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Fig. 1. Relation between weight ratio and X-ray intensity ratio of LMS
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Fig. 2. Effect of stirring time with ultrasonic waves on crystallinity of
! product zeolites X and content of mixed crystals.
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Table 1. Effect of mixed procedure of initial materials on degrees of
crystallisation of product crystals.

No. Procedure C.D. (%)

MIX (%)
(1) Al + Si (S) + (Na+H) 15
80
(2) Si 4+ Al (S) + (Na+H) 83
® Si + Al (9) + (NatH) 7
8
(4) Al 4+ Si (R) + (Na+H) 114
—— 4
(5) Al + Si (R) + (Na+H) 5
— 91
(6) Al + Si (S) + Na+-H 11
85
7 Al + Si (S) + (Na-+H) 108
— 4
(8) Al4+H+8i (R) + (Na+H) 119
— 0

Al: NaAlO,, Si: Si(OC;H;),, Na: NaOH, H: H,O

(S): dropwise pour, (R): rapidly pour.

«———>: ultrasonic waves. all samples were stirred for 20 min.

C. D.: degrees of crystallinity.

MIZX: content of mixed crystals.

3.1.3 BgHRmope
HEWEORAEY X BEHRBHERIL, 3.1.2035 & LREOLMET, FiEk BEmR
BHEETRE > Tco 0°C OBKEREFIC2UBHEE L cBOBELYE2ITRT. 2, H
ZMEORAEFIZ, 3.1.2.0 8) Tiik -Teo MRILEXR X UHMER, 72 B OB

BPENTVE, LA L, ThUEORHEREICE L TIBEZEZRERA LN E n,
PDEofERLY, ¥+ 74 F X GRITET 5 HREWE O REMRHEE %R0 2 54,
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Table 2. Effect of mechanical stir on degrees of crystallisation of

product crystals

No. Time (Hr) Degree of crysta Content of mixed
llisation (%) crystals (%)

(M 1 23 64

(2) 18 88 21

(3) 24 92 13

4) 48 94 16

5) 72 120 0

6) 96 122 0

NP, 3.1.2.(8), BERMARM 20 40, HMRARERET2KH, X1 8°CoER
BRI 5B 24 B OFETITE > 7o KBNE 24 HMU ETR, &
LEZOWTHE R ZARO o NS, ARHERE 24 K5 170 B Lichb e - TR
EICHELT . BROEREBEIRITRT 3OHRL D, H:O/NaxO = vl 50 054,

Fig. 3.
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Si0z/AlLO; & vl & UF NapO/Si0, =l €4 54 + X AEROMGE%E XA K 3 12
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X OEEPRBDONLH{EH, sSMTHINLESR, MBORSE ALY, 1A BWES
LEOXF 74+ X OERBADLNLHEH, SHOME, BRSER, H2nEEA4
FA T OEEABOONE NI ERT. BIEETHREYA 74 AV BERL, 74610
BArEEAZ4 PP, €454 ZhY oEFESBDOLNL, L L, AEBSRARGIC
fh DINRHIER ITE N, LI, HEPOAETOWMSIThz->T, €454 + P, ¥4
54 Zh, X541 ABBKEELTERT 2,

K3Ly, ¥474 F XOJGHIREFT 2, HREUWEORKEMRMGHE L, H,O/NayO = v
W50 054, SiO/AlLOs & v i 5~18, Na,0/SiO, v k3 ~7 Th 5, LMS13X 0354
OB KR EEMEY X, NayO/SiO, & v H1.2~1.5, SiO/ALO; = vt 3~ 5, Hy0/Na,O
ENVH35~60 TH Do LTcdioT, RBFEICHTHEL N Bk, UCC o LMS
BX OHBELHBLT, %00 END B, 4517, SiOy/ALO; = A HITEE L Tl 245Kk %
), ARRITEL > THLHPIT L AREY, HEWEO HEL oWk FRERATS
%,

HFEWHE O A, 48 NazO+AlO508 Si02+2,400 H,O T8 b Nz Bk & 0y K X m
FRAER4ICRT, ¥ X MEAFSEREE 4 TRT. £4121, Breck bk I Barrer &
RE>THEINTHD BRIBEL LTRT. AWERPVT AR INE €454 F X,
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Fig. 4. X-ray powder diffraction pattern.

ik, Breck b L U8, Barrer b OB EBN—HERL TV, X bIT, MOEREERORE
ErRTENBREE - BOLNT, BHEOIDTHBLIL2RLTnD, (LESFO
TR, AR OB, 0.91 NagOeAlLO;302.4 Si0¢5.3H0 T - 720 2 NIZHEINT
WS LERKY L12IE—H L Twi,
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Table 3. Results of

Degree of Content of
No. X Y z crysta- mixed crystals
llisation (%) (%)
1 2 2 100 0 A : 100
2 3 3 150 7 A: 81
3 4 4 200 0 A: 100
4 5 5 250 89 0
5 6 6 300 56 A: 16, P: 14
6 8 8 400 75 0
7 10 10 500 64 . 0
8 12 12 600 69 0
9 14 14 700 78 0
10 16 16 800 84 0
11 18 18 900 18 0
12 24 24 1200 36 P: 18
13 30 20 1500 24 P: 55
14 34 34 1700 10 Na. Pt: 85
15 38 38 1900 0 Na- Pt: 100
16 2 1 100 0 A : 100
17 4 2 200 19 A: 71
18 8 4 400 97 0
19 12 6 600 88 A: 12
20 16 8 800 108 A: 4
21 20 10 1000 114 A: 1
22 24 12 1200 88 0
23 28 14 1400 78 0
24 32 16 1600 84 0
25 36 18 1800 95 0
26 40 20 2000 78 0
27 3 1 150 0 A : 100
28 4 1 200 0 A : 100
29 8 2 400 30 A: 53
30 16 4 800 98 A: 2
31 24 6 1200 102 A: 2
32 32 8 1600 105 0
33 40 10 2000 112 0
34 48 12 2400 93 0
35 56 14 2900 86 0
36 64 16 3200 113 0
37 72 18 3600 93 0
38 96 24 4800 95 0
39 120 30 6000 119 P: 5
40 136 34 6800 64 0
41 152 38 7600 22 P: 63
42 6 1 300 0 A: 100
43 12 2 600 19 A: 73
44 24 4 1200 88 A: 12
45 36 6 1800 102 0
46 48 8 2400 127 0
47 60 10 3000 125 0
48 72 12 3600 105 0
49 84 14 4200 102 0




crystallisation products
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Degree of Content of
No. X Y Z crysta- mixed crystals
llisation (%) (%)
50 96 16 4800 115 0
51 108 18 5400 125 0
52 120 20 6000 56 Na_ Pt: 42
53 132 22 6600 22 P: 62
54 144 24 7200 39 P: 28
55 156 26 7800 76 P: 12
56 180 30 9000 poor yield
57 204 34 10200 poor yield
58 8 1 400 0 A : 100
59 16 2 800 22 A: 66
60 32 4 1600 85 A: 15
61 48 6 2400 122 0
62 64 8 3200 127 0
63 80 10 4000 112 0
64 96 12 4800 59 P: 33
65 112 14 5600 3 P: 94
66 128 16 6400 18 P: 71
67 144 18 7200 poor yield
68 10 1 500 0 A : 100
69 20 2 1000 29 A: 62, Zh:' 16
70 40 4 2000 122 0
71 60 6 3000 100 0
72 80 8 4000 96 Zh : 23
73 100 10 5000 96 P :16
74 120 12 6000 poor yield
75 140 14 7000 0 Zh : 100
76 160 16 8000 poor yield
77 180 18 9000 0 P: 100
78 12 1 600 0 A: 50, Zh: 10
79 24 2 1200 25 A: 64, Zh: 26
80 48 4 2400 73 A: 13, Zh: 13
8l 72 6 3600 76 P: 21, Zh: 22
82 96 8 4800 40 P: 19, Zh: 19
83 120 10 6000 0 poor P, poor Zh
84 144 12 7200 0 poor P, poor Zh
85 168 14 8400 poor yield
86 912 16 9600 0 poor P, poor Zh
87 216 18 10800 poor yield
88 14 1 700 0 A : 100
89 28 2 1400 29 A: 65 Zh:24
90 56 4 2800 89 A: 9, Zh:17
91 84 6 4200 18 P: 72, Zh:29
92 112 8 5600 0 poor P, poor Zh
93 140 10 7000 poor yield
94 168 12 8400 0 Zh : 100
95 196 14 9800 0 Zh : 100
96 224 16 11200 poor yield
97 252 18 12600 10 P:10

X, Y, Z: X Na,0-ALO'Y SiO,-Z H;,0

69
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Table 4. X-ray powder diffraction data of zeolites X.

A B C
h k1 d, A 1/10 d, A 1/10 d, A 1/10
111 14.48 100 14.465 100 14.5 100
2 20 8.84 33 8.845 18 8.84 60
311 7.56 23 7.538 12 7.56 60
3 3 1 5.75 33 5.731 18 5.74 80
51 1 4.79 8 4.811 5 4.81 40
4 40 4.41 15 4.419 9 4.42 60
5 3 1 4.23 5 4.226 1 4.20 1
6 2 0 3.952 8 3.946 4 3.954 10
5 3 3 3.802 42 3.808 21 3.813 60
6 2 2 — — 3.765 3 3.769 20
4 4 4 — — 3.609 1 3.621 1
5 5 1 — — 3.500 1 3.515 1
6 4 2 3.338 37 3.338 8 — —
7 31 — — 3.253 1 — —
733 3.048 7 3.051 4 3.048 40
6 6 0 2.949 23 2.944 9 2.941 40
5 5 5 2.884 45 2.885 19 2.881 80
8 40 2.796 20 2.794 8 2.790 40
75 3 2.738 5 2.745 10
6 6 4 2.667 8 2.662 40
9 3 1 2.621 8 2.617 20
8 4 4 2.459 3 2.545 20

A: this work, B: reference 4), C: A.S.T.M. cards 12-246.

3.2 TGA &0 DTA

HEHER (HREYEO HER, 48 Nag0+Al0308 Si0502,400 H,0) & 18 LMS13X o
TGA g% BI5ITRT. NS 2L LM13X oAkRIE, 2hZFh 26.65wt%,
25.06wt.% TIRIZ—HL TV, ¥4 54 F OESKIZBEE EENTSH Y, TCA i
LEFITH Do LIchisT, MEETOMBEKEHRAKE AWREICKAT % % o LMS
BX BAESMES LIBT3 L, KEBITETABAENESL, GRETR VRV, 2hid
MEOHRBLEOHEIZL 230 LB, '

DTA O#RER 6 ITR T ERIBZERES, Sk LMS13X o DTA iR+, »
Ty, 100°C LTFH 5 500°C iKhic» TIREWRE Y — 7 BROND, Z0 230°C *#1§
RETDHEAREC— 713, B5 T 5 EBKRICL 2BBE—2TH 2, 2 b (1T,
LMS13X & RS X, ZHZh 805°C, 945°C 4 & (X 835°C, 965°C ITIHA % 3,
2o0E g LI RBR - BELNL, ZhFhoR#iv— s HE0 X BEFKEY2, K
7, R8ITRT. LMS13X 1%, 760°C THRILERD % VKD L, 805°C TIE L A LS
HTH%. EHI12900°C TH—#FT7 4 b (Carnegieite) #ibFilcthmkl, 945°C ¢
7z ) ' (Nepherine) QEEMBREONS, —F, ERELIE, 805°C Tl SLE
BEALEMLRRD SN, 835°C TEAHICE S, 2 HIT900°C ThEPT H—%F7
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Fig. 5. TGA curves of zeolites X.
Solid and dotted line represent synthesized zeolite and LMS 13X

respectively.
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Fig. 6. DTA curves of zeolites X.
Solid and dotted line represent synthesized zeolite and LMS 13X

respectively.

A PBERKL, 965°C TH—2FT7 4 FOEEBROLNS, 1,0000C TRWIFND, 27 =
) o RE U I —F2EFTALTORETHL,LMSI3X 0+ 7 =) V4, BEEROK
BRH =374+ BBRCRELTCA20B HHATH S5, YUbd b, DTA ok L
7 200RBM— /1%, BROEBEC—-I7THS, Thbb, LMS13X 1%, 805°C T
MESEICED, M5°C TEAEEH L4 7 =) VITEBT 5. RS, 835°C TN
WREITEY, 965°CTH—3FT4 PCEBT S, M6, I7HL VK8 LY, LMS13X



72 HBE R L BR

A room temp.

B 805 °C
C 9200 °C
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Fig. 7. Thermal change of X-ray powder diffraction patterns of LMS 13X.
A: room temperature.
B: 805°C, amorphous.
C: 900°C, Carnegieite.
D: 945°C, Nepheline. |
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Fig. 8. Thermal change of X-ray powder diffraction patterns of synthesized

o w>»

sample.

A: room temperature., 805°C.
B: 835°C, amorphous.

C: 900°C, Carnegieite.

D: 965°C, Carnegieite.
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WCHEE LT, R EROFBRMICEETH L LML TS b, AR EEIZITIT 805°C
ifﬁ%TCﬂZ)o
3.3 IRMmIN=Z~% pIL

LMS13X 3 X RSO IR RIUN = <7 P 2B 9 ITRT. EREZEERT, LMS
13X #EBTTRTe WENRD 27 by REWITIR A LT, Yates'? 3 XU Flanigen
b pRERE—-HL TN,
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Fig. 9. IR spectra.
Solid and dotted line represent synthesized zeolite and LMS 13X
respectively.

Yates % & (& Flanigen &2 & hid, 3,500 cm™; —OH o {fi###E#E, 1,640cm™; HO0 @
DOZEMEE, 1,060 cm™?, 970 cm™; (Si, AD) —0 O FMHEIES), 750cm™, 690 cm™,
670 cm™; (Si, Al) —0 O xiFR LGRS, 460 cm™; (Si, AD) —0 0ZE AIREY, 560 cm™; (Si,
AD Oy MO —EARRICLZIDLL TR,

3.4 HFREE

LMS13X 0ZEH A QEERIZMHEFE 0.0705~0.2624 THE L 7o #55H 27.24~27 41 cc
(STP) TH - Tco HRREE R I, HXE 0.0651~0,2497 @ @5 THIE L 7R, 31.32~32.02
ccThoto BARBEEBEITLTLEE T ROAHTHEBE % 16.2x107%cm? £ LT, BET
oy b bEHRLERERREG, LMSI13X [Tx% LT 518 m?/g, Mt L Tit,
596 m?/g THotro TNEFNOUEFEHEOER, HRLEOHEILLLIIDEEDN S,

4. #& o

EA54 1 X OBBERT V) DB ABF L, THIFRICTNHIVEEFF VY
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LRI LT ) FITKERIEF P ) v 2KBEERC, YA BZFALT AL VRS b
VY LR CTEHBEMKSMMET 22 LICEY, €454+ X 284K L, dpoERO Bl &
BEHOLDBIT LIz ¥4 514 X OBRITHIT 5 HEWE O B# Rz, H,0/Na,O
V50 084, SiOx/ALO; & v i 5~18, Na,0/SiOy £ v 3~7 TH V), IEfEHITH -
> THE L7, UCCH O LMS13X 0&HE B LT, AHEICL 2L+ 54 + X OM5g
FHEORBI, SiOy/ALO; = VA HHERIEVEEICDI>TWEZ L TH b, TN,

VY ABRZT ARz FVERCIBELrABRF VY 220 aE4LTH, KAk,
BHPLCEHOBICE T 254 ZEO05Hr L LRMBESRE - ThEbEEbNRS
B, BHIZOWTHE, ¥4 54 FOEBBEOHE LS TRENTH b, il
PORIERHERORRIE, MEL L CRHZERR, LMS13X X ) EhTni,
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