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BJIMSIHUE JABJIEHMSI HA U3BBITOYHBIE TEPMOJUHAMNYECKUE XAPAKTEPUCTUKH
CMECH BOJIA + ®OPMAMUJ

Paccuumansvt uzmenenus ¢ uzooimounou moavhou nepzuu I'uboca Apo_,meE, u30oi-
MOYHOU MOJIbHOU IHMPONUU Apo_,PSmE U U30LIMOYUHOU MOSIbHOIL IHMATbNUU Apo_,pHmE 6 cmecu
6ooa (1) + gopmamuo (2) uz-3a noeviuienusn oasenenus om ammocgheprnozo oo 100 Mlla ¢ un-
mepeane memnepamyp 288,15-323,15 K Ilokazano, umo 3asucumocmu Apo_,meE, Apg_,PSmE u
ApppHnE om monwvnoit donu dopmamuoa xapakmepu3syromcea Haauiuem IKCMpemyma.

KiroueBble cjioBa: BOJIa, q)OpMaMI/II[, CMCCH HCOJICKTPOJINTOB, BBICOKOC JaBJICHUC, M30BITOYHEIE TCP-
MOAVMHAMHUYCCKUC XapaKTCPUCTUKHU

G.l. Egorov, D.M. Makarov, A.M. Kolker

Gennadiy |. Egorov (B1), Dmitriy M. Makarov, Arkadiy M. Kolker

Laboratory of Structure and Dynamics of Molecular and lon-Molecular Solutions, G.A. Krestov Institute o
f Solution Chemistry of RAS, Akademicheskaya str., 1, Ivanovo, 153045, Russia
E-mail: gie@isc-ras.ru (<), dmm@isc-ras.ru, amk@isc-ras.ru

EFFECT OF PRESSURE ON EXCESS THERMODYNAMIC CHARACTERISTICS
OF WATER + FORMAMIDE MIXTURE

Using the experimental data on the densities at atmospheric pressure and compressibility
coefficients, k=(V,-V)/V,, of water + FA mixture the changes in the following thermodynamic pa-
rameters were calculated under the pressure increase up to 100 MPa within the temperature range
from 288.15 to 323.15 K: excess molar Gibbs energy, Ap, .pGrE, excess molar entropy ApypSme,
and excess molar entropy 4 ropHmE. It was established that 4p, G, "values were negative over the
whole concentration range and minima appeared on ApypGmE= f(x,) functions at x,~0.33. The
pressure growth up to 100 MPa resulted in Ap,.»GnE absolute values increase within entire con-
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centration and temperature intervals. The changes in entropy component, -(4p,—pTSn"), oOf
Apo—.pGr-values were almost canceled by the enthalpy component changes. Minimal values of
ApopSm= corresponded to x,= 0.33, exactly at that composition 2H,0-FA associate formed. The
isobaric temperature lowering caused the structure ordering also at X,= 0.33. The pressure growth
promoted the increasing in exothermicity of the mixing enthalpies, H,,=, of water and formamide.
The changes in H,,F value under the mixture compression are indicative of the larger exothermal
contribution from new H-bonds formation as compared with the endothermic contribution from
the decreasing in the total amount of hydrogen bonds. The temperature lowering decreases
Apo—.pPHrvalues as well; maximal isotherms dispersion is observed at concentrations correspond-
ing to maximal content of 2:1 or 1:1 associates of water and FA.

Key words: water, formamide, non-electrolytes mixtures, high pressure, excess thermodynamic properties

BBEJAEHUE

B UXP PAH wuccienosannss PVTX-cBoiicTB
pacTBOpoB ObuTH HadaThl o mHHUIMaTHBe [.A. Kpe-
ctoBa. B 1985 1. M ObUTO Tpeasio’keHO TOOAaBHUTH B
Ka4yecTBE MEPEMEHHOW B HMCCIIEJOBAHUH >KUAKO(DA3-
HBIX CHCTEM, Hapsay ¢ TeMIepaTypol M COCTaBOM, U
nasnenue. Ha tor moment B UXP PAH ans nono6-
HBIX HCCJIEJOBAHUN TOJHOCTHIO OTCYTCTBOBANa MpH-
OopHass W Merojonoruyeckas 0aza, a W3yYCHHUSIMHU
pactBopoB npu BbicokoMm aaBieHun B CCCP B To
BpeMsl 3aHMMAaJINCh BCETO TPU HAy4HbIE I'PYyMIBL 3a
npoleaniee BpeMs B 1abopaTopun ObUIM ITOATOTOB-
JICHbl KaJIpbl, CKOHCTPYHUPOBAHBI U COOpaHBI dKCIIe-
PUMEHTaJIbHBIE YCTaHOBKH, OTpabOTaHa MeETOAMKA
U3MepeHus 00bEMHBIX CBOMCTB M uccaeaoBanbl PVTX
cBoiicTBa Oosyee 15 OWHApHBIX XUAKUX cUCTeM. B
JAHHOM CcTaThbe MpPEeIJIaraloTcs CBEXHE JaHHBIC O BIIU-
SIHUM JaBJICHUS HA U30BITOYHBIEC TEPMOANHAMUYECKHE
(dbyHKIMU cMecH Boja + Gpopmamu.

Kak u3BecTHO, 3aBHCHUMOCTH 00beMa KHUIKOU
CMeCH OT COCTaBa, TEMIIEPATyphl M JaBJICHUSA Ipea-
CTaBISIIOT MHPOPMAILIUIO 00 OCOOEHHOCTSIX CTPYKTY-
Pbl ¥ MEXMOJIEKYJISIPHBIX B3aUMOJEHCTBHM €€ KOM-
noHeHToB. [Ipn oOpazoBaHnM OMHAPHOW CMECH MPO-
UCXOAAT W3MEHEHHUS BO B3aUMOJIEHCTBHH MOJEKYJ,
MIPOSBIISIIOTCS. PA3NIMYMsl B YNAKOBKE KOMIIOHEHTOB.
[Ipu Hanmuum x0T OBl y OJHOTO PACTBOPHUTEINS pa3-
BUTON CETKU BOJOPOIHBIX CBSI3€H, CBONCTBA CMECH
U3MEHSIOTCS T10-0c00eHHOMY. K JKHIKOCTSIM ¢ pa3Bu-
TOM MPOCTPAHCTBEHHOW CETKOW BOJOPOJHBIX CBs3EH
Hapsy ¢ BOJOW OTHOCUTCS B popmamur [1-18].

®opmamun (DA, mMeTaHaMuA) MIUPOKO IPH-
MEHSIETCS B XHMUYECKOW MPOMBIIICHHOCTH B Kade-
CTBE MCXOJHOTO CBHIpbs NMPH CHHTE3€ MHOTHX TEXHO-
JIOTUYECKH BaXXHBIX BemlecTB. DA SABISETCS CHUIBHO
aCCOIIMMPOBAHHOW KHUAKOCThIO. Moekyna ¢opma-
MHJIa TOTEHIMAIBHO CIIOCOOHA 0Opa30BHIBATH YETHI-
pe, KaKk y BOIBI, XOTSl U HEpPAaBHOLICHHBIE (TPH aKTUB-
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HBIX IIeHTpa (1Ba nportoHa —NH, rpynmsl U Kuciaopos
kapOoHMbHOMH rpymmsl >C=0) BOJOPOAHBIEC CBS3H, U
ero cucrema H-cBsizell UMeET TPEXMEPHYIO CTPYKTY-
Py, comeprKauyro kak nernodku H-cBsize, Tak U 3aMk-
HYTBIE IIUKJIBI, CPEIN KOTOPBIX MPE0oOIaatoT JUMEPHI
[1-18]. B murepaType HET €IUHOTO MHEHHS, YTO SIB-
JSETCST TPeoOTIaMaloNuM OCHOBHBIM CTPYKTYPHBIM
aneMeHTOM B kuIKkoM DA: 1enodeyHble accoIraThl
WM TuKIndeckne auMepsl. Cuuraercs, uto dopma-
MuA Ha 95% cocTOUT U3 MOJIEKYI, aCCOLMUPOBAaHHBIX
B IIECTUYTOJILHBIC 3aMKHYTBIE IIUKJIBI, B KOTOPbIX H-
CBsI3U 00pa3yIOTCsl TOJNBKO Yepe3 aTOMBI BOAOPOJA,
HaXOJSIIIMXCS B mpanc-nionokenuu [8, 12, 14-17].

C ucCIonp30BaHNEM W3MEPEHHBIX TUIOTHOCTEN
npu  artMocpepHOM JaBleHHM W KOIPPHUIHNEHTOB
cxumaemoctd K = (V,-V)/V, cmeceii Boga + @A mpu
278,15-323,15 K B wunrepBane nasienuii 0,1-100
MIla paccuuTanbl H30BITOYHBIC MOJIbHBIE OOBEMBI
V', H3MEHEHHS M30BITOUHBIX MOJBHBIX TEPMO/IUHA-
MHYECKUX BEJNWYHMH: dHeprun [ 'mboca Apo_,meE, 3H-
Tponuu A P(HPSmE W DHTAJIBIHNN A POHPHmE. Benmmuunnt
ApppYmE (Y = G,S,H) ¢ unmexcamu “p” u “p,” OTHO-
CATCS, COOTBETCTBEHHO, K TOBBHIIIEHHOMY JaBJICHUIO
P u atmocdepromy P, (0,101 MIla).

Namepennst mpu 278,15 K Beimme 25 Mlla,
BCIIE/ICTBHE TIepexonia cMecel, Ooratbix Qopmammu-
JIOM B TBepayio ¢a3y, ObLIH BBITIOJHEHB HE BO BCEM
WHTEpBAJIE MTAPaAMETPOB COCTOSHHUSL.

M30bITOYHBIE MOJIBHBEIE 00BEMBI VmE CMecH,

Vi =V =XV, =%V, Q)

:
rae Vi, — MOJBHBIM 00BEM CMECH, (VA Xy, ¥ VY, X, —
MOJIBHBIA O00BbEM YHCTBIX KOMIIOHEHTOB U KX MOJb-
HBIE 1071 (MHAEKC 1 OTHOCHUTCS K BOJE, HHACKC 2 — K
dopMamuy), OBLIM PacCYMTAHBI HEMOCPEACTBEHHO
13 3KCIEPUMEHTAIIBHBIX JAHHBIX:

Vi =xM, U p-1/p)+ %M,/ p-1/ p,)

(2)
rae My, p1, u My, p, — MOTSIpHBIE MacChl, MJIOTHOCTH
BOJIbI U (hOpMaMua, COOTBETCTBEHHO, P — INIOTHOCTh
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cMmecu. TlorperiHocTh B OMpEACTICHUN H30BITOYHBIX OnrumanbHas cTerneHb N ypaBHeHus (3) onpe-

MOJIBHBIX 00BEMOB MPH aTMOC(HEPHOM JTaBICHUH CO-  JEISAIach CTaHAAPTHBIM OTKJIOHEHHEM (G), KOTOpOe

craBuia He 6omee 0,01 cM>Moib”, IPH MOBBIMICHHH — PACCUMTHIBAIOCH KAK:

NAaBJIEHUS, COOTBETCTBEHHO, ITOIPEIIHOCTh BO3pacTa- _ E E _\/E\2 _ 12

na 1o 0,03 cMe-MOIIB . P b c (Vem ) /N =(0+2) @
Bemuunnbl Vi~ GBUIM OMHCAHBI YPAaBHEHHEM

Penmuxa-Kuctepa [18].

rae N — oOriee Yucio 3KCIePUMEHTAIbHBIX TOYCK, a
(n+1) — uncio ucmoab3yeMbix Kod3hbummueHtos (A;)
ypaBueHus (3). Paccunrannsie ko3 unments: (Aj) u
VE=x, (1—Xz)§: A(L-2x,) 3) igﬁi}éemaupamqﬂme oncnonegmﬂ (6) mast Kaxmoi
~ paTypsbl, IPUBEICHBI B TAOIHIIE.
Taonuua 1
Koxdppunnents! A (cMS-Mo.m,'l) ypaBHeHus (3) M CTaHAApTHbIE OTKJIOHEHHS G (VmE) (CM3-M0J11,'1)
Table 1. The coefficients A; (cm*mol™) in equation (3) and V,“standard deviations, & (V") (cm*mol™)
A T K P, MIla
! ’ 0,10 10,0 25,0 50,0 75,0 100,0

278,15 -0,8141 -0,7705 -0,7179 - - -
288,15 -0,6543 -0,6240 -0,5811 -0,5134 -0,4649 -0,4282
Ag 298,15 -0,5231 -0,4992 -0,4654 -0,4135 -0,3707 -0,3299
308,15 -0,4171 -0,3978 -0,3700 -0,3252 -0,2885 -0,2550
323,15 -0,2791 -0,2637 -0,2449 -0,2186 -0,1943 -0,1665
278,15 -0,6405 -0,6182 -0,5592 - - -
288,15 -0,4981 -0,4756 -0,4174 -0,3788 -0,3342 -0,2972
Ay 298,15 -0,4153 -0,4016 -0,3640 -0,3241 -0,2980 -0,2641
308,15 -0,3487 -0,3327 -0,3045 -0,2836 -0,2454 -0,2039
323,15 -0,3103 -0,2952 -0,2650 -0,2455 -0,2166 -0,1798
278,15 -0,2899 -0,2945 -0,2514 - - -
288,15 -0,2238 -0,2006 -0,1683 -0,1604 -0,1451 -0,1041
A, 298,15 -0,1924 -0,1899 -0,1469 -0,1516 -0,0789 -0,0139
308,15 -0,1678 -0,1462 -0,1351 -0,1013 -0,0923 -0,0801
323,15 -0,2646 -0,2519 -0,1967 -0,1508 -0,1852 -0,0896
278,15 -0,0119 0,0617 0,0021 - - -
288,15 -0,1095 -0,1036 -0,1983 -0,1838 -0,1365 -0.0877
Az 298,15 -0,0611 -0,0171 -0,0545 -0,0199 0,0260 -0,0254
308,15 -0,0415 -0,0364 -0,0548 0,0468 0,0372 -0,0552
323,15 0,1808 0,1628 0,0927 0,1285 0,1310 0,0517
278,15 -0,2188 -0,1074 -0,1159 - - -
288,15 -0,1372 -0,1322 -0,1872 -0,1372 -0,0755 -0,1116
Ay 298,15 -0,0237 0,0340 -0,0465 0,0764 -0,1155 -0,2726
308,15 0,0311 0,0030 0,0203 -0,0390 0,0246 0,0568
323,15 0,5763 0,5561 0,4033 0,3273 0,5124 0,2643
278,15 -0,3441 -0,4111 -0,3002 - - -
288,15 -0,1142 -0,1043 0,0135 0,0280 -0,0131 -0,0286
As 298,15 -0,1026 -0,1337 -0,0832 -0,1170 -0,1361 -0,0247
308,15 -0,0638 -0,0604 -0,0193 -0,1134 -0,0983 0,0388
323,15 -0,2472 -0,2220 -0,1141 -0,1239 -0,1026 0,0155
278,15 0,0373 -0,0622 -0,0280 - - -
288,15 0,0429 0,0366 0,1063 0,0963 0,0478 0,0955
A 298,15 0,0063 -0,0407 0,0381 -0,0770 0,1070 0,2865
308,15 -0,0113 0,0164 0,0199 0,0755 0,0189 0,0233
323,15 -0,4324 -0,4087 -0,2466 -0,1720 -0,2973 -0,0723
278,15 0,001 0,002 0,001 - - -
288,15 0,001 0,002 0,001 0,001 0,001 0,001
oVF, em>moms™ 298,15 0,001 0,001 0,001 0,001 0,002 0,001
308,15 0,001 0,001 0,001 0,001 0,002 0,002
323,15 0,002 0,002 0,001 0,001 0,001 0,001
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M3061TOYHBIE MOJIBHBIE O0BEMBI VmE HCIIOJIb-
30BAINCHh [UISI  pacdeTa W3MEHEHUH M30BITOYHBIX
MOJIbHBIX 3Hepruii ['mb0ca App—pGm°, M3OBITOUHBIX
MOJIBHBIX 3HTPOITHI Apy—pSm°, M3OBITOYHBIX MOJIb-
HBIX SHTAIBIHIT A pg_,pHn- [19-22].

J1s BBIYMCIICHUS BEIMYHH Apo_,meE 3HaYe-
HUS M30BITOUHBIX MOJIBHBIX 00BEMOB Vo KakIoro
cocTaBa OBITH 00pabOTaHBI TTOJMHOMOM BTOPOH CTe-

IICHHU 110 JaBJICHHIO.
P

o = fvadP

P

E E
Ap 6Gr =Gpyipy — (5)
W3MeHeHnsT H30BITOUYHBIX MOJBHBIX DHTPOIIHIMA
ApppSiE HAXOMIH 00paboTKON BEIUYMH A oG-
TIOJIMHOMOM BTOPOM CTETICHH TI0 TeMIIepaType.
E E E E
AP°—>PSm =Sne) — Sm(Pn) = _(aAPo—me 10T)py =
P (6)
E
=- [(ov, 1T), dP.
PD

M3MmeHeHus SHTANBIIMNA CMEIICHUS U3-3a yBe-
indenust gaBienust App_,pHp" PacCUNTHIBAIN KaK

Ap pHn =Hue —Hre) = Grp) ~Cry) + @
7
p —
+T(Snf(p) - S,E(pc)) = IimE(P) _T(anE /aT)P,x gP
PU

MaxkcuManbHas IOTPELIHOCTD B ONPEeICHUH
ApoﬁmeE He TipeBbImana +2%, MorpentHoCcTh Ap()_,pSmE
¥ Apy_pHm" sHTAIBIHI — He Gosee 10%.

Panee npoBeneHHbIE UCCIIEOBAHUS CTPYKTY-
pBI cMecu Boaa + dopmamua mokaszanu [23-26], 9to
CTpyKTypa GopMaMuaa AOMUHUpPYET Npu (HOPMHPO-
BaHWUHU MPOCTPAHCTBEHHOTO PACIIONIOKEHUS MOJIEKYI
cMmecu. Terpasapuueckuil MOpsAAOK B BOAE C POCTOM
KOHLEHTpauu (opMamMuga B CMECH paspyluaercs,
XOTS CTPYKTYpa BOJBI B MIpeeiax MepBoi KOOpAHHA-
LUOHHOH OO0OJIOUKH COXpaHAETCsl W Hake HEMHOTO
yBeIMUMBaeTcs. Bpems >KU3HHM BOJAOPOAHOM CBS3M
MEXIY BOJOM M (hOpMaMHUIOM yBETHMUYUBAETCS C PO-
CTOM KOHIIGHTpanuu QGopMaMujia, a BpeMs KH3HU
BOJOPOJHBIX CBS3€H BOABI TaKXKe IOKa3bIBAET yCHJIE-
HHUE CTPYKTYpHI BOJBI B MpeJenax MepBoil KoopauHa-
IMOHHOH 000s10ukH [23]. Kpome Toro, B cMecu Boja +
dhopmamu HaOMrOMaeTCs MOAMEHa MOJIEKyN (opma-
MHIa MoJieKynamu Boasl B H-cBs3sax npu ¢opmuposa-
HHUX OOIIEH CeTKH BOJOPOIHBIX CBs3eil. CpemHee Ynciio
H-ces3eit Boma-Boga, m xommdectBo H-cBsi3eit, mpuxo-
JiIIee Ha OJHY MOJIEKYJYy BOJBI, YMEHBILIAETCS C PO-
CTOM KOHIIEHTpauuu DA, 4T0 CBUAETENBCTBYET O pas3-
pymennn cetku H-cBsizeit Boapl 3a mpenenamul Onm-
JKalIIero okpykeHus. ABTopsl [23] Ha OCHOBE aHanM3a
pacnpoctpanenusi H-cBsizeii B cmecu Boza + popmamuz
TIPETIoJIararoT, 4To, kKpome aumepa H,O-DA, B cmecu
BO BCEM JIMaNa30HE KOHLEHTPAIMl UMEIOTCS aCCOLU-
atel 2H,0-DA, popmupyrommecs B cMecsx, OoraTbix
Bosoi, 1 H,O-2DA, mpucyrcrByromue B 00JIbIIOM

31

KOJIMYECTBE B CMECsX, OoraThix popmMaMugoM. Taxxke
B CMECH 0 Mepe M3MEHEHHS COOTHOIICHHS KOMIIO-
HEHTOB MeEHsieTcs M uucio H-cBszel, oOpa3yeMbix
Mouiekynol (opmamuna. Hanpumep, nmpu cooTHoIre-
HUU KOMITOHEHTOB cMecH 1:1 monexynsr @A dhopmu-
PYIOT TOJIBKO TPH BOIOPOJHBIE CBS3H C COCETHHMU
MOJIEKyJIaMU BOJIbI [27].

-0,151

-0,15 1

0

Puc. 1. U36bITO4YHBIE MOJILHEIE OOBEMEIL, VmE, cMmecH Boaa + dop-
MaMH/] B 3aBUCHMOCTH OT MOJIBHOM JONH X,: a — ipH 298,15 K n
crnenyromux mapneHusx: (1 — 0,10 MIla, 2 — 10 MIIa, 3 — 25 MIla,
4 — 50 MIla, 5 — 75 MIla, 6, 7— 100 MIla (1-6 — Hamu TaHHEIE,
7 —nannble [34], (myakTupHas muauA); 6 — npu 100 MIla u cre-
nyromux temneparypax (1 — 288,15 K, 2 -298,15 K,
3-308,15K, 4 -323,15K)

Fig. 1. Dependences of the excess molar volumes, V.5, of water +
formamide mixture on x,: a — at 298.15 K and various pressures:
(1-0.10 MPa, 2 — 10 MPa, 3 — 25 MPa, 4 — 50 MPa, 5 — 75 MPa,
6, 7 —100 Pa; (1-6 — our data, 7 — data from ref. [34] (dash-dot
line); 6 — at 100 MPa and various temperatures: (1 — 288.15 K,
2-298.15K, 3-308.15 K, 4 — 323.15 K)

[Ipu aTtmocdepHOM MaBICHUH W30BLITOYHBIC
TEPMOJIUHAMUYECKHE BEIUYMHBI cMecu Bojga + DA
AKCIIEPUMEHTAIBHO UCCIIEN0BAINCH, OBUTH U3MEPEHBI
M30BITOUHEIH MONBHEIH 00beM Vi,© [28-32] i u36bI-
TOYHasi MONbHAs SHTAIBIHS Hy® [33]. Bblto mokasa-
HO, YTO TPU aTMOC(EPHOM JIaBICHUM KOHIIEHTPAIIH-
OHHBIE 3aBUCUMOCTH VmE Hu HmE cMmecu Boja + DA
XapaKTEPHUIYIOTCSI OTPUTIATSIIBHBIMUA OTKIIOHCHUSIMH.
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[Ipu naBnenusx BbImie aTMOC(EPHOTO paHee
cMecH Boza + (popmamua OBLITH MCCIETOBAHBI TOJBKO
npu oxgHOoN Temmnepatype 298,15 K u gaBmenusix 20,
50, 100, 150 MIIa [34]. beutn paccuyuTaHbl BETUIUHBI
Vi 1 App pGrE MIpH KaXKI0W n300ape, v MoTydeHHbIE
pe3yabTaThl MpeACTaBICHBl B BUZIC ypaBHeHus Pen-
nuxa-Kuctepa. CpaBHeHHe HamMX pe3ylbTaTOB H
JIaHHBIX paboTHl [34], IpeacTaBlIeHHOE HA prc. 1 1 2,
CBUJICTENILCTBYET 00 yJOBIETBOPUTEIHLHOM UX COTJIa-
cun (MakcuManbHOe OTKJIOHeHue coctasisier 0,013
CM3-M0JIL'1), a B 00J1aCTH COCTaBOB, OOraTHIX BOIOH —
OUEHb XOpOIIIee.

Kak BugHO u3 puc. 1 (3meck u nanee rpaduku
JUTSL CPaBHEHUS IPUBEACHEI B OJTMHAKOBOM MaciiTabe
IIKaJ), BEJMYUHBI W30BITOUYHBIX MOJIGHBIX OOBEMOB
OTpHLIATENBHBI, YTO CBUACTENLCTBYET O OoJyee TI0T-
HOW yrIakoBKe oOpasyromieiics cmecH, T.e. HhopMupo-
BaHHE CMECH BOAa + (QOpMaMHUI CONPOBOXKIACTCS
b0 0ojiee CHIBHBIMUA B3aUMOJCHCTBHSIMH MEKIY
MOJIEKYJIaMHd KOMIIOHEHTOB CMECH, TI0 CPAaBHEHHIO C
TaKOBBIM B3aWMOJICHCTBHEM B MHIMBUIYaJIbHBIX pac-
TBOPHUTENSIX, 100 Tpu oOpa3oBaHuU cMmecH (HopMmu-
pyercsi OoibIllee KOIUYECTBO MEXMOIEKYIISPHBIX
cesseit. 3aucumocts V- = f(X,) Xapakrepusyercs
HaJIMYHeM MUHUMYyMa IpH X,~0,3. Bennuuna sxcTpe-
MyMa YMEHBIIIAeTCS C POCTOM KaK TEMIIEPaTyphl, TaK
U JIaBJICHHUSL.

VYBenuueHue TeMIlepaTypbl, Kak BHIHO W3
puc. 10, mpuBoauT K 00pa30BaHUI0 MEHEE yITaKOBaH-
HOU cucreMbl. Kak m3BecTHO M3 (yHIaMEHTaJIbHBIX
3aKOHOMEPHOCTEH, POCT TEMIIEPATypPhl CIIOCOOCTBYET
YBEJIMYSHHUIO TIOABM)XKHOCTH MOJIEKYJI H, CJIeJ0Ba-
TEJIbHO, CHATHIO CTEPUUYECKHX IMPEsATCTBUN Ui 00-
pa3oBaHMs  JIOTIOJIHUTENBHBIX  MEXMOJEKYISIPHBIX
CBsI3eH MeXIy BOJOW W dopMamMuioM B cMecu. Kpo-
M€ TOTO, POCT TeMIIEPATypPbl IPUBOJUT K ONTHMHU3A-
UM BO3MOXXHBIX BHYTPUMOJIEKYIIIPHBIX CBsI3€il B
camoM DA. OgHako, pocT JaBiI€HUS, KAK MOKHO BU-
JeTh, TAK)Ke MPUBOSIIUN K YMEHBIICHHIO BEJIMYUHBI
JKCTpeMyMa, He BBI3bIBAE€T 00pa30BaHMs MEHee yma-
KOBaHHOM CHUCTEMBI M HE TOAJEPKHUBACT TCHIACHLIUIO
pasynopsIOYUBaHNsI CHUCTEMBL. Takoe H3MEHEHHe
ABJSIETCSl  CIIEACTBUEM Pas3iMuUsl  aCCOLMATHBHBIX
NPOILIECCOB B CMECH M aCCOLMATHUBHBIX MPOIIECCOB B
YUCTBIX KOMIIOHEHTaX IPH TOBBIIICHUN JABIICHHS.
Kak BuznHO 13 puc. 1, poct Temnepatypsl U JaBIeHUS
B Ipeenax M3y4YeHHBIX MapaMeTpoB HE NPHUBOASAT K
3aMETHOMY CMEICHHI0O MUHHMYyMa Ha 3aBUCHMOCTH
Vo = f(X;), cMelenns HaxomsTcs B Ipedenax Mo-
TPEIIHOCTH.
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Puc. 2. a— M3MeHeHus B U30BITOUHON MOJIbHOM 3Hepruu ['ub0ca,
APOHPGmE B cMecH Bojia + (hopMaMul OT MOJIBHOM JIOJH X, TIPU
298,15 K BcaeacTsue nopeimenus gasienus ot 0,10 MIla mo
crenyromux 3Hadenunit: 1 — 10 MIla, 2 — 25 MIla, 3 — 50 MIla,
4 — 75 Mlla, 5, 6— 100 MIla (1-5 — Hamm gaHHbIe, 6 — TaHHBIC
[34], (myHKTHpHAS THHUSA); O — THarpaMMa B3aMMHOTO PacIIoIo-
JKEHHSI KOHIICHTPAI[HOHHBIX N30BITOYHBIX (PYHKIUI AP(HPGmE,
T(APOHpSmE), u Ap,_pHmB cMecu Bopa + dbopmamu mpu
298,15 K u 100 MIla
Fig. 2. a— Changes in the excess molar Gibbs energy Ap,_,pGp" of
water + formamide mixture on FA mole fraction, x,, at 298.15 K
and under the pressure rising from 0.10 MPa to the following
magnitudes: 1 — 10 MPa, 2 — 25 MPa, 3 — 50 MPa, 4 — 75 MPa,
5—100 MPa, (1-5 — our data, 6 — data from ref. [34] (dash-dot
line); 6 — Diagram of the relative position of the concentration
dependences of the excess properties (Apo_pGm-, ~(ApoprSmo),
1Ap,_pHnC) Of water + formamide mixture at 298.15 K
and 100 MPa

Kak BuaHo u3 puc. 2a, BEIHYMUHBI Apo_,meE
SIBJIIIOTCSL OTPHUIIATEIBLHBIMU BO BCEW 00J1acTH COCTa-
BOB, 4 3aBUCHUMOCTH Apy_pGn- = f(X,) xapakTtepusy-
I0TCS HAIMYHMEM MUHUMYyMa B oOiactu X;~0,33. Poct
nasienus g0 100 MIla npuBoAUT K yBEIMUEHHUIO a0-
CONIOTHBIX BeJMUnH Apy_,pGn° BO BCeil 061acTu co-
CTaBOB U MpH Bcex Temmeparypax. Kak ciemyer us
puc. 20, U3MEHEHHSI SHTPOIMUAHON COCTaBIISIONMICH -
(AP(HPTSmE) B ApppGm° TOUYTH TOJHOCTBIO KOMIIEH-
CHUpYETCS COOTBETCTBYIOIIMMHU HW3MEHEHHUSIMU 3H-
TaTBIIUHHON COCTABJISIONICH.

PocT naBiieHHs yBeNMMUYHUBAET CTENIEHb YIIOPS-
JIOYCHHOCTH B JIFOOOW CHUCTEME, M B MEPBYIO OUepehb
CTPYKTypooOpa3zoBaHue OyeT MPOUCXOIAUTH ITPH TEX
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Puc. 3. I3meHeHns B M30BITOYHON MOJBHOU SHTPOIIUU Apo_,pSmEB
cMecH Boza + GpopMamMu[ OT MOJIBHOM JOMH X,: a — pH 298,15 K
oT noBeieHus gasienus ¢ 0,10 MIla o cinenyromux 3HaYSHUN:
(1 - 10 MITa, 2 — 25 MIla, 3 — 50 MIIa, 4 — 75 MIla, 5 — 100
MIla); 6 — ot noBsitenus aasneHus ot 0,10 MIla no 100 MIla
mpu crienyronux temmeparypax (1 — 288,15 K, 2 — 298,15 K,
3-308,15K, 4-323,15K)

Fig. 3. Changes in the excess molar entropy, Ap,_pSm-, Of water +
formamide mixture on FA mole fraction, x,: a—at 278.15 K and
under the pressure rising from 0.101 MPa to the following magni-
tudes: 1 — 10 MPa, 2 — 25 MPa, 3 — 50 MPa, 4 — 75 MPa,

5 — 100 MPa; 6 — under the pressure rising from 0.10 to 100 MPa
at different temperatures: 1 —288.15 K, 2 - 298.15 K, 3 -308.15 K,
4-323.15K

CcOCTaBax, MPU KOTOPBIX HMMEIOIIEEeCs] MEKMOIIEKY-
JIIPHOE B3aUMOJICHCTBHE B accoluaTax ocjaalbjaeHO
TEIJIOBBIM JIBIDKEHWEM WM YaCTHYHO Pa3pyIICHO.
Kax BumHO M3 puc. 3a, MUHUMAIbHBIE 3HAYEHUS
APO_,PSmE COOTBETCTBYIOT IpH X; = 0,33, 4yTO moKa3bI-
BaeT HAMOOJIBINICE BO3JCUCTBHE JaBJICHHUS HA CTPYK-
Typy cMmecu Boxa + (opMaMua HpU 3TOM COCTaBe.
NMeHHO STOMY COOTHOUIEHHIO KOMIIOHEHTOB COOT-
BercTByeT accorumar 2H,O-DA. Ilonmxkenune temre-
paTypsl B YCIOBUSX MOCTOSHHOTO JaBieHus (puc. 30)
TaK)K€ BBI3BIBACT YCUJICHHE CTPYKTYPHUPOBaHUS IPHU
X2~ 0,33. Kpome 3T0oro, He0OXOMMO YUYUTHIBATH, YTO
C POCTOM TEMIIEPATYPHI, COTIACHO JaHHBIM [ 16], most
JUHEHHBIX (ParMEeHTOB B IKUJAKOM (QopMamue
YMEHBIIAETCS, & C POCTOM JIaBJICHUS — YBEIIUYUBACT-
Csl JI0JIA KOJIBLIEBBIX (PparMeHTOB. Takoe HM3MEHEHHUE

W3B. By30B. Xumus u xuM. texHosorus. 2016. T. 59. Beim. 6

CBSI3aHO C TEM, YTO KOJIbIIEBasi CTPYKTypa MMeeT 00-
Jiee KOMIIAKTHOE MOJIEKYJISPHOE PACIONIOKEHUE, YeEM
JIMHEHHAas CTPYKTypa. Y BEJINYEHUE TEMIIEPATYPBI IPU
[IOCTOSIHHOM [JaBJICHMM NPHBOAMT K pacmaxy 4yacTu
BOJIOPOJHBIX CBs3el B hopMammje, 4TO MPUBOAUT K
YBEIMYECHHUIO JOJU JIMHEWHON CTPYKTYpbI, U B TOXE
BpeMs K YMEHBILIECHHIO 0N KOJIBbIEBON CTPYKTYPBI.

ﬂ)K-Mom{l

L 60

Po—P

~

Puc. 4. I3ameHeHus1 B U30BITOYHON MOJIBHOHN SHTAIBITHU
Apo_,pHmEB cMecH BoAa + popMamMu[] OT MOJIBHOM JONH X!
a—mpu 298,15 K ot nossitienus gapnenus ¢ 0,10 Mlla oo cie-
nyromux 3Hadenuit: (1 — 10 MlIla, 2 — 25 MIla, 3 — 50 MI]a,

4 —75 MlIla, 5 — 100 MITa); 6 — ot moBbImenus aasienus ot 0,10
MlIla no 100 MIla npu caenyromux Temneparypax (1 —288,15 K,
2-298,15K,3-308,15 K, 4 -323,15 K).

Fig. 4. Changes in the excess molar enthalpy, Ap,_,pHr, OF water
+ formamide mixture on FA mole fraction, x,: a—at 298.15 K
and under the pressure rising from 0.101 MPa to the following
magnitudes: 1 — 10 MPa, 2 — 25 MPa, 3 — 50 MPa, 4 — 75 MPa,
and 5 — 100 MPa; 6 — under the pressure rising from 0.10 to 100
MPa at different temperatures: 1 — 288.15 K, 2 — 298.15 K,
3-308.15 K, and 4 - 323.15 K

Kak BugHO U3 puc. 4, pocT AaBiIeHUs COCO0-
CTBYET TOMy, 9TO MHpomecc cMemreHust Hyn® Bomsl u
(hopMaMuIa MY MOBBIIICHHBIX JIABICHUSX CTAHOBHT-
csi Ooyiee SK30TEPMHUYHBIM. YBEIMYEHHE YHOPSIO-
YEHHOCTH B cMecH Boja + MDA compoBoxmaercs: 00-
pa30BaHMEM HOBBIX BOJOPOJHBIX CBsA3eil. MI3mMeHeHue
BETMUMHBI Hy,© IPH CHKAaTHH CMECH CBHIETENBCTBYET
0 TOM, YTO PHJOTEPMHUYECKUI BKIaJ OT pa3pbiBa 00-
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IIETO KOJMYECTBA BOJOPOIHBIX CBS3CH B CMECU MEHB-
I1€ 3K30TEPMHUUECKOTO BKJIAZa OT 00pa30BaHUsI HOBBIX
H-cszeit, ecnu paccMmarpuBarh JaHHbIE W3MEHEHUS
TONBKO KaK pe3yJbTaT MPOIECCOB Pa3pyLICHUS WIN
00pa3oBaHUsI BOJOPOHBIX CBSI3CH, U TIPU JOMYIIICHUY,
YTO yJIeNbHAs SHEPTHs BOJOPOIHOM CBSI3U MEXIY B3a-
UMOJICHCTBYIOIIAMY MOJIEKyJIAaMH B ATOM HWHTEpBaje
JIaBJICHUH He m3MeHsercs. [loHwkeHue TemrepaTypbl
TaKKEe yMEHBINACT BEMHUHHy ApypHn® (puc. 46), u
MaKCHUMaJbHAs TUCTIEPCHS HM30TePM HAOIIOmaeTcs B
001acTH COCTaBOB, Iyie 00JIee BEPOSTHOE MAaKCUMAIIb-
HOE COJICp)KaHHE acCOLMATOB BoJa-(popMamuI cocra-
BoB 2:1 m 1:1.

Paccunrannble HaMH BETUYUHBI AP()_,PHmE Hu
JIaHHble PaboThl [33], TZe TpHBEIEHBI SHTABIIUU
CMeNIeHnsT BOABI W (opmaMuia mpu aTrMochepHOM
naeneHuu npu 278,15-318,15 K, no3Bonunu paccuu-
TaTh BEJIMYUHEI HmE npu gasinenusx o 100 Mlla. B
Tabn. 2 mpuBeneHbl KodhGUIMEHTH ypaBHeHus Pen-
muxa-Kuctepa (8) ommcaHwsi SKCIEpUMEHTAIBHBIX
3HaueHuit Hp,~ B uHTEepBanax Ttemmeparyp 288,15-
308,15 K u gasmenwmii 0,10-100 MITa.

HE :x2(l—x2)§8i(l—2x2)i (8)

Kax BugHO M3 puc. 5 TOBBIIIEHUE TABIECHUS
NPUBOJUT K YBEITHMUCHHUIO a0COMOTHOMN BEJTMYMHBI 9H-

Taneuu cMmemeHus. Hanpumep, B Touke akcTpeMyMa
npu 298,15 K Bxiax B Bemmunny HE, ipu moBbIeHun
nmaBieHust or atMocdeproro g0 100 MIla cocrapmser
~36%.

50 X,
D0 02 04 06 08 1,0
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Puic. 5. Duransmmy cMemrenns Hy® Bozs n (dopmamua Kak
¢dhyHKIMSA MONTBHOI nomH X, ipu 298,15 K u naBnennn, MIla:
1- 0,10 [33], 2 - 100 [nauubie 310it paboTsi]. ITpu 0,10 MITa
TOYKU COOTBETCTBYIOT SKCIIEPUMEHTAIBHBIM JaHHBIM [33], Bce
nuHUH U Todky ipu 100 MITA coOTBETCTBYIOT pacdeTy 1o ypas-
Henuto Pennmuxa-Kucrepa
Fig. 5. The mixing enthalpy, Hy,", of water and formamide on FA
mole fraction, X,, at 298.15 K and preasure: 1 - 0.10 MPa [33]
and 2 - 100 MPa (this work). At 0.10 MPa the symbols corre-
spond to the experimental data from ref. [33], all points and lines
at 100 MPa were calculated with the Redlich-Kister equation

Taonuya 2

Kosdpuuuentsi B; (lx-moan ") ypapuenus (8) u crannapruoe orksionenne ¢ (Hy,5) (Ix-moun™)
Table 2. The coefficients B; (J-mol™) in equation (8) and H,,“standard deviation, ¢ (Hy") (J'mol™)

P, MIla

Bi T.K 0,10 10,0 25,0 50,0 75,0 100,0
288,15 |-1166,49 | -1211,36 | -1274,43 | -1369,72 | -1457,65 | -1544,34
Bo 298,15 | -1079,15|-1118,39 | -1173,92 | -1258,21 | -1335,25 | -1408,86
308,15 |-1009,53 | -1042,97 | -1090,72 | -1163,48 | -1229,12 | -1289,40
288,15 -243,48 | -269,67 | -312,54 | -386.32 | -454,43 | -506,16
B; 298,15 -156,52 | -179,78 | -215,18 | -272,38 | -323,55 | -364,23
308,15 -98,92 -119,31 | -147,43 | -187,99 | -222,00 | -251,13
288,15 -367,25 | -376,39 | -395,27 | -434,03 | -471,40 | -494,79
B, 298,15 -293,57 | -306,98 | -328,57 | -364,60 | -397,61 | -423,93
308,15 -245,20 | -263,69 | -288,61 | -323,58 | -353,66 | -382,77
288,15 -274,79 | -301,16 | -329,22 | -356,25 | -375,24 | -406,99
Bs 298,15 -262,40 | -282,18 | -307,20 | -340,33 | -370,80 | -408,01
308,15 -243,97 | -256,67 | -277,65 | -316,10 | -357,48 | -400,24
288,15 -179,29 | -206,17 | -235,96 | -265,89 | -287,02 | -318,54
B, 298,15 -147,41 | -162,06 | -180,15 | -204,45 | -226,32 | -251,85
308,15 -132,72 | -134,21 | -140,02 | -156,94 | -178,41 | -199,23

288,15 0,22 0,28 0,38 0,55 0,83 1,20

oHE, Jix-momnn™ 298,15 0,10 0,17 0,25 0,39 0,58 0,84

308,15 0,17 0,23 0,38 0,64 0,89 1,13

34
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Usmepenust MIOTHOCTH TIpH aTMOchepHOM

JaBJICHHUH OBLIN BBIIOJIHEHBI HA O6OPYILOB3HI/II/I OCH-

Tpa KOJUICKTUBHOTO TOJIb30BaHMS "BepXHEBODKCKUIT
PETHOHATIBHBIA MEHTP (PU3NKO-XUMHYCCKUX HUCCIICI0-
BaHUK".

JJUTEPATYPA

1. Nielsen O.F., Lund P.A., Praestgraad E. // J. Chem. Phys.
1982. V. 77. P. 3878-3883.

2. Kalman E., Serke I., Palinkas G., Zeidler M.D., Wies-
mann F.J., Bertagnolli H., Chieux P. // Z. Naturforsch.
1983. Bd. 38a. P. 231-236.

3. Ohtaki H., Funaki A., Rode B.M., Reibnegger G.J. //
Bull. Chem. Soc. Jpn. 1983. V. 56. P. 2116-2121.

4. Ohtaki H., Itoh S. // Z. Naturforsch. 1985. Bd. 40a. P. 1351—
1352.

5.  Miyake M., Kaji O., Nakashima N., Suzuki T. // J. Chem.
Soc. Faraday Trans. 2 1985. V. 81. P. 277-281.

6. Wiesmann F.J., Zeidler M.D., Bertagnolli H., Chieux P.
/I Mol. Phys. 1986. V. 57. P. 275-285.

7. Sagarik P.K., Ahlrichs R. // J. Chem. Phys. 1987. V. 86.
P.5117-5126.

8. Puhovski Y.P., Rode B.M. // Chem. Phys. 1995. V. 190.
P. 61-82.

9. Suhai S. //J. Phys. Chem. 1996. V. 100. P. 3950-3958.

10. Bymyes IO.I'., 3aiiunkoB A.M. // V3B. Akanem. Hayk.
Cepus xummyeckast. 1998. Ne10. C. 1911-1917.

11. Lima M., Chelli R., Volkov V.V., Righini R. // J. Chem.
Phys. 2009. V. 130. P. 204518.

12. Baké I., Megyes T., Balint S., Chihaia V., Bellissent-
Funel M.-C., Krienke H., Kopf A., Suh S.-H. // J. Chem.
Phys. 2010. V. 132. P. 014506.

13. Jadzyn J., Srwiergiel J. // Phys. Chem. Chem. Phys. 2012.
V. 14. P. 3170-3175.

14. Radnai T., Megyes T., Bako 1., Kosztolanyi T., Palinkas
G., Ohtaki H. // J. Mol. Lig. 2004. V. 110. P. 123-132.

15. Ohtaki H. // J. Mol. Lig. 2003. V. 103-104. P. 3-13.

16. Ohtaki H., Katayama N., Ozutsumi K., Radnai T. // J.
Mol. Lig. 2000. V. 88. P. 109-120.

17. Bellisent-Funel M.C., Nasr S., Bosio L. // J. Chem. Phys.
1997. V. 106. P. 7913-79109.

18. Redlich O., Kister A.T. // Ind. Eng. Chem. 1948. V. 40.
P. 345-348.

19. Eropos I'.U., Makapos .M., Koakep A.M. // 13B. By30B.
Xumus u xuM. Texnosorus. 2016. T. 59. Bem. 2. C. 13-18.

20. Eropos I'.'H., Makapos /I.M., Konkep A.M. // 13B. By30B.
Xumus u xuM. Texnojorus. 2015, T. 58. Bem. 1. C. 8-13.

21. Eropos I'.H., Makapos [I.M. // 13B. By30B. X¥IMUS H XUM.
texuosorus. 2010. T. 53. Beim. 5. C. 45-48.

22. Egorov G.l., Makarov D.M. // PVTX properties of binary
mixtures of non-electrolytes. LAP LAMBERT Academic
Publishing, Saarbrucken, Germany. 2008. 189p.

23. Elola M.D., Ladanyi B.M. // J. Chem. Phys. 2006. V. 125.
P. 184506.

24. Fu A, Du D., Zhou Zh. // J. Mol. Struct. (THEOCHEM).
2003. V. 623. P. 315-325.

25. Puhovskit Y.P., Rode B.M. // J. Phys. Chem. 1995. V. 99.
P. 1566-1576.

W3B. By30B. Xumus u xuM. texHosorus. 2016. T. 59. Beim. 6

Paboma evinonnena npu nodoepoicke Poc-

cuticko2o (oHOa HYHOAMEHMANbHLIX UCCACO08AHULL
(npoexmovr  Nel5-43-03092-p yenmp a u Nel5-43-
03093-p_yeump_a).

11.

12.

13.

14.

15.
16.

17.

18.

19.

20.

21

22.

23.

24,

REFERENCES

Nielsen O.F., Lund P.A., Praestgraad E. // J. Chem. Phys.
1982. V. 77. P. 3878-3883.

Kalman E., Serke 1., Palinkas G., Zeidler M.D.,
Wiesmann F.J., Bertagnolli H., Chieux P. // Z. Naturforsch.
1983. Bd. 38a. P. 231-236.

Ohtaki H., Funaki A., Rode B.M., Reibnegger G.J. //
Bull. Chem. Soc. Jpn. 1983. V. 56. P. 2116-2121.

Ohtaki H., Itoh S. // Z. Naturforsch. 1985. Bd. 40a.
P. 1351-1352.

Miyake M., Kaji O., Nakashima N., Suzuki T. // J. Chem.
Soc. Faraday Trans. 2 .1985. V. 81. P. 277-281.

Wiesmann F.J., Zeidler M.D., Bertagnolli H., Chieux P.
/I Mol. Phys. 1986. V. 57. P. 275-285.

Sagarik P.K., Ahlrichs R. // J. Chem. Phys. 1987. V. 86.
P.5117-5126.

Puhovski Y.P., Rode B.M. // Chem. Phys. 1995. V. 190.
P. 61-82.

Suhai S. // J. Phys. Chem. 1996. V. 100. P. 3950-3958.
Bushuev Yu.G., ZaichikovA.M. // Izv. Akad. Nauk. SSSR,
Ser. Khim. 1998. N 10. P. 1911-1917 (in Russian).

Lima M., Chelli R., Volkov V.V., Righini R. // J. Chem.
Phys. 2009. V. 130. P. 204518.

Baké 1., Megyes T., Balint S., Chihaia V., Bellissent-
Funel M.-C., Krienke H., Kopf A., Suh S.-H. // J. Chem.
Phys. 2010. V. 132. P. 014506.

Jadzyn J., Srwiergiel J. // Phys. Chem. Chem. Phys. 2012.
V. 14. P. 3170-3175.

Radnai T., Megyes T., Bako 1., Kosztolanyi T., Palinkas
G., Ohtaki H. // J. Mol. Lig. 2004. V. 110. P. 123-132.
Ohtaki H. // J. Mol. Lig. 2003. V. 103-104. P. 3-13.
Ohtaki H., Katayama N., Ozutsumi K., Radnai T. // J.
Mol. Lig. 2000. V. 88. P. 109-120.

Bellisent-Funel M.C., Nasr S., Bosio L. // J. Chem. Phys.
1997. V. 106. P. 7913-79109.

Redlich O., Kister A.T. // Ind. Eng. Chem. 1948. V. 40.
P. 345-348.

Egorov G. I., Makarov D. M., Kolker A.M. /I 1zv. Vyssh.
Uchebn. Zaved. Khim. Khim. Tekhnol. 2016. V. 59. N 2.
P. 13-18 (in Russian).

Egorov G. I., Makarov D. M., Kolker A.M. // 1zv. Vyssh.
Uchebn. Zaved. Khim. Khim. Tekhnol. 2015. V. 58. N 1.
P. 8-13 (in Russian).

Egorov G.l., Makarov D.M. // 1zv. Vyssh. Uchebn. Zaved.
Khim. Khim. Tekhnol. 2010. V. 53. N5. P. 45-48 (in Russian).
Egorov G.1., Makarov D.M. // PVTX properties of binary
mixtures of non-electrolytes. LAP LAMBERT Academic
Publishing, Saarbrucken, Germany. 2008. 189p.

Elola M.D., Ladanyi B.M. // J. Chem. Phys. 2006. V. 125.
P. 184506.

Fu A., Du D., Zhou zh. // J. Mol. Struct. (THEOCHEM).
2003. V. 623. P. 315-325.

35



26.

27.

28.

29.

30.

31.

32.

33.

34.

36

Izv. Vyssh. Uchebn. Zaved. Khim. Khim. Tekhnol. 2016. V. 59. N 6

Puhovskit Y.P., Rode B.M. // J. Chem. Phys. 1995. V. 102.
P. 2920-2927.

Cordeiro M.A.M., Santana W.P., Cusinato R., Cordeiro
J.M.M. /I J. Mol. Struct. (THEOCHEM). 2006. V. 759.
P. 159-164.

Jelinska-Kazimierczuk M., Szydlowski J. // J. Solution
Chem. 2001. V. 30. P. 623-640.

Torres R.B., Marchiore A.C.M., Volpe P.L.O. // J. Chem.
Thermodyn. 2006. V. 38. P. 526-541.

Campos V., Gomez Marigliano A.C., Sélimo H.N. // J. Chem.
Eng. Data 2008. V. 53. P. 211-216.

Boje L., Hvidt A. // J. Chem. Thermodyn. 1971. V. 3.
P. 663-673.

Tasker L.R., Spitzer J.J., Surl S.K., Wood R.H. // J.
Chem. Eng. Data 1983. V. 28. P. 266-275.

3aiiunkoB A.M., T'omyounckmii O.E. // XKXypn. ¢us. xun-
mun. 1996. T. 70. C. 1175-1179.

Uosaki Y., lwana F., Moriyoshi T. // J. Chem. Thermodyn.
1992. V. 24. P. 797-808.

25.

26.

27.

28.

29.

30.

31.

32.

34.

Puhovskit Y.P., Rode B.M. // J. Phys. Chem. 1995. V. 99.
P. 1566-1576.

Puhovskit Y.P., Rode B.M. // J. Chem. Phys. 1995. V. 102.
P. 2920-2927.

Cordeiro M.A.M., Santana W.P., Cusinato R., Cordeiro
J.M.M. /[ J. Mol. Struct. (THEOCHEM). 2006. V. 759.
P. 159-164.

Jelinska-Kazimierczuk M., Szydlowski J. // J. Solution
Chem. 2001. V. 30. P. 623-640.

Torres R.B., Marchiore A.C.M., Volpe P.L.O. // J. Chem.
Thermodyn. 2006. V. 38. P. 526-541.

Campos V., Gémez Marigliano A.C., Sélimo H.N. //
J. Chem. Eng. Data. 2008. V. 53. P. 211-216.

Boje L., Hvidt A. // J. Chem. Thermodyn. 1971. V. 3.
P. 663-673.

Tasker L.R., Spitzer J.J., Surl S.K., Wood R.H. // J.
Chem. Eng. Data. 1983. V. 28. P. 266-275.

. Zaiychikov A.M., Golubinskii O.E. // Zhurn. Fizich.

Khim. 1996 V. 70. P. 1175-1179 (in Russian).
Uosaki Y., lwana F., Moriyoshi T. // J. Chem. Thermodyn.
1992. V. 24. P. 797-808.

Iocmynuna ¢ peoaxyuio 31.03.2016
Ipunsma x onybnueosaruio 06.05.2016

Received 31.03.2016
Accepted 06.05.2016

W3B. By30B. Xumus u xuM. texHotorus. 2016. T. 59. Beim. 6



