceBgo3pimpkeHomy Lwapi, abo B py-
XOMOMY Luapi.

Mpouec moxHa npoBognTn sk abo Gesnepeps-
HWIA, abo nepiogM4HUA Npouec, nepeBaxHo beanepe-
PBHUIA.

Mo cyTi uMm npouecom € rasodasHuin npouec,
npu4omy peareHTu BBOasATb abo B pigky, abo rasono-
OiGHy a3y, a npoaykTv BiABOASTL Y BUINSAi rasis.
MpoaykTn kapboHinyBaHHA Hagani MoxyTb ByTn oxo-
noaxeHi i koHaeHcoBaHi. Konn npogyktom € meTtuna-
ueTar, BiH MOXe OyTu BMAINEHWIA 3 NPOAYKTIB B3ae-
Mogaii i rigponizoBaHMi 3 ogepXKaHHAM  OLTOBOI
kncnotn. La ourtoBa kucrnota moxe OyTm Hapani
ouNLLEeHa i3 3aCTOCYyBaHHSM 3BUMYaHUX MeToAiB, Ta-
KUX SIK AUCTURSALIA.

BuHaxig gani npointocTpoBaHWi 3 MOCUINAHHAM
Ha HacTynHi npuknagu. MpuroTyBaHHsA KaTanizaTopa

OpepxaHHs CU-H-MOP

50,02r mopaeHiTy (dipmu Tosoh Corp.), wo Bo-
nopie 3Ha4yeHHAM ChiBBIOHOLWEHHS, [LiOKCUA KpeMm-
Hito/okeng antominito 19, obpobnanu 0,033 mons re-
MineHTarigpaty HiTpaty Migi (cdipmu  Aldrich),
po3unHeHoro B 50Mn Boau. Y Ul cyMmill gopasanu
npubnusHo 10mMn Boau 3 odepXKaHHSAM PYXIUBOI Cy-
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cnensii. Cymill peTenbHO nepemiwlyBanu, YHUKaKun
BBEJEHHSI MOBITPS B CyMill, 3 BUKOPUCTaHHSIM Bany
MarHiTHoOi miwanku (npnbnuaHo 20006/xB). MNepemi-
LYBaHHS NPOAOBXyBanu NpoTarom 3 rod. npu KiMHa-
THi Temnepartypi. [1oTiM NpUroToBaHy Cymill CyLIMnm
3a I0NOMOrOK POTOPHOro BUMAapHMKa A0 TUX nip, no-
KM He ofepxyBanu nopoluok. MNopoluok gani cywmnm
npu 110°C npotsarom 3 rod. Ha MoBITpi 3 NoAanbLWKMM
kanbuuHyBaHHAM npy 500°C npoTsarom 24 rog. Micna
OXONO[KEHHs TBepAuMM MaTepian npecyBanu i3 3a-
CTOCYBaHHAM 12-TOHHOro npeca i ycrtaHoBku 3 32-
MiniMeTpoBOO rONIOBKOK, NOTIM 3rerka noapibHoBa-
N1 3a JOMOMOrol CTYMKW iTOBKaya 3 AOCATHEHHAM
po3mipie yactuHok Big 0,5 go 1mMM. MopgaeHit mictus
4 mac.% wmigi (40 monsipHnx % Mmigi, SK Le BM3Havanu
iHOYKTMBHO 3B'si3aHUM nra3moBuM aHanizom (13[1)).

OpepxaHHs H-OEP

MpubnusHo 50r amoHieBoro dep'eputa (hipmm
Zeolyst International, CP914C), wo Bonogie 3HayeH-
HAM CniBBiAHOLWIEHHA AioKcuA, KpeMHito/okecma antoMi-
Hito 20, cywmnu npu 110°C npotsarom 3 rog. Ha nosi-
Tpi 3 noganbwuM KanbuuHyBaHHsaM npu 500°C Ha
noBiTpi npotarom 24 rogd. MNicna oxonomxkeHHa TBep-
AV MaTepian npecysBanu i3 3acTtocyBaHHaM 12-
TOHHOIO Mpeca i YCTaHOBKM 3 32-MiniMeTpoBOIO ros1o-
BKOIO, MOTIM 3nerka nogpibHoBanu 3a A0MOMOro
CTYMKM i TOBKa4ya 3 AOCATHEHHAM PO3MipiB YaCTMHOK
Big 0,5 oo 1mm.

OpepxaHHst Cu-H-PEP

50,27t amoHieBoro (cipmu Zeolyst International,
CP914C), wo Bomnopgie 3Ha4YeHHSM CrMiBBiAHOLLEHHS
aiokena  kpemHito/okema  antomidito 20, obpobnsnu
0,033 monga remineHTarigpaty HiTpaty migi (cipmm
Aldrich), posunHeHoro B 50mMn Boau. Y Ut Cymiw go-
Aasanu npubnusHo 10mMn BoAM 3 OAEpXaHHSAM pyX-
nuBoi cycneHsii. Cymiw peTenbHO nepemillyBany,
YHUKaIOUM BBEOEHHS MOBITPS B CyMilll, 3 BUKOPUCTaH-
HSIM Bany MarHiTHoi Miwanku (npubnusHo 20006/xB).
MepemiwyBaHHA NpOAOBXYBany NpoTAroM 3 rod. npu
KiMHaTHIn TemnepaTtypi. oTiM npuroToBaHy cymil
CyLLMIN 332 JOMOMOro0 POTOPHOrO BUMApPHMKA A0 TUX
nip, NOKN He oAepXyBanu MopoLlok. lMopoluok Aani
cywwmnm npu 110°C npotarom 3 rog. Ha MoBsiTPi 3 no-
AanbwMm KanbuuMHyBaHHAM npu 500°C Ha nosiTpi
npotarom 24 rop. lMicna oxonomkeHHs TBepaui ma-
Tepian npecyBanu i3 3acTOCYBaHHSAM 12-TOHHOro
npeca i ycrtaHoBku 3 32-MiNiMETPOBOI [OMOBKOO,
noTiM 3rerka noapibHoBany 3a 4ONOMOrOK CTYMKK i
TOBKa4ya 3 JOCArHEHHSM po3MipiB YacTuHOK Big 0,5 oo
TMM.

OpepxaHHa Ag-H-OEP

17,03r amoHiesoro dep'eputa (dipmn Zeolyst
International, CP914C), wo Bonogie 3Ha4eHHAM cniB-
BiQHOLLEHHs1 Aaiokcua KpeMHito/okeug antominito 20,
o6pobnsanu 0,0065 mons HiTpaTy cpibna (cipmu
Aldrich), po3unHeHoro B 50Mn Boaun. Cymill peTenbHo
nepemillyBanu, yHuWKawuM BBEOEHHSI MOBITPS B Cy-
Mill, 3 BWKOPUCTAHHAM Bany MarHiTHOI Miwanku
(npnbnmnaHo 20006/xB.). MNepemillyBaHHS NPOAOBXKY-
Banu npoTArom 3 roA. Mpu KiMHATHIN TemnepaTypi.
MMoTiM NpUroToBaHy CyMmill CylwMnuM 3a [OMNOMOroH
POTOPHOTrO BMMAapHMKa OO TUX Mip, NMOKU HE OOEpPXKy-
Banu nopowok. Mopowok gani cywwunu npu 110°C
npotarom 18 roA. Ha MoBiTPi 3 NoganblWMM KarnbLy-
HyBaHHAM npu 500°C Ha noBiTpi npoTaroMm 24 rog.
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lMicna oxonooxeHHs TBepAMW MaTepian npecysanu 3
BUKOPUCTaHHAM 13-TOHHOro npeca i ycTaHoBKY 3 32-
MiniMEeTPOBOIO rOMOBKOK, MOTIM 3nerka nogpibHoBa-
1NN 3 BUKOPUCTAHHSAM CTYNKM | TOBKaya 3 AOCATHEHHAM
poamipiB YacTmHok Big 0,5 4o 1mm.

Kap6oHinyBaHHa meTaHony

Peakuii kapboHinyBaHHA NpoBOAMNU B OA4HOTPY-
OHOMYy peakTopi 3 HEepyXoMWM LUapoM AiaMeTpom
npnénunsHo 13mm. [Insa KoXHOT peakuii 3 MeTolo rapa-
HTii MOBHOrO 3MillyBaHHA 3 BWKOPUCTAHHAM 25mn
Oicepy AioKCMAY KPEMHil0 3 eKBiBaNeHTHUMWU PO3Mi-
pamMu 4YacTMHOK 5Mn kartanisatopa pos3baBnanu B
cnieeigHoweHHi 1:5. Y npuknagax 3 1 no 4 (ane He B
npuknagi 1a) sactocoByBanv MoNepefHin Lwap ram-
Ma-okcuay antoMiHito o6'emomM npubnusHo 10mn. Mic-
Nsi 3aBaHTaXeHHs kaTtanizatopa (i, KonM BMKOPUCTO-
ByBanu, nonepeaHboro Liapy) B peakTtop a3oToM, B
peakTopi CTBOpIOBanu NigBULLEHUA peakuiHun ma-
HomeTpuyHui Tuck (30 Gap) i Hagani HarpiBanu 8o
peakuivHoi TemnepaTtypu (300°C). Aani kaTtanitnyHun
wap 3asganerigb 06pobnsany MOHOOKCMAOM BYrMeLo
B YMOBax peakuiHOro TUCKY i TemnepaTtypu npoTs-
rom 2 roa. MNicna nonepegHboi 06pobkn B peakTop
BBOAWMM BOAEHb, MOHOOKCWUZ BYIfeut i MeTaHon i
peakuii gaBanu npoTikatu npotarom Ao 24 roa. Micns
LbOro Yacy nofady rasis NpUNUHANN i peakTop OXo-
noaxyesanu a3oToM, a MoTiM BeHTunoBanu. Qumepu-
3auieto meTaHony o npocrtoro equipy i ectepudikadi-
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€10 METaHOIy OAEepXXyBaHOK OLTOBOK KUCIIOTO in
situ ogepxxyBanu Bogy.

[asononibHi NpogykTn aHanisyBanu B onepaTue-
HOMY pEeXuMi 3a AOMOMOroK ra3oBoro xpomatorpadga
Agilent 3000, 3abe3neyeHoro 3 MogynsMn 3 KONIOHOK
Agilent i 3 petektopamu TennonposigHocTi. Pigki
npoaykTn 3dupanu B ynoenoBadi ang piguH npy 7°C i
aHanisyBanv yepes iHTepBanu B ra3oBOMy Xpomaror-
padi Chrompack CP9000, 3abe3ne4yeHoMy KONOHKOH
Chrompack CP-Wax 52 i nonym'aHo-ioHi3auinHum
OEeTEKTOPOM.

KoxHy peakuito nposogunu npu CLUMI 3000 i
cnieeigHoLweHHi CO:meTaHon 9:1.

PesynbTaT eKkcnepumeHTiB NpeacTaBneHi HKYe
B Tabnuui 1. 3Ha4YeHHsA cenekTUBHOCTI BiAHOCHO ofe-
pXXyBaHOro aueTury po3paxoByBanu BiAnoBigHO A0
HaCTyMNHOI hopMynu:

([AcOH]Jout + [MeOAclout + [EtOAc]out) x
100/([CHa]out + [AcOH]out + [MeOAc]out + [AcH]out
+ [EtOHJout + 2x[EtOAc]out + 2x[aueToH]out +
2 (nX[Cn=2-12]0Ut),

y SKii

AcOH o3Ha4ae ouTtoBy kucrnoty, MeOAc o3Havae
MmeTtunauetaTt, EtOAc o3Havyae etunauetar, CHi
o3Ha4vae meTaH, AcH o3Havae auetanbperig, a EtOH
o3Havae eTtaHon. KinbKOCTi BCiX KOMMOHEHTIB Bupa-
XeHi B Monsix.

Tabnuus
Noukna L;iacHgEJoeuHeHcg MeTtaH ByrnesogHi (Co- MeOA AcOH CeneKTUBHICTb B
P A A (ron.) (r/nirog.) C12) (r/nfrog.) (r/nfrog.) | (r/n/roa.) auetunis (%)
3 1,7 4.2 68 20 75
1 H-0EP 12 0,4 0,3 36 8 93
24 0,2 0,1 13 1 92
1a H-®EP (Ha
nonepeaHLoMy 3 1,5 4.5 66 20 75
wapi)
12 0,5 0,3 36 8 93
24 0,2 0,1 17 3 95
2 Cu-H-®EP 3 0,7 7,3 62 11 64
12 0,5 2,8 58 11 80
24 0,1 1,9 24 4 74
3 Ag-H-®EP 3 15 8,2 77 15 66
12 0,3 0,1 32 8 97
24 0,2 0 20 3 64
4 CU-H-MOP 3 3,8 40 31 64 34
12 2,9 48 55 30 25
24 2,3 23 38 18 31
Komm'totepHa BepcTka A. Kpynescbkui MignucHe Tupax 26 npum.

MiHicTepcTBO OCBITM | Haykun YKpaiHu

[epxaBHWIN AenapTaMeHT iHTenekTyanbHoi BnacHocTi, Byn. Ypuubkoro, 45, m. Kuis, MCTI1, 03680, YkpaiHa

0N “YkpaiHCbKMi iIHCTUTYT NPOMMCIOBOI BriacHOCTi”, Byn. Na3yHoBa, 1, M. Kuie — 42, 01601




