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Abstract—The CNDO/2 calculations have been applied on cluster models for the representative T sites in faujasite
to get atomic charge densities, wiberg bond orders and total energies. The chemical stabilities of suggested models for
the dealumination mechanism were also explained in terms of total energies. The calculated charge densities and bond
orders of cluster models have been changed remarkally according to the H* attack. The calculated results showed the

dealumination of faujasite in acidic solution was caused of Al-O bond weakening by acid attack.
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Fig. 1. Schematic depiction of proposed cluster models for quantum-chemical calculations.
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Table 1. The computed total energies for the clusters at each models.

(unit: a.u)

model I i I v v
cluster
bare-cluster -313.7925 -314.7506 -315.4587 -316.1587 -316.8942
H;0 *-cluster -314.4172 -314.0247 -315.0911 -315.7649 -
H*-cluster -314.4789 -314.4282 -315.1585 -315.8371 -
OH--cluster - -314.8325 -315.1804 -315.8686 -
H30 *(OH)-cluster - 314.8639 -315.8119 -316.4793 -
H +(OH)-cluster - -315.1621 -315.8849 -316.5719 -
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Table 2. CNDO/2 formal charge densities(q) for Table 3. CNDO/2 Wiberg bond orders(P) for clus-

cluster model 1. ter model 1.

~
m‘)\del I K(H0)* I(H)* model I I(H50)* I(H)*

cd b.o.
Q1 0.0790 0.1060 0.1050 P (1-2) 0.9759 0.9702 0.9701
q2 -0.5394 -0.5338 -0.5331 P (2-3) 0.7550 0.78382 0.7872
a3 1.5031 1.5144 1.5330 P (34) 0.7449 0.7770 0.7655
a4 -0.5476 -0.5419 -0.5489 P (3-6) 0.7431 0.7091 0.7398
ds 0.0805 0.1060 0.1028 P (3-8) 1.0392 1.0101 0.9850
a6 -0.5480 -0.5835 -0.5669 P (4-5) 0.9763 0.9709 0.9716
q7 0.0793 0.1024 0.0978 P (6-7) 0.9765 0.9727 0.9731
qs -0.6879 -0.7001 -0.6934 P (8-9) 0.6115 0.6564 0.7071
qo 1.3337 1.2865 1.2771 P (9-10) 0.6020 0.7144 0.7251
qd10 -0.6902 -0.6975 -0.7044 P (9-18) 0.6076 0.6875 0.7104
q11 1.5030 1.5490 1.5560 P (9-26) 0.6059 0.3979 0.3231
qi12 -0.5491 -0.5522 -0.5494 P(10-11) 1.0390 0.9804 0.9671
q13 0.0738 0.1006 0.1041 P(11-12) 0.7415 0.7597 0.7660
qi14 -0.5468 -0.5529 -0.5539 P(11-14) 0.7439 0.7575 0.7537
415 0.0786 0.0992 0.1018 P(11-16) 0.7554 0.7731 0.7759
q16 -0.5393 -0.5431 -0.5424 P(12-13) 0.9766 0.9719 0.9710
q17 0.0791 0.1018 0.1041 P(14-15) 0.9766 0.9723 0.9716
q18 -0.6877 -0.6779 -0.6943 P(16-17) 0.9760 0.9708 0.9701
q19 1.5029 1.5183 1.5365 P(13-19) 1.0389 1.0071 0.9818
q20 -0.5479 -0.5545 -0.5478 P(19-20) 0.7424 0.7547 0.7662
qz1 0.0734 (.0983 0.1024 P(19-22) 0.7556 0.7891 0.7873
Q22 -0.5395 -0.5318 -0.5337 P(19-24) 0.7437 0.7326 0.7411
q23 0.0795 0.1050 0.1058 P(20-21) 0.9766 0.9728 0.9716
qz4 -0.5475 -0.5704 -0.5657 P(22-23) 0.9759 0.9703 0.9699
qz5 0.0793 0.0948 0.0977 P(24-25) 0.9765 0.97338 0.9730
qz26 -0.6906 -0.6864 -0.5055 P(26-27) 1.0389 0.7803 0.6581
qz7 1.5039 1.6294 1.6717 P(26-34) — 0.5968 0.9310
Q23 -0.5481 -0.5380 -0.5343 P(27-23) 0.7429 0.8116 0.8336
q29 0.0791 0.1381 0.1574 P(27-30) 0.7549 0.8040 0.3329
q30 -0.5400 -0.5493 -0.5388 P(27-32) 0.7440 0.8123 0.3349
Q31 0.0794 0.1363 0.1532 P(23-29) 0.9765 0.9602 0.9520
32 -0.5471 -0.5371 -0.5327 P(30-31) 0.9759 0.9613 0.9547
q33 0.0790 0.1378 0.1572 P(32-33) 0.9765 0.9602 0.9520
q34 — 0.3285 0.1823 P(34-35) — 0.2713 —
qs3s — -0.2855 - P(35-36) — 0.9091 —
qa3e — 0.2548 - P(35-37) — 0.9418 —
a7 - 0.2283 -
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Table 4. CNDQ/2 formal charge densities(q) for
cluster model II..

del
C\K I I(OH)y IIOH)H;0* IKOH)yH*

a1 0.1134 0.0758 0.1052 0.1024
a2 ~0.5359 -0.5418 -0.5448 -0.5436
a3 1.5691 1.4967 1.5596 1.5590
a4 -0.5514 -0.5490 -0.5506 -0.5510
as 0.1116 0.0766 0.1074 0.1023
a6 -0.5640 -0.5473 -0.5456 -0.5487
qz7 0.1080 0.0755 0.1052 0.1006
qs -0.6650 -0.6482 -0.7449 -0.7170
do 1.2398 1.3238 1.3093 1.2760
4y, -0.6797 -0.6768 -0.7188 -0.7004
d11 1.5840 1.4929 1.5229 1.5292
gz -0.5530 -0.5485 -0.5561 -0.5540
q13 0.1099 0.0762 0.0980 0.0986
que  -0.5547 -0.5477 -0.5557 -0.5610
q15 0.1090 0.0756 0.0958 0.0956
g6 -0.5430 -0.5430 -0.5293 -0.5309
q17 0.1118 0.0762 0.1038 0.1041
qig -0.6627 -0.6792 -0.6755 -0.4770
q19 1.5698 1.4926 1.6085 1.6687
g0 -0.5506 -0.5482 -0.5657 -0.5407
q21 0.1113 0.0751 0.1642 0.1556
qe2  -0.5366 -0.5430 -0.5361 -0.5387
q23 0.1144 0.0757 0.1642 0.1556
qes -0.5636 -0.5474 -0.5295 -0.5298
d2s 0.1082 0.0750 0.1368 0.1564
q26 - -0.5678 -0.5414 -0.5306
qe7 - 0.0305 0.0644 0.0649
qz8 - - 0.3652 0.1582
q29 - — -0.4600 -

q30 — - 0.2734 —

q31 — — 0.2923 —
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Table 5. CNDOQ/2 Wiberg bond orders(P) for clus-
ter model IL.

model

bo II IKOH)- IKOH) H3;O0* II(OH) H*
P (1-2) 0.9675 0.9766 0.9701 0.9707
P (2-3) 0.7919 0.7493 0.7752 0.7720
P (34) 0.7714 0.7394 0.7686 0.7626
P (3-6) 0.7533 0.7401 0.7711 0.7632
P (3-8) 0.9380 1.0533 0.9471 (.9692
P 4-5) 0.9691 0.9770 0.9702 0.9714
P (6-7) 0.9704 0.9771 0.9705 0.9717
P (8-9) 0.8339 0.6007 0.5960 0.7206
P (9-10) 0.8382 0.5939 0.6639 0.6910
P (9-18) 0.8415 0.5875 0.3748 0.3152
P (9-26) - 0.6958 0.7655 0.7805
P(10-11) 0.9321 1.0540 0.9917 0.9905
P(11-12) 0.7673 0.7396 0.7523 0.7553
P(11-14) 0.7649 0.7398 0.7502 0.7441
P(11-16) 0.7827 0.7483 0.7901 0.7886
P(12-13) 0.9690 0.9771 0.9729 0.9726
P(14-15) 0.9695 0.9772 0.9733 0.9734
P(16-17) 0.9677 0.9766 0.9704 0.9703
P(18-19) 0.9336 1.0561 0.8338 0.6471
P(18-28) — - 0.5512 0.9187
P(19-20) 0.7718 0.7387 0.6800 0.8270
P(19-22) 0.7921 0.7479 0.8245 0.8311
P(19-24) 0.7539 0.7397 0.8173 0.8365
P(20-21) 0.9691 0.9772 0.9465 0.9538
P(22-23) 0.9673 0.9767 0.9604 0.9548
P(24-25) 0.9703 0.7772 0.9618 0.9524
P(26-27) - 0.9850 0.9803 0.9817
P(28-29) - — 0.2885 —
P(29-30) - - 0.7909 —
P(29-31) - - 0.7414 -
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Table 6. CNDO/2 formal charge densities(q) for
cluster model II.

\w HI
cd

III(OH)~ III{OH) H30+ III(OH) H*

qQ1 0.1129 0.0721 0.1003 0.1015
qz -0.5374 -0.5440 -0.5342 -0.5348
@ 1.5650 1.4824 1.5047 1.5347
q4 -0.5507 -0.5473 -0.5709 -0.5637
qgs  0.1104 0.0728 0.0902 0.0942
g6 -0.5642 -0.5467 -0.5533 -0.5438
q7 0.1071 0.0717 0.0944 0.0989
g  -0.6597 -0.6706 -0.6672 -0.7120
do 1.2575 1.3163 1.2898 1.2872
g0 -0.6800 -0.6742  -0.6753 -0.4980
a1 1.5822 1.4849 1.6296 1.6752
qiz  -0.5529 -0.5477 -0.5366 -0.5346
q13 0.1086 0.0718 0.1358 0.1551
qi4 -0.5544 -0.5461 -0.5357 -0.5314
d15 0.1078 0.0710 0.1353 0.1542
qie -0.5438 -0.5439 -0.5519 -0.5418
q17 0.1104 0.0720 0.1336 0.1504
qig -0.5072 -0.5680 -0.5546 -0.5533
q19 0.0882 0.0210 0.0668 0.0732
Q20 - -0.5682 -0.5583 -0.5415
a2 — 0.0204 0.0303 0.0500
Q22 — — 0.3246 0.1802
q23 - - -0.2717 et

q24 — — 0.2384 -

Qs - - 0.2359 -

- A4

9] Ow-Hee A%} Hrdoz -t 2ol llelAle] A
shuxo} A5 Table 63 Table 70 vehigl
o},

2 MM 0,9 Astier} 714 & 2
vebEg o] atar} kel FA v} Hdx
277k Zomg FANLE Ake ki) i

o] el Jo|} mull Jlof ulsled AeH o2 A ofgs
2HA| slo] AxH oz 7 fixke] AU} o|4sht
ub ¥op oA YE RodFw 9k,

A A 0,2 FAe2E Al-O,# Siy
-0, Agaer 27k 0,32459F 0, 6677241 Al-O
73gto] M} oksle] HGof vlef oEE Arw At
- %ol A7 0,513 0,27 BE2 Zhasted Akg-7e|
o)g T-0 #Agel siae 291, Io)4ek 2ol AlO
Ae] esle] 7lelx Y :
ol &ntel Aol wrlIIe

b3t (OH

N
—

He &
% 3L

[e29)

Table 7. CNDO/2 Wiberg bond orders(P) for clus-
ter model IIL

model

bo III HI(OH) III(OH)"H30+ III(OH) H+
P (1-2) 0.9678 0.9774 0.9716 0.9709
P (2-3) 0.7898 0.7432 0.7820 0.7818
P (3-4) 0.7709 0.7375 0.7273 0.739%4
P (3-6) 0.7520 0.7370 0.7522 0.7669
P (3-8) 0.9446 1.0669 1.0275 0.9919
P (4-5) 0.9694 0.9776 0.9748 0.9737
P (6-7) 0.9707 0.9778 0.9737 0.9722
P (8-9) 0.8369 0.5793 0.6742 0.6887
P (9-10) 0.8362 0.5762 0.3907 0.3245
P (9-18) 0.8719 0.6860 0.7545 0.7610
P (9200 — 0.6843 0.7085 0.7555
P(10-11) 0.9373 1.0657 0.7832 0.6677
P(10-22) — — 0.6099 0.9325
P(11-12) 0.7661 0.7362 0.8111 0.8317
P(11-14) 0.7643 0.7372 0.8115 0.8340
P(11-16) 0.7806 0.7434 0.7988 0.8275
P(12-13) 0.9694 0.9773 0.9609 0.9529
P(14-15) 0.9698 0.9779 0.9610 0.9531
P(16-17) 0.9681 0.9774 0.9623 0.9558
P(18-19) 0.9797 0.9858 0.9777 0.9743
P(20-21) — 0.9854 0.9840 0.9823
P22-23) -— — 0.2604 —
P23-24) - — 0.9363 -
P@23-25) — — 0.9384 —
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Table 8. CNDO/2 formal charge densities(g) for
cluster model IV.

d
&l IV IV(OH)- IV(OH)-H;0+ IV(OH)-H*

q1 0.1119 0.0676 0.1324 0.1492
q@ -0.5386 -0.5439 -0.56527 -0.5397
q3 1.5625 1.4834 1.6175 1.6735
a4 -0.5485 -0.5496 -0.5422  -0.5504
qs 0.1094 0.0674 0.1343 0.1513
g —0.5647 -0.5422 -0.52564  -0.5278
q7 0.1059 0.0673 0.1359 0.1546
g -0.6564 -0.6917 -0.6614  -0.4891
Q9 1.2853  1.3056 1.2823 1.2723
di0 -0.5383 -0.5674 -0.5611 -0.5529
qu1 0.0933 0.0103 0.0382 0.0551
qiz -0.5041 -0.5636 -0.5551 -0.5442
qiz  0.0833 0.0087 0.0429 0.0509
q14 - -0.5712 -0.5550  -0.5556
di5 — 0.0117 0.0576 0.0663
dis — - 0.3215 0.1734
Q17 - - -0.2656 -

qi18 - - 0.2354 -

Q19 — - 0.2287 -

Table 9. CNDO/2 Wiberg bond orders(P) for

cluster model IV.

model
bo IV IV(OH)- IV(OH)-H30* IV(OH)-H*

P (1-2) 0.9681 0.9781 0.9627 0.9559
P (2-3) 0.7877 0.7385 0.7955 0.8273
P (3-4) 0.7711 0.7376 0.7963 0.8276
P (3-6) 0.7502 0.7373 0.8227 0.8380
P (3-8) 0.9492 1.0705 0.8050 0.6664
P (4-5) 0.9696 0.9784 0.9622 0.9550
P (6-7) 0.9710 0.9784 0.9608 0.9528
P (89) 0.8414 0.5490 0.3643 0.3113
P 816 — -~ 0.6150 0.9199
P (9-10) 0.8295 0.6782 0.7197 0.7511
P (9-12) 0.8771 0.6803 0.7341 0.7586
P (9-14) — 06729 0.7471 0.7552
P(10-11) 0.9665 0.9870 0.9849 0.9828
P(12-13) 0.9806 0.9869 0.9844 0.9836
P(14-15) —  0.9857 0.9796 0.9773
P(16-17) — - 0.2478 -

P(17-18) — - 0.9377 -

P(17-19) — — 0.9414 —
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