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Study on mesoporous Pt/La@ SAPO-11 catalyst for decarboxylation of
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Abstract: A series of mesoporous Pt/La @ SAPO-11 bifunctional catalysts are synthesized via an in situ
encapsulation process by using polyethylene oxide-polypropylene oxide-polyethylene oxide triblock copolymers (P123)
and dodecyltrimethylammonium bromide ( DTAB) as the mesoporous templates ,and lanthanum as the auxiliary agent.The
obtained catalysts are characterized by means of TEM, XRD, N,-BET and NH,-TPD techniques. It is shown that the
addition of an appropriate amount of La can reduce the size of Pt nanoparticles (6.5-7.0 nm) ,and Pt nanoparticles
disperse uniformly on SAPO-11 carrier.Pt/La@ SAPO-11 catalyst also has a good mesoporous structure with an average
pore size in the range of 8. 5—11.0 nm and a BET specific surface area in the range from 144 m*-g™' to 174 m*+g™".In
addition ,0. 8 wt% P1/2 wi% La@ SAPO-11 has a suitable acid content (ammonia desorption quantity is 12. 8 cm®+g™" ).
The yield of C8—C17 alkanes can reach 82. 1% when 0.8 wt% Pt/2 wt% La@ SAPO-11 is served as the catalyst, the
reaction has performed at 340°C in CO, atmosphere for 6 h.

Key words:in-situ synthesis method; metal additives; mesoporous Pt/La-SAPO-11; C8-C17 alkanes
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AL O, (SA) A A v 358 T o] 25t 2 KR I N 1) 5%
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FAEOT = €7 A

SEFHVVRI L P123 s ke sE = SRR Ak
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1.1 SEIEHHR

K847 (AIOOH - nH,0, AR) |, B8 5 b4 K}
FHE A BRA ® () 4725 P123 (EO,, PO, EO,,,
M,=5800) , Sigma — Aldrich /A &] ( USA) 4= 7= ; B iR
(H,PO,, AR, =85%) . " — i 5t = W SR 1k &
(DTAB,AR,>99%) . —1EN it (DPA, AR,99%) | fif§
Wi K GHI [ La(NO, ) 5 -6H,0,AR,99% | /NIKR
5112 (H,PiCl, -6H,0, AR, Pt JFi & /350 =37. 5% ) Fll
1ERERRPY 215 (C H,, 0,81, TEOS, >98% ) , - i il 4if
TEHARA R (P E) A,
1.2 SIS ES

OTF-1200X #2545 200 ; DF- 1018 AU A
E IR ARS8 PE 2% s DHG —9075A 1 XU T2 4%
KSL-1200X % = i 5 35 7 5 X S 280 G154 (i
YR} Zetiym, ff 22 ) 5 X AT S (SmartLab, HAS) 5
BRI AT ( ASAP 2020, 35 FE 4 7)) 5 i 5t L T
LB (FET Tecnai G2 F20, 36 ) ; FEFTHE AL
[ ( Auto chem I 2920, EFEETE)
1.3 EEFINGE

K Wang 26 38 9 kR AT PY
La@ SAPO-11 fifk5, 1 g PI23 T 50 g X T
K,35°CTHEFE 1 h, Bl MA 0.1 g DTAB.1 mL &
BRSO 0. 17 o AMRHE , Bt 1 h, ZJ5, miRA
PhimA 1.8 ¢ BI/KE A, P2 h 5,8 1 h
AR IIA 1. 44 mL B§BR A1 1 ¢ TEOS, fm,
FEANA 1.56 ¢ DPA $ii$E 2 h, RWVEEHRG  BHIRE
YIRS AR VU TR & s A B AN 580 ) i 42, T 180°C
Ttk 24 h, AR SE R, o U8 S B0 Y R AR
110C F T4 5 h, T 650°C ( FHR#EEH 2°C/min) |
2B B 5 h, 135 0. 8% PY/1% La@ SAPO-
11, JAEERSRRA I AT & 53514 0.34 ¢ F10.51 g,
AR BRE S 644 M 0. 8% P1/2% La@ SAPO-11
0.8% Pt/3% La@ SAPO-11,
1.4 fEXRA

B e ) BT 350°C H, 5 il 5 h,
B fe o e R B ol 1:15.1:10,1:7.5, % —
R B P Ak 350 T 52 i A v R R R 28 [ YZSR - 100
(M), "], RBIAT, R 4l A o, PLHERR
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NEEFE] R 2 46,8 h BPHORE, ZERCA S kMG E 1
K #E (FID) A1 AB-5 B 4145 #E (30 mx0. 32 mmx
0.25 pwm) AR (FEHLL 456 C,K3E) HxfHE
s AT T . HERE IR A 100°C , R-EF 3 min, 2R
J& P4 25°C/min BFHRE R T2 250°C , f£4F 3 min,
ZJ5 LA 15°C/min 3R THE 2 300°C F-P-F 3 min,
THAHR AL I Cy ~ C BRI ICR

FALR (%) = (IhmEEAL / FIdahE) x 100% (1)
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2.1 ICP #1 XRF

ANIRIRE S B P, La B9 ICP MR 45 5 e 1 fr
o AT LI W A A I 4 8 453 1 52
B 7 48 35 5 B (I (B0 — o Ik
TR F A ) A A e S 2 ) I 1T
B, XRF MAZE SR WoR, b5 28 La 3k 8 i1
Jin, AL O, F1 P,0, BY 5T 43 B /b, X TR
4y (RHEREE ) B, S BUR LR A i — 2 R
BRI B VRO ALO, 1B g 5 B Ak 7 0
n(Si0,)/n(AL0,) FFF,

*£1 0.8% Pt/xLa@SAPO-11(x 53514 0.1%.2%.3%) 4L FI R L FHK

=T w(AlLO3)/% w(P,05)/% w(8i0,)/ % n(8i0,) :n(Al,05) w(Pt)/% w(La)/%
0.8% Pt@ SAPO-11 48.59 37.41 11.73 0.23 0.79 0
0.8% Pt/1% La@ SAPO-11 46.92 35.58 11.81 0.25 0.78 0.98
0.8% Pt/2% La@ SAPO-11 45.53 35.16 11.76 0.26 0.76 1.95
0.8% Pt/3% La@ SAPO-11 45.29 34.92 11.58 0.26 0.75 2.93
2.2 XRD 5347 10 nm {EFHA
0.8% Pt/xLa@ SAPO-11(x 73514 0.1% 2% . o O
3%) ALY ) F XRD IS AN 1 s, I 1 ‘ o ~—
AT LA i, A LRSS 7E 20 9 8.1.9.4.13. 1, é-@ e 5
15.6.,20.3,21° 1 22. 1 ~23. 1°4b H BL SAPO-11 # M s
FEE AT, T8 IR ABL SiENSEHS 7 B S s
Ao La SOk BT | A AL 700 F 205 5 JEE A1, t 3 \UHI|I2|I(|)‘”|||HI|J|HHH‘\}(\)H” Ll ” \ %
20/(°)

2 iR, BAN, REGTE 20 S 39. 8 .46. 2° 1 67. 4° kb
FETERY XS B T Pt(111) (Pt (200) Fl Pt(220) i
Y La M5 IS PCCLIL) & T A A G 05 5 5
RAAR , M0 SE 35 i, BER B P Sk RSP/, AR
PR A R A B PeOBUR A9 R R S AE 5 ~

1—0. 8% Pt@ SAPO-11;2—0. 8% Pt/1% La@ SAPO-11;
3—0.8% Pt/2% lLa@ SAPO-11;4—0. 8% Pt/3% La@ SAPO-11
H1 0.8% Pt/xLa@SAPO-11 L7 (x 25 4
0.1% 2% 3%) t XRD £ K

Fz2 0.8% Pt/xLa@SAPO-11(x 53314 0.1%.2%.3%) X FIHEHRSH

b ) WERHEBY  EWLR/ NH; WeBft it/ (em® g~ STP) PR/
. % (m*-g™) nm 100~225%C 250~350C Total nm
0. 8% Pt@ SAPO-11 93.2 176 8.1 9.7 0.7 10. 4 6~8
0.8% Pt/1% La@ SAPO-11 91.6 174 8.5 10. 8 0.6 11.4 5~8
0.8% Pt/2% La@ SAPO-11 88.0 172 9.6 12.4 0.4 12.8 5~8
0.8% P1/3% La@ SAPO-11 85.2 144 11.0 11.1 0.2 1.3 7~10

T 4JR PR SRR ST KN Scherrer 77 HE D=KA/FWHM cos H5E197

2.3 N,-BET #3#f
0.8% Pt/xLa@ SAPO-11(x 43514 0.1% 2% .
3% ) HEALFIIY N, 08—t B 25 2 A LA 23 A 4] 2

Frs, BE 2 AT LUE Y, B A 550 25 5 A A
B IV N, W - R RF SR 2R p/p, TE (0. 4~1) JEHIN
FEAEWA S0 He RV 5 3181200 e WAL 30 S 4776
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(d)0. 8% Pt/3% La@ SAPO-11
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3% La@ SAPO-11 N, % Mt — i M %98 & &
LE A

Said 452l it 2 T (EG) i JFEHI & T — &5 Pt
(EG)/SAPO-11, RfiF Pt fzk s, t 2 m il
71 m*/g BEZE 19 m*/g,
2.4 SEM $#f

0.8% Pt/xLa@ SAPO-11(x 43515 0.1% 2% .
3%) AL SEM EINE 3 i, E 3 Hrf L
i AR R R ST 1 um B R 2 506
ORI AR, HOE Sk H 2 ARRIEA . W La 14K
T, Pv/La@ SAPO - 11 HEAL T (45 5 BE A A
TR, X5 XRD 4 Hrai R —3, X2 TrEMALR
AR, B 22 0 La 1E A Ak 70 L8 A0 28 A
m E’fﬁz%ﬂc UH@&.%%@J%HI’]O

(d)0.8% Pv/3% La@ SAPO-11

(¢)0.8% Pt/2% 1La@ SAPO-11

K3 0.8% Pt@SAPO-11.0.8% Pt/La@
SAPO-11.0. 8% Pt/2% La@ SAPO-11 .
0.8% Pt/3% La@ SAPO-11 # SEM [&

2.5 NH,-TPD &#f
0.8% Pi/xLa@ SAPO—ll(x SN 0. 1% 2% |
3% ) WAL RS NH,-TPD JliX45 5 anE 4 frs,
B 4 rha] LUA Y, B A A S FE 100 ~ 225°C #1250 ~
350°C Z M AAAE 2 A2 W0 | 38 W BT A A it 440 [+
W ELAT SRR AL AR SRR 2 | H S5 RR1 (1) NH,, i
WU TR AREE R, AL 0. 8% Pi@ SAPO-11, La 5]
AL A 55 BR AL AR R L () NH, il & T,
M2 ] IE Y La A4 2%, ik )
B’JE& NH, fit W55, 4 12.8 em’/g STP, Ffi% La
ARSI B 3% , A5 0B NH, ff R R 2
11.3 em’/g STP, XM FHEZ K La 49KKF (5 4

TR RR P A
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1—0. 8% Pt@ SAPO-11;2—0. 8% Pt/1% La@ SAPO-11;

3—0. 8% Pt/2% l.a@ SAPO-11;4—0. 8% Pt/3% lLa@ SAPO-11
B4 0.8% Pt/xLa@ SAPO-11 11k 7| #y
NH,-TPD i# K

2.6 TEM XRiE

0. 8% Pt/xLa@ SAPO-11(x 43515 0.1% 2% .
3% ) LTI TEM AR KORLAR /A 45 R an &l 5 Jor
o HELS AT LUE Y B AR5 L 4 e ks 3
HA RIFM sk, AT 0.8% Prt@ SAPO-11,
i% La fa2kiE (1% 2% ) BT B A E /N 2R
YA IR A AN A 1Y 4 S o B X2 T
La 55 Pt Z A AAFERSRAHTARE L, 45 PrRi A 5
AR, S350 AR S A a5 SR R W, 2 La 4K
/T 3%, Pr 9K SR S X R AR /N T La

6.8+ 1.4 nm

34 5 6 7 8 9 1011 12
ki /nm
(1)0. 8% PL/La@ SAPO-11

7.0+1.3 nm

A n 1 H —
7 8 9 10 11
$if2/mm

(¢)0.8% P/2% La@ SAPO-11

5 6 7 8 9 10 11 12 13
/nm

(d)0. 8% Pt/3% La@ SAPO-11

K5 0.8% Pt@SAPO-11.0.8% Pt/La@ SAPO-11
0.8% P1/2% La@ SAPO-11.0.8% Pt/3% La@
SAPO-11 B TEM & & % 12 /A

B Y La AZE N 3% 0T, Pt Sk 19 F 34 R~ %
K, Eon La gkt 5 4 S 8048 R 90k BURLE 4
ZiE =N

3 HERRTR R R

3.1 La A ENFI

La 25 (0.1% 2% 3%) %} 0. 8% Pt/xLa@
SAPO-11 f#{LIHAR DCO, [N AR e 3 iR,
ME3I P LUIAE N, RS La MEE AR, 25 6 h
N IR AL AR T 100%, AT La
FEkE R 0 B, Cy ~ C, BERR IR A 79. 0% 5 La 1
it >0 Bf, Cg ~ C, KERR MICR I & T 79. 0%, 1E
La gl 2% 0, Cy ~ C, S U R I,
82. 1%, Xfis ML R W ibrERe. &Lt
LKA (172 sz/g) *ﬂﬁﬁ%fl\%L}Lﬁé(9 6 nm) fg
B REATR S L) A3 —F B9 FBBEL T, B T B B A3

*3 X[ La AFEXHEBELEM
Cy~C,, ke iR R B B

La fidki/ #bR/,  Cy~Ceheld  Cphekd  Cy~Cpkikt

% % R/ % R/ % /%
0 100 63.6 15. 4 79.0
1 100 66.9 14.3 81.2
2 100 69. 4 12.7 82.1
3 100 67.0 12.1 79.1

H. P TR 0.8%, M L R 1010, YL N 340°C , B [E]
6h,

3.2 FlimtkAEm

FMEL(1:15.1:10 F1 1:7.5) %} Pt/La@ SAPO-
11 fEAEIIER DCO, KW RISZI ane 4 P, B3R 4
R LA, YR LA 1015 B IR LR
94. 3% ,iXJ& H T F A SRS A 2, 7
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FOMEREE AN TE 4 T L3 R E] 1210 B, IWER 5T
SlEAb, BAL, B R AR T, Cg ~ C o bE kR Y
FERICH NS BEAK, e oA 1010 BPICR
(69.4%) 1M C,, Be & 1 7= 28 B 38 ol 76 570 L
4 1:10 B, Cy ~ C, SR SR i 1 , 35 82. 1%, Fifi
A I L A AR R TR T R A R
PRBET IR MR R, SR AR v i
Z BRI S 2 MR BE BRI 244k, Tian %)
BRIE T HRAL B 6 5% P/ C Ak TR 32 1l 4%
C, Lk rysem , 5K e RV N 350°C
i B} 6] A7 80 min Hﬂ‘,%% 5% Pv/C Y REM 7.5 mg
BEIE) 20 mg, C,, Le ke RSB S BRI, T
R Py C HERIESR T C,, keke B 245 Rl RV Y
KA
F 4 REFH LT hER L £
C, ~ C,, B2 W 2 B B0

-~ ALK, Co~Cihike  Cohilt  Cy~Cpkike
% K/ % K/ % W/ %
1:15 94.3 55.2 17.1 72.3
1:10 100 69. 4 12.7 82.9
1:7.5 100 68.2 10.9 79. 1

TP E R 0. 8%, La T Ek N 2%, i E Ry 340°C , B 8] A
6h,

3.3 RMEREHFW

FNE IR (320,340 ,360°C ) ¥ Pt/La@ SAPO -
11 f#fLIhAER DCO, S SN 5 s, hEkS
rhR] LUE Y RO R T 320°C TR Y FE 1k R
A[IRE] 100%, BEFERIE LT, Cg ~ C o bE R B YR
BRI Cp Bk R ISR W B R R X R R T
SR T, ARk TR BB SR, AE 340°C
i, Cy ~ Cp KE 2 I W B &, N 82. 1%, Serrano
2 261 B TR EE X Pd— Al-SBA - 15 £k T I 1% i
ARG AR R, 45K W], B A SO iR
JE M 225°C R FHE] 300°C , A R TR 1 5% AL K ik 2 1l 42

®5 RECREXMBREELEM C,~ C,, ke % # 2 0m

E RV - - VAR P O .y < Cobeke  C~Cp ekt

C % W/ % W/ % W/ %
320 98.9 62.9 14.7 77.6
340 100 69. 4 12.7 82.1
360 100 69.9 10.6 80.5

P RN 0. 8%, La H 3k E N 2% , MM L 1:10, B[] 24
6 h.

Fio 1E225~275°CIN,C,, ~C, BRI HA w1k
PP (>99%) | TIAE 300°C 1}, C, ~ C A BEFEME
FEAK, Cs~ C L R BB W L B K
3.4 RAtEIE R 0E
FWRFE] (2.4.6.8 h) XF 0.8% Puv/2% La@

SAPO-11 #EALIMAR DCO, N YU 6 iR,
6 A LI YN EHEIK T 4 h B R Y
AL AT IK 100% ., FifiE S B[ 2 h 3 hn =
8 h,Cy~CJElEH C, beke R 2B s
FRARA AR fb a3, B E S 6 h i), Cy ~ C, K de
Wi =, 15 82. 1%, Bl & B [A) A9 38 <, il R 1Y
DCO, R B FE5, T3 Cq ~ C o Be R MR i,
TS I B (i) i — 20 S 4 A Be b i — 20 A B i
AL IR B <8 BIBERE

R 6 [REREXHEREEL R C,~ C,, R R M

NiETE,  HAkEs  Ce~Child  Cpbile  Cy~Cpkild

h % W/ % W, % W/ %
2 89. 6 51.7 12.5 64.2
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