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BUKOPUCTAHHA AMIHOKHUCJIOT B TIPOLECI
OKUCHEHHA HUKJIOTEKCAHY

© Cynpyu O. O., Peymcoxuii B. B., Isawyx O. C., Myopuii C. O., 2014

JocainskeHO OCHOBHI 3aKOHOMIPHOCTI BIUIMBY aMiHOKHCJIOTH IJIIIMH Ha piannHHOdAa3He
TOMOTr'eHHO-KaTaJiTHYHe OKHCHEHHSI IUKJIOTeKCaHY.
KiarodoBi cj10Ba. MUKJI0OTeKCaH, OKHCHEHHSI, KATAJi3, KATAJITHYHI CHCTEMH.

The basic regularities of influence of amino acid glycine in the homogeneous liquid-phase
catalytic cyclohexane oxidation was resear ched.
Key words: cyclohexane, oxidation, catalysis, catalytic systems.

I[ocTaHoBKa Mpo6eMu. Y IPOMHCIOBOCTI OPTaHIYHOTO CHHTE3Y HIMPOKO BUKOPHCTOBYIOTH OKHC-
HEHHsI BYTJICBOJIHIB 32 Y4acTi METaliB 3MiHHOI BaJEHTHOCTI SIK Kartami3atopiB mpoiecy [1]. Tomorento-
KaTaliTUYHE OKHCHEHHS BYIJIEBOJAHIB BiNOYBaeThCS 3a PAaAUKaJbHUM MEXaHI3MOM, IO OOYMOBIIIOE
YTBOPEHHsI MIMPOKOI ramMM MOOIYHMX MPOAYKTIB Ta OOMEXye KOoHBepcito mpouecy. [lo mmx mporecis
30KpeMa HanexuTh OkucHeHHs wukiorekcany (L) mo umkmorekcanomy (IIOJI) Ta umkiorekcaHoHy
(LIOH), ski € CHUPOBMHOKW /Ul BHPOOHMITBA HEWIOHY Ta KampoHy. Lleil mpoMHCIIOBHii mporec
XapaKTEePU3YEThCsS HHU3bKUM 3HAYCHHSM KOHBEpCil BUXifHOI cupoBuUHU (Onm3bko 4 %) Ta HOPIBHSHO
HEBUCOKUMH 3Ha4deHHsAMH cenekTuBHOCTI 3a LIOJI ta LIOH, mo 3ymMoBiIO€ aKkTyanabHICTh MOLIYKY HOBUX
e(eKTHUBHUX KAaTaIITHYHUX CHCTEM.

IMonepenui gocmimkenns [2, 3] BCTaHOBWIIM, II0 HA PETyJIIOBAHHS AKTHBHOCTI Ta CEJEKTHBHOCTI
KaTaliTHYHOTO OKUCHEHHS LIMKJIOreKCaHy 3HAYHOIO MipOIO BIUIMBAIOTh KUCHE- Ta a30TBMICHI CIIOIYKH, fKi
3/aTHI yTBOPIOBATH 3 KaTali3aTOPOM KOMIUIEKCHI crioiyku abo HOHHI acomiaTH y cyOCTpaTi OKCHIATy.

3Bakarour Ha 1e, OyJo JOLUIBHUM NPOBEACHHS NOCTIKEHb 3 BIUIMBY aMiHOKHUCIOT Ha IPOLEC
okucHeHHsa L[[" — sk iHAWBiMyanbHOTO, TaK 1 y CKIa[i KAaTATITUYHUX cHCTeM. [104aTKOBI JOCITIKEHHS
npoBo K 3 BuKkoprcTaHHsaM rinuny ([LI) sik mo6aBku 1o Hadrenary kobansty (HK) — mpomicioBoro
KaTanizaropa OKUCHEHHs LIMKJIOTeKCaHy.

'minuH SIK KOMIOHEHT KaTaliTHYHOI cucTeMu okucHeHHs LII' Oyno oOpaHo 3 ormagy Ha iforo
JOCTYIHICTB, MPOCTY OyJOBY, @ TAKOXX NOPIBHAHO HU3BKY BaPTICTh.

ExcnepumenTanbHa yacTuHa. JIOCTi/DKEHHS MPOBOAWIIM 3 BUKOPUCTAHHSAM TIIILUHY, SK YUCTOTO
KaTaji3aTropa, Tak 1 y ckiani OinapHOi kaTtaimituuHoi cuctemu 3 HK y macoBomy cmiBBignomenni [HK:
I'T]] = 1:1 ta [HK: T'I] = 1:10. OxucHeHHs HUKIOTEKCaHy BinOyBaigochk 3a Temmepatypu 413 K ta Tucky
P=1,0 MIla y peakrtopi 6apooTaxuoro Tuny[1l]. Ik OKHCHHK BUKOPHCTOBYBABCS TEXHIYHUI KUCCHb.
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Pe3yabTaTu Ta 06roBopenHs. [1ig yac anamizy ofepKaHUX eKCIIEPUMEHTAIBHUX JaHUX HAWBaXKITU-
BIIUMH € TIOKa3HUKHW TPOIIECY MPH KOHBEPCIl IMKIOrekcany, Ommsbki 10 X = 4 % — 3Ha4yeHHS, IO €
HaHOIMKYIMM 10 TapamMeTpiB BUPOOHUYOro MpOoLecy OKHCHEHHS. Pe3ynbTaTy MOpiBHIOBAIMCH 13 JTaHUMHU,
oJepkaHuMK Tipu okrcHeHHi L[ 3 iHIuBiAyaaIbHUM MPOMHUCIOBUM KaTaiizaropom — HK (ta6um. 1).

Tabauysa 1
IMoxa3HUKHN OKMCHEHHSI IMKJIOTeKCaHy NMPH 3HaYeHHAX KouBepcii X =4 %
T =413 K, P = 1,0 MIIa, Cyx. = 5,010 moan/n
pm -4
Karanizarop [S(I'TILT™*), %| S(K), % S(EC), % | S(LIOJI), % | S(IIOH), % | [LIOJI/LIOH] 7;3;,:}00
Kongepcis X ~ 4 %

HK 1,77 6,04 10,63 47,25 34,32 1,38 1,12

I - - - - - - -
HK+I'T] 9,29 6,44 0,00 54,10 30,17 1,7931 1,81

* TN — zioponepoxcuo yuxnozexcuny, K — ouxapbomnosi xucnomu; EC — ecmepu; LOJI —
yurnozexcanon,; LJOH — yuxnozexcanon; |l ..,— cepeons weuoKicmo HakonuuerHs npooyKmie.

OTpuMaHi eKCIIepUMEHTANbHI JIaHl CBIIYAaTh, 110 TJIIIKH Y MPOIECi OKUCHEHHS Ma€ iICTOTHUN BILIUB
Ha CKJIaJ NPOAYKTIB y OKCHAATI. 3a ydacTi IMIIHHY 3HAYHOIO MIpOIO 3pOCTaroTh cesiekTuBHOCTI 3a LIOJI,
0 CBOEK YEpProl MPU3BOANUTH [0 30INBIICHHA 3HAYEHHS CHIBBITHONICHHA IUTHOBUX IPOIYKTIB
[IOJI/LIOH], Ta rigpomepokcumy ITIII. 3umwkyerses cenektuBHicTh 3a IL[OH mopiBHSHO 3
BUKOPHUCTAaHHAM iHauBiAyansHoro HK Ta nemo 3poctae BMICT KUCIOT. 3aCTOCYBaHHS IIIUHY K J00aBKU
MIPU3BOIUTH JIO BUKJIFOYCHHS €CTEPIB 3 MPOAYKTIB OKMCHEHHS, II0 € IIKaBUM MOMEHTOM, IO MOTpeOye
JIOIATKOBOTO TPYHTOBHOTO JOCHTI/pKeHHs. biHapHa kartamitmuna cuctema [HK — rminue] mokparrye
MOKA3HUKK OKHCHEHHs, TPOTE B TOW jKe 4Yac 3acTocyBaHHs iHmuBiayampHoro [Tl sk karamizatopa
MIOBHICTIO 1HT10y€ TpoIec OKUCHEHHS.

IMomepeaHi MTOCTIKSHHS 3aCBIAYHMIIN, IO BIUIMB J00ABOK HA MPOIEC TOMOTCHHO-KATATITHYHOTO
OKHMCHEHHSI 3QJIC)KUTh BiJ| CITiBBIIHOLICHHS KOMIIOHEHTIB y CKJIaJi KaTaliTHYHOI CHUCTEMH, TOMY OyiH
NpOBeEH] JocChiKeHHs mporecy 3a cmiBBigHomenns HK 3 rminpaom 1:10 (ta6m.2). Bmict HK B
peakuiitniii cymiri 3anumascs cranum (Cpg. = 5,010 moms/m).

Tabnuys 2
IMoxa3HUKHN OKHCHEHHSI IMKJIOTeKCaHY NMPH 3HaYeHHAX KouBepcii X =4 %
T = 413 K, P = 1,0 MIa, Cyy. = 5,010 moan/a
Katanizatop S(FT{)LIF*), S(K), % | S(EC), % | S(LI0JI), % | S(LIOH), % | [LOJI/LIOH] e ¥10°
% MOJTB/C
Komngepcis X ~ 4 %
[HK: T] =1:1 9,29 6,44 0,00 54,10 30,17 1,7931 1,81
[HK: T'11] = 1:10 8,33 5,19 11,11 49,11 26,26 1,8702 3,03

EkcriepuMeHTanbHi 1aHi CBi4aTh, MO0 3MEHIICHHS BMICTY TIIIWHY B CKIIa/i KaTaliTHYHOI CHCTEMHU
BCEC TAaKW MPH3BOJMTH [0 MOSBH i HAKOMUYCHHs ecTepiB y okcuaaTi. Bukopucranns [HK: I'L[] = 1:10
MIPU3BOIUTH 10 3HWKEHHS ceiekTuBHocTed 3a ['TIL, K, LIOJI ta [IOH, npoTe 3Ha4HO0 MipOIO MiABUIIYE
CepelHI0 LIBHIKICTh HAKOMMYEHHS NPOAYKTIB. OKpiM KINBKOCTI ecTepiB, SKICHHHA BIUIMB OiHapHOI
kaTtaiituuHoi cuctemu [HK: T'1l] 3a 3MiHM CMiBBIHONICHHS] KOMITIOHEHTIB 3QJMIIAETHCS 1ICHTHYHNM.

IMopiBHSAHHS BIUIMBY J00aBOK Ha CIiBBigHOIIEHHS OCHOBHUX mpoaykTiB IIOJI/LIOH HaBemeni Ha
puc. 1.
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1.9 [HK.I'T] = 1:10
[HKITI(]=1:1

1.8
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LOJUIIOH
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1.4 HK

Puc. 1. 3uauenns cniggionowenns LJOJIIIJOH nio wac suxopucmanms
xkamanimuunux cucmem [HK: TII] = 1:1 ta [HK: T[] = 1:10

Bukopucranus GinapHoi kartamitmyarol cuctemu [HK: T'II] = 1:10 mo3Bojsie 30iMbIINTH 3HAYEHHS
ITOJI/IIOH na 0,49, ik 3a BUKOpUCTaHHS iHauBiAyamsHoro HK.

BcranorineHo, 1110 100aBKa TJIIUHY ICTOTHO BILUIMBAE HE TUILKM Ha CKJIaJ IPOAYKTIB peakilii, ae i
Ha MIBUJIKICTh iX HaKomu4YeHHs (puc. 2).

Cnp,M0JIB/I

1.2 -
1 - ey KT 11 1THH
(10:1)
0.8 7 ——HK+Tmitm
(1:1)
0,6
~~HK
04 -
0,2 -
0 T, C

0 500 1000 1500 2000 2500 3000 3500

Puc. 2. 3anesxcnicmo wieuokocmi HaKonu4eHHs NPooOyKmie 6io uacy

3 rpagivuHoi 3a’eKHOCTI MOXKHA 3pOOMTH BHCHOBOK, L0 A00aBKa TJIIHMHY CHpPUSE 3POCTAHHIO
IIBUJIKOCTI HAKOITMYCHHS TPOAYKTIB, MAaKCHMallbHE 3HAYCHHS SKOI IOCSraeThesi npu Bukopucranui [HK:
r'j = 1:10.

Bucnorku. BeraHoBjICHO, 1110 TUIIMH ICTOTHO BIUIMBA€E SIK HA CIIBBIIHOIICHHS MPOAYKTIB, Tak i
Ha MIBUAKICTh TX HAKONMWYEHHS IIiJi 4YaC TOMOICHHO-KATaJiTHYHOTO OKHUCHEHHS IIMKIIOTCKCaHy.
BusHaueHo, M0 KiJIbKICHUI BIUIMB KATAJIITUYHUX CUCTEM 3aJIEKUTH BiJl MAaCOBOIO CIIIBBIAHOLIEHHS I1X
KOMITOHEHTIB. Bukopucranus riinuny, sk go6asku 10 HK mo3Bosise MakCHMManbHO 3HU3MTH BMICT
€CTepiB y OKCHJATi, a TaKOX MiABUIIUTH cejieKTuBHICTH 3a [1OJI, THM camMuM 30UTBIIUTH 3HAYCHHS
crisiguomenns [JOJI/ITOH.
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OpepxaHi eKCHEpUMEHTANbHI JaHi 3acBiTYMIM HEPCIEKTUBHICTH IOTO HANpPSIMKY HayKOBUX
JOCHTiDKeHb. Bu3HayeHHs MexaHi3My BIUIMBY aMiHOKHCIOT Ha TMPOLEC OKUCHEHHS LHKIOTeKCaHy
noTpedye MOAANBIION0 TOKJIAJHOTO BUBYCHHS.
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