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Table 1

Comparison of literature values and experimental

values of the solubility of PZA in four solvents

il T/K /1070 apr/1073 Dyn/ %
278. 15 1.048
283.15 1.312 1.336 -1.81
288. 15 1. 684 1. 598 5.25
293.15 1. 941 1.981 -2.04
298. 15 2.396 2.382 0. 60

K 303.15 2.839 2.963 -4.30

308. 15 3.622 3.586 1.03
313.15 4.211 4. 407 —4.64
318.15 5.210 5.357 -2.88
323.15 6.616
278. 15 2.078
283. 15 2.652 2.716 -2.43
288. 15 3.278 3.218 1.85
293.15 3.841 3.878 -0.96
298. 15 4. 698 4.785 ~1.84

TR 303.15 5.633 5. 865 -4.08
308. 15 7.098 7.036 0. 89
313.15 8.278 8. 549 -3.26
318.15 10. 028 10. 418 -3.87
323.15 12.509
278. 15 2.488
283. 15 3.040 3.145 -3.36
288. 15 3.574 3.655 -2.23
293. 15 4.239 4.338 -2.34
298. 15 4.948 5. 044 -1.94

s 303.15 5.744 5.923 -3.13
308.15 6.738 7.021 -4.29
313.15 7. 840 8.268 -5.61
318.15 8. 967 9.748 -8.88
323.15 11. 481
278. 15 0.775
283. 15 1.228 1. 106 9.77
288. 15 1. 451 1. 450 0. 04
293. 15 1.795 1.905 -5.89
298. 15 2.453 2.454 -0.06

R 303 45 2.971 3.123 -5.15
308. 15 3.935 3.953 -0.48
313.15 5.033 5.082 -1.01
318.15 6. 158 6.470 -5.15
323.15 8.183
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K2 PZA LR + K OGRS 0.3996 5.823 -0.637 —0.815 0.469 0.758
PRUSE] 298.15 0.4999 6.247 -0.518 -0.804 —1.855 —1.947
Table 2 Experimental mole fraction solubility and correlation 0.5999 6.436 —1.495 —2.318 —0.224 —2. 833
results for PZA (x,) in methanol + water 0.7001 6.074 0.043 —0.349 —0.627 —1.575

D/ % 0.7998 5.591 -0.513 -1.115 0.616 -0.508

/K x5 /1077 Apelblat AR —EHE J-A 0.8997 5.084 -0.727 -1.412 0.878 -0.174
gk i AP i 1.0000 4.785 0.187 -0.564 —0.573 —0.862

0.0000 1.336 0.544 8.221 -0.815 16.348 0.0000 2.963 0.702 —0.994 0.835 —0.996
0.1000 1.468 1.507 9.039 3.745 1.104 0.1000 3.728 1.012 -0.456 -2.020 —1.020
0.2000 1.647 -1.043 -3.933 -5.241 -17.058 0.2000 4.930 0.128 1.110  0.464  2.061
0.2997 2.232  -2.684 -2.576 -0.295 -10.629 0.2997 6.161 -1.174 -0.690 1.056 1.807
0.3996 2.934 -0.316 2.902 3.806 -1.762 0.3996 7.179 -1.822 -2.453 0.639 0.311
283.15 0.4999 3.297 -0.781 4.708 -0.215 -1.292 303.15 0.4999 7.725 -0.282 —1.340 -0.577 -1.829
0.5999 3.509 -0.218 6.745 0.066  1.894 0.5999 7.820 -0.397 -2.065 -0.610 —-2.009

0.7001 3.297 -0.153 5.018 -2.787 -0.148 0.7001 7.452  0.126 —0.996 —0.513 —1.694
0.7998 3.082 0.286 5.956 0.042  2.857 0.7998 6.873 0.152 -1.223 0.250 -0.181
0.8997 2.856 0.286 6.750 2.334 4.181 0.8997 6.296 0.143 —1.436 0.950 0.286
1.0000 2.716 1.191 6.934 -0.993 4.186 1.0000 5.865 1.305 -0.215 -0.517 -0.433
0.0000 1.598 -1.214 2.907 0.867 9.854 0.0000 3.586 -0.399 -2.385 0.534 —5.502
0.1000 1.806 -1.401 2.791 -0.469 -2.873 0.1000 4.697 0.887 -0.894 —1.008 -0.610
0.2000 2.221  -0.083 -1.340 -3.838 -9.669 0.2000 6.156 —1.996 —1.002 —-0.179 2.446
0.2997 3.061  2.289  2.633  2.447 -1.602 0.2997 7.633 -2.212 -1.867 -0.019 1.977
0.3996 3.859 -0.710 0.781 4.048 -0.895 0.3996 9.060 -0.138 -0.887 2.143  2.567
288.15 0.4999 4.167 1.253 4.167 -1.595 0.286 308.15 0.4999 9.485 —0.151 —1.442 —1.079 —1.416
0.5999 4.329 0.943 4.530 -1.430 1.510 0.5999 9.652 0.450 -—1.428 -0.137 —1.120
0.7001 4.068  0.59  3.328 -2.460 -0.110 0.7001 9.051 -0.143 —1.462 —-1.485 -2.013
0.7998 3.767 0.143 3.048 0.599 1.586 0.7998 8.470 0.534 —1.000 0.844 0.101
0.8997 3.470  0.104  3.463 3.093  2.527 0.8997 7.668 0.629 -1.140 0.861 0.698
1.0000 3.218 -0.968 1.972 ~—-1.570 0.382 10000 7.036 —0.050 —1.731 —-0.531 -2.230
0.0000 1.981  0.906  2.226 1.754  7.263 0.0000 4.407 0.516 -1.003 0.587 -7.378
0.1000 2.274 -1.600 -0.107 -3.434 -3.682 0.1000 5.901  0.486 -0.905 —1.199 -0.154
0.2000 2.978 1.512 1.410 -1.274 -3.067 0.2000 7.807 —1.297 —0.664 —0.132 3.826
0.2997 3.959  2.702  3.180  2.924  1.691 0.2997 9.683 -0.632 -0.526 0.391 4.191
0.3996 4.806  2.605 3.186 3.234 3.158 0.3996 11.324 0.941 0.359 1.911 4.124

293.15 0.4999 5.103 0.166 1.197 —1.884 —1.114 313,15 0.4999 11.727 0.373 —0.652 —1.455 —0.603
0.5999 5.224 -0.021 1.079 -1.833 -0.559 0.5999 11.907 1.301 -0.101 0.053 0.104
0.7001 4.944 —-0.643 0.226 -1.840 —-1.910 0.7001 11.093 0.454 —0.57 —1.428 —1.308
0.7998 4.570 -0.621 0.207 0.636 —0.024 0.7998 10.386 0.513 —0.592 1.223  0.210
0.8997 4.220 -0.427 0.516 3.034 0.872 0.8997 9.299 0.271 -1.051 0.359 0.573
1.0000 3.878 ~—1.598 —-0.867 —1.608 —1.623 10000 8.549 0.105 —1.105 —0.367 —2. 194
0.0000 2.382  -0.737 -1.351 1.216 1.445 0.0000 5.357 -0.368 —0.760 0.542 -10.839
0.1000  2.921  0.027 -0.377 -2.803 -2.216 0.1000 7.369 -0.748 —1.077 -1.240 -0.207
0.2000 3.884 1.540 2.164 -0.163 0.695 0.2000 9.832 —0.079 —0.120 0.102 5.454
0.2997 5.041  0.041  0.572  2.949  1.482 0.2997 12.126 0.845 0.642 0.717 5.837
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0.3996 13.851 0.417 0.253 1.019  4.038 3 PZATENEA + IE N BEJTIRA W0 v Ao Vs Ak B2
318.15 0.4999 14.326 -0.183 -0.486 —1.406 —0.758 A PS SUE S
0.5999 14.484 0.110 —0.173 0.374 —0.406 Table 3  Experimental mole fraction solubility and correlation
0.7001 13.523 -0.346 —-0.593 —0.638 - 1.874 results for PZA (x,) in acetone +1-propanol
0.7998 12.482 —0.231 —0.441 0.311 -0.215 Dyp/10 7
0.8997 11.345 0.155 -0.109 0.561 0.981 T/K - ay /1077 Apelbla Ah o —fEE S J-A
1.0000 10.418 0.420 0.235 -0.325 -1.726 CERE A O e L
0.0000 1.106 =-0.786 2.813 0.457 —-8.047
0-0000°6.616 - 0.030 1401 0.099 " ~12.466 0.1004 1.568 -0.076 0.332 —-1.270 -5.481
0.1000 9.323 -0.217 1.100 =-0.259 1.749 02000 2145 1380 1364 0635 0.1
0.2000 12.281 1.252 0.250 0.166 6.552 02900 2601 113 2816 0527 2448
0.2997 14.873  0.685  0.089  -0.100 3.517 0.3998 3.156 -0.827 2.334 0.129 3.900
0.3996 16.859 -0.403 0.105  0.404  3.594 28315 0.4997 3.477 -0.407 2.875 -0.514 2.687
323.15 0.4999 17.566 0.110 0.938 —-0.631 0.049 0.5999 3.674 —0.155 3114 0.036 2.912
0.5999 17.637 -0.701 0.733 0.652 -0.233 0.7000 3.654 0.206 2100 —0.877 —0.533
0.7001 16.486 0.060  0.966 -0.439 -1.101 0.7999 3.620 0.150 2.177 1.430  0.557
0.7998 15.147 -0.272 0.832 -0.113 0.255 0.9000 3.348 0.061 1.513 -0.642 -3.673
0.8997 13.761 -0.442 0.894 0.341 1.183 1.0000 3.145 0.106 5.182 0.058 -2.329
1.0000 12.509 -0.627 0.705 ~-0.128 -2.397 0.0000 1.450 0.220 2.452 0.578 -4.636
MR v, 20,05, 7, =0.05K, p, =0. 5 kPa, 0.1004 2.029 0.524 0.65] ~-1.608 -2.768
0.2000 2.741 1.415 2.963 0.865 3.594
PZA EPIR R & 50 b o th B AR, 0.2999 3.359 1.532 3.587 0.476 3.853
B 254 0 JSE A, P P 2 R R 4 40 B K G B0 0.3998 3.873 1.259 2.854 0.263 4.783
KZE 0.6 ZHT, PZA Wi FE 2 i H RS 09 ) ih 288.15 0.4997 4.201 0.808 2.414 —0.550 2.770
JEE IR A3 B3 RT3 K 2 5, s i B S W 2 W el 0.5999 4.402 0.565 2.102 0.013 2.644
PR A A B S TN A B B 1 0.7000 435 0.103 0.957 -1.011 -0.447
DRy s — 7 T i ELAT RS B4 T AU TR TR 0.7999 4.308 0.233 1.132 1.383 1.143
*ﬂﬁﬁ)ﬁ%ﬁfﬁﬂgéﬁ?é\%,%—ﬁﬁ,(ﬁ's%{g’ﬁUZIEJ% 0.9000 3.971 -0.051 0.630 -0.402 -2.746
TG5O T ATR ik, PR A s 55 ] 10000 3.655 -0.475 1.988 -0.045 -2.905
AT T4 55T 6 20 B 19 2 109 A, DR MG 70 O e
) BT kv e B A 7 . . . . . ‘ .
; 0.2999 4.052 0.633 1311 0.301 1.848
3, AT 5 SR T B S . AR SR Tl 0.3998 4.637 0.172 0.596 0.490 2.588
FETEH I + K IR B FIh 4-2 2 TRH A 1 203.15 0.4997 4.980 -0.271 0.088 —0.628 0.643
PRALZFI PGS B AFRA T R IR B 5 5 7% 0.5999 5.196 —0.001 0.288 —0.207 1.215
ZEMAE 0.7000 5.161 -0.339 -0.236 -0.765 —-0.788
P2 SR B A S RS SRR 3 4,3 0.7999 5.092 -0.233 -0.149 1.313 1.116
EOERGI TS 8, SSRGS R 0.9000 4.703 0.027 0.153 -0.407 —1.808
Gibbs 1 FH A {8 49 4 1E, 5609122 0 i i 21 14 e L it e
e AT IR, LR b S Gibbs [ 0.0000 2.454 0.528 0.868 0.204 -0.276
T S e
FRL, R BN DA AE S 7, b3 R Ty 0.2999 4.880 -0.605 —-0.900 —-0.710 -0.462
KEAZHESN J1 o AE PZA (TR R D, 5 B 0 0.3998 5.564 -0.164 -0.521 0.519 1.154
JEE IR 73 RUAE 0 ~ 0. 2000 F10.5999 ~ 1. 0000 s A 208.15 0.4997 5.968 0.151 —-0.310 0.110  0.083
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0.5999 6.153 -0.793 -1.363 —-0.311 —-0.393 0.7999 11.763 0.810 0.802 1.523 3.367
0.7000 6.132 —0.572 —0.959 —0.546 —1.001 0.9000 10.605 —1.543 —1.546 —1.523 —1.383
0.7999 6.010 -0.720 -1.161 0.885 1.006 1.0000 9.748 0.100 -0.063 0.481  3.660
0.9000 5.551 —-0.255 -0.538 —0.366 —1.393 0.0000 8.183 0.513 0.598 0.091 6.173
1.0000 5.044 -0.315 —1.158 0.030 —1.759 0.1004 9.725 -0.633 -0.434 —-0.527 0.693
0.0000 3.123 —-0.362 -0.547 —0.053 0.494 0.2000 11.383 0.839 0.953 0.902 —0.833
0.1004 4.117 —0.184 -0.394 —0.110 0.398 0.2999 12.511 0.370 0.970 -0.538 -3.677
0.2000 5.110 —0.440 —0.736 0.656 0.850 0.3998 13.598 —0.216 0.388 0.326 —4.056
0.2999 5.887 —0.875 —1.703 —0.642 —1.714 323.15 0.4997 14.048 —0.316 0.408 —0.562 —4.349
0.3998 6.613 -0.759 -1.534 0.141 —-0.492 0.5999 14.292 -0.575 0.255 0.171 -2.971

303.15 0.4997 7.062 0.122 —1.449 —0.190 —1.542 0.7000 13.928 —0.480 0.051 —0.450 —1.866
0.5999 7.323 —0.103 —1.077 0.057 —0.402 0.7999 13.594 —0.754 —0.147 1.700 1.931
0.7000 7.317 0.276 -0.331 -0.063 —-0.204 0.9000 12.275 0.774 1.052 ~-1.615 0.927
0.7999 7.149  0.043 -0.636 0.958 2.055 1.0000 11.481 -0.133 1.110 0.463 5.181
0.9000 6.526 -0.130 -0.490 -1.139 -0.743 M AR EE v, =0.05, T, =0.05K, p, =0.5kPa,

1.0000 5.923 -0.430 —1.953 0.369 -0.966
0.0000 3.953 —1.006 -1.467 —-0.030 1.316
0.1004 5.121 -0.212 -0.396 0.091  0.969
0.2000 6.222 -0.993 -1.459 —-0.023 -0.267
0.2999 7.174 0.363 -0.599 —-0.327 —1.354
0.3998 8.015 0.107 -0.752 0.615 —0.696

308.15 0.4997 8.463 0.095 —0.857 —0.211 —1.740
0.5999 8.698 0.122 —-0.891 —-0.261 —0.809
0.7000 8.635 0.240 —0.366 —0.482 —0.367
0.7999 8.482 0.242 -0.427 1.435 2.496 A -0.0000: ® —0.1000: W —0.2000; ¥ —0.2997; & -
0-9000  7.705 0.535 0.113  -1.108 0.308 0.3996; [1-0.499; O -0.599; A -0.7001; V ~0.798; & —
1.0000 7.021 0.186 ~—1.408 0.280 0.809 0.8997; % —1.0000,

0.0000 5.082 -0.406 -0.902 -0.122 3.217 B PZA LR + kSRR A AIA Apelblat
0.1004 6.407 0.277 0.175 0.169 1.773 R

0.2000 7.654 0.180 -0.258 0.414  0.224 Fig.1 Fitting of the Apelblat solubility curve of PZA in
0.2999 8.603 0.100 -0.663 —-0.979 -2.452 methanol + water binary solvent

0.3998 9.580 -0.226 -0.862 0.682 —2.080

313.15 0.4997 10.036 —0.143 —0.824 —0.197 —2.774 0015
0.5999 10.291 0.328 -0.382 0.058 —1.147
0.7000 10.127 0.123 -0.284 -0.675 -0.674 0010
0.7999 9.962 0.220 -0.217 1.593  2.659 )

0.9000 9.013 0.564 0.264 ~—1.362 0.586 0:005

1.0000 8.268 0.162 -0.965 0.385 2.15I 100‘8 

0.0000 6.470 0.079 -0.226 —-0.413 4.804 06

0.1004 8.008 0.811 0.840 1.018 2.341

0.2000 9.260 -0.696 -0.935 —0.169 —1.476 A -0.0000; ®-0.1004; M -0.2000; V¥ -0.2999; & -
0,2999 10.334 —0.407 —0.633 —1.230 -3.767 0.3998; [1-0.497; O -0.599; A ~0.7000; V ~0.799; < —
0.3998 11.492 0.638 0.491 0.897 —2.180 0-9000; % -1.0000, B

318.15 0.4997 11.963 0.628 0.510 -0.239 —2.696 P2 PZA TEDIRH + IR TR S il il &
0.5999 12.254 0.604 0.530 0.214 —1.358 Apelblat 77 B i B2 2%

0.7000 12013 0.437 0.429 —0.604 —0.624 Fig.2  Fitting of the Apelblat solubility curve of PZA in

acetone + 1-propanol binary solvent
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Table 4 Parameters of the Apelblat equation for PZA Table 5 Parameters of the Ah equation for PZA in the
in the binary cosolvent mixtures binary cosolvent mixtures
Dypvsp” D/ A 9 A /102 Dpyen/10™°  Dyp/ %
wr A B0 C e " i = fED -
103 % 0.0000 0.22 173. 69 6. 46 2.36
0.0000 -194.90 53.93 29.97 1.70 0. 60 0.1000 0. 56 78.29 6. 83 1.86
0.1000 -177.04 40.88 27. 64 3.31 0. 88 0.2000 0.83 54. 60 5.22 1.33
0.2000 96.10 -84.43 -12.87 7.82 0.99 0.2997 0. 80 53.55 7.99 1.42
0.2997 29.81 -51.95 -3.11 9.33 1.47 0.3996 0.74 54.90 9.10 1.30
0.3996 -69.04 -5.17 11.52 7.78  0.89 0.4999  0.66 5907 1192 1.7
HEZ+ 0.4999 -123.40 20.98 19.53 3.01  0.42 PEE+IK 5 5990 0.61 62.28  14.24 213
7K 0.5999 -146.84 32.94 22.95 5.25 0. 46 0.700 1 0. 54 69. 56 10. 81 1.50
. I -125.82 23.1 19. 2.73 .2
0.700 >-8 3.10 9-83 7 0.28 0.7998 0. 48 77. 89 9.99 1.61
0.7998 -151.96 35.39 23.68 3.28 0.37
0.8997 0.43 86. 38 10. 42 1.86
0.8997 -138.61 29.03 21.69 2.01 0.24
1.0000 0.35 102.91 9.05 1.59
1.0000 -159.11 39.28 24.68 4.71 0.72 _
_ Dy =2. 08%
Dy =0. 67%
0.0000 0.61 76.03 3.81 1.36
0.0000 -53.85 -17.09 9.40 2.29 0.57
0.1004 —13.22 -32.98 3.22 312 0.36 0.1004 0.48 86.76 2.90 0.44
0.2000 -51.67 —11.17 877 481  0.77 0.2000  0.38  98.87  6.60 116
0.2999 —-98.68 12.29 15.66 3.72  0.67 0.2999  0.33  106.74 8.1 1.46
P+ 0.3998 -87.14 8.69 13.87 3.73  0.49 0.3998  0.29 113.46  7.15 1. 15
IEPEE 0.4997 -97.47 14.35 15.36  3.50  0.37 W+ 0.4997  0.27 118.81  7.47 1.08
0.5999 -102.15 17.30 16.02  4.29 0.36 WEAME 0.5999  0.25  125.84 7.32 1.11
0.7000 -67.75 1.93 10. 88 3.30 0.31 0.7000 0.23 132. 18 4.26 0. 63
0.7999 -73.49 4.91 11.71 5.02 0.38 0.7999 0.21 140. 16 5.44 0.76
0.9000 -53.99 -3.31 8.76 6.70 0. 44 0.9000 0.18 166. 19 7.41 0.70
1.0000 -157.01 43.12 24.09 1.85 0.30 1.0000 0.17 171. 31 9. 66 1. 68
Dy =0.46% Dyp =1.05%
40 40
74.4-* 45k
80 ~50}
~ =5.2r —
E » g -55¢
-5.6 -
ol -6.0f
,6_4: -6.5F
6.8 | 1 L L I 7.0 . . I L L
0.003 0 0.003 1 0.003 2 0.003 3 0.003 4 0.0035 0.003 6 0.0030 0.0031 0.0032 0.0033 0.0034 0.0035 0.0036
(UTYK (UTYK
A -0.0000; @ -0.1000; Il -0.2000; ¥V -0.2997; & — A -0.0000; @ -0.1004; Il -0.2000; ¥V -0.2999; & -
0.3996; [1-0.499; O -0.599; A -0.7001; V ~0.798; & — 0.3998; [1-0.497; O -0.599; A -0.7000; V ~0.799; & —
0.8997; ¥ -1.0000, 0.9000; ¥ -1.0000,
B3 PZA FEREE + KIREHERITIEME (Inx, ) 5 B4 PZA FEDIER + IE PSR AV R A fEEE (Inx, )
1/ T BB R R U A B 5 1/T KRBEIR Ve R A H L
Fig.3  Van’t Hoff plot of the mole fraction solubility (Inx,) of Fig.4  Van’t Hoff plot of the mole fraction solubility (Inx,) of
PZA in methanol + water binary mixed solvents against PZA in acetone + 1-propanol binary mixed solvents

1/T with a straight line to correlate the data against 1/T with a straight line to correlate the data
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Table 6 Parameters of the general cosolvency model for

PZA in the binary cosolvent mixtures

DRMSD/ DMD/

wR /K B, B, B, B,
107° %
283.15 -6.61 -0.72 14.29 -24.17 11.31 578 1.85
288.15 -6.45 0.49 10.59 -20.20 9.8 800 2.4
203.15 -6.24 1.33 7.10 -15.60 7.8 9.25 213
298.15 -6.05 2.18 3.64 -10.97 58 670 1.12
FlE + 303.15 -5.83 245 2.08 -855 471 464 0.77
JK 30815 -5.64 2.8 0.52 -6.46 3.76 853 0.80
313.15 -5.43 3.22 -0.76 -495 3.16 10.73 0.83
318.15 -5.24 3.63 -2.38 -2.90 2.32 9.33 0.66
323.15 -5.02 3.83 -3.54 -1.08 143 598 0.30
Dyp =1.17%
283.15 -6.81 3.99 -3.45 -0.18 0.68 220 0.60
288.15 -6.54 3.98 -4.33 1.40 -0.12 2.75 0.65
203.15 -6.27 3.54 -3.66 0.95 -0.005 3.24 0.69
208.15 -6.01 3.35 -3.95 190 -0.58 2.80 0.48
B + 303.15 -5.77 3.13 -3.98 2.46 -0.98 3.51 0.40
TEEE 308.15 -5.53 290 -3.51 1.87 -0.68 5.05 0.44
313.15 -5.28 2.56 -2.97 1.39 -0.50 7.32 0.60
318.15 -5.04 219 -2.17 0.57 -0.19 9.61 0.76
323.15 -4.81 1.95 -1.68 -0.20 0.26 10.70 0.67
Dy =0.59%
. 0.100 0
2
g -
o]
3 0
0
0.899 7™w1.000 0
28 L 1 n L n 1 L L I 1 n
120 125 130 135 140 145 150
AG_/(k]+mol™)
5 302.60 K T PZA 7E HIlEE + 7K — JCiR AV 570 Hh i Ak

Fig. 5

LRMEAS — A2 P (O LT HY B R 2R 0 )
AH

. V8. AG_, enthalpy —entropy compensation plot
for the solubility of PZA in various methanol + water
binary mixed solvents at a mean harmonic tempera-
ture of 302. 60 K ( numbered points correspond to the

mole fractions of methanol in the mixtures)

*7

PZA 1€ —JCIRA BN J - A R e S B as
KBS

Table 7 Parameters of the Jouyban — Acree model for PZA

in the binary cosolvent mixtures

¥
S

/K  Dyw/% Z% HfH P1A

283.15 5.59 A, -87.70 2.57x10°%
288.15 2.84 A,

293.15  2.27 A 14.33  1.23x10°%
298.15  1.32 Ay -1.60 2.81x10°¢
HEZ+  303.15 115 As 1111.24 1.49x10°5
K 308.15 1.88 Ag 1111.49 1.36 x107*
313.15  2.24 A; -3241.01 3. 14 x10° !
318.15  2.94 Ag 1708.62 3.24x10°"2
323.15  3.19 Ay
Dyp =2. 60%
Dpysp =2-37 x10 74
283.15  3.04 A
288.15 2.94 A, -86.25 2.60 x10 1%
293.15  1.60 A
298.15  0.90 Ay 14.08  1.50 x10~'%
Nl +  303.15  0.90 As
IENEE  308.15  1.01 Ag 1992.62 4.61x10"%
313.15  1.79 A, -921.49 4.94 x10 %
318.15  2.51 Ag 207.01  7.66 x10°
323.15  2.97 Ay
Dyp =1.96% 12
Dpysp =1.85 x10 74
%
£
%Ta
2 (')5.%999'9‘.\93-1‘.0000 ‘ .
120 125 130 135 140 145 150
AG_/(kJ -mol™)
El6 302.60K T PZA 7EWNER + IENEE_JCiR AR

Fig. 6

ARLRAAE — A A T (0T LT PR R ) B 2R 7050

AH_; vs. AG_, enthalpy —entropy compensation plot
for the solubility of PZA in various acetone + 1-pro-
panol binary mixed solvents at a mean harmonic tem-
perature of 302. 60 K( numbered points correspond to

the mole fractions of acetone in the mixtures)
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Table 8 Thermodynamic functions for the solution process of

PZA in the binary solvent at constant temperature

A[{sul/ Assul/ AGsol/

sl x5 (k- (Jomol™'+  (kJ+ &w/% E5/%
mol ') K°')  mol™!)
0.0000 30.49  52.30  14.66 65.83 34.17
0.1000 35.48  70.66  14.10 62.40 37.60
0.2000 37.84  80.56  13.46 60.82 39.18
0.2997 35.39  74.48  12.84 61.09 38.91
0.3996 33.26  68.89  12.40 61.46 38.54
HEE+  0.4999  31.65 64.13 12.25 61.99 38.01
Ko 0.5999 30.81  61.52  12.19 62.33 37.67
0.7001 30.64  60.45  12.34 62.61 37.39
0.7998 30.29  58.68  12.53 63.04 36.96
0.8997 30.04  57.09  12.78 63.49 36.51
1.0000 29.36  54.22  12.96 64.15 35.85
0000 37.84  76.99  14.55 61.90 38.10
1004 34.92  69.54  13.87 62.39 37.61
2000 31.32  59.53  13.30 63.48 36.52
2999 29.15  53.62  12.92 64.24 35.76
W+ 0.3998 27.64  49.65  12.62 64.79 35.21
IETNEE 0.4997 26.69  47.01 12.46 65.23 34.77

5999 25.87 44. 60 12.38  65.72 34.28
7000 25.76 44.12 12.41 65.86 34.14

7999  25.35 42. 65 12.45 66.26 33.74

SR A R = = R

9000 24.78 39.97 12.68 67.19 32.81
1.0000 24.70 39. 06 12.88 67.64 32.36

WIHEEE SR 73 BUAE 0. 5999 ~ 1.000 0 U [l 4 I, #p 2
B RN U, BDZad R A A o) s Y RE AP0 46
JEE SR 43 HUAE 0. 2000 ~0. 5999 5 W) 1A EE /R 20t
0 ~0.599 9 U [H A I, #M2 B AR EAE, Bl
FERIEAR SN, thE 3 4 n] 1, PZA MR it ok
AR SRS AR S i AR

3 b

(1) MEIER) Apelblat J5 2 Ah J5 2 | — L AAAR
BIFMEIE G B Jouyban — Acree J7 B2 3 REAR 4f h SCBX
A SCHTI PZA 5 i B2 1 52 55 B4, o Apelblat 75
TR CHRACR B Bt

(2) MR P e 7 7 v 45 T 0 S o B 1 i
TIPS, B> P sl o IR 04 B 2R 538508 0. 6 B, ML igE

T P Vs i B e MR BRI R B4 1) SR PR 1 i
Vo TS5 A 5%,

(3) 2K van’t Hoff J5 R334 T ¥ i B )
PR, A4 Gibbs F HBE S 2R FUR AR, I T %
i BUN S E NS A S B UN S U | 5K R (RN
PP T, 7 Ao R LB 5 IR R0 IR A W G 4 R
I,
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Solubility measurements, correlation and cosolvent phenomena

for pyrazinamide in two mixed solvents

XI ShuoShuo  WANG Shui

LU GuangWei

WANG JiDong *

(College of Chemical Engineering, Beijing University of Chemical Technology, Beijing 100029, China)

Abstract; The solubility of pyrazinamide in methanol + water and acetone + n-propanol has been measured by a

laser dynamic method in the temperature range between 283. 15 and 323. 15 K under normal pressure. The modified

Apelblat equation and Ah equation, the general coexistence model and the modified Jouyban —Acree equation were

used to model the experimental data; it was found that the Apelblat equation showed the best correlation effect. The

solubility of pyrazinamide in both mixed solvents increases with increasing temperature, and a cosolvent phenome-

non occurs, that is, when the molar fraction of methanol or acetone is 0. 6, the solubility of pyrazinamide is the lar-

gest. In addition, the thermodynamic properties of the dissolution process, including Gibbs free energy, enthalpy

change and entropy change, were calculated using the van’t Hoff equation. The results demonstrate that the dissolu-

tion process is endothermic. From the obtained nonlinear enthalpy-entropy compensation map, the mechanism of

the dissolution can be related to the composition of the cosolvent mixture.

Key words: pyrazinamide; solubility; cosolvent; thermodynamic properties
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