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H E.3-R AL TAK A (3-aminopropyltriethoxylsilicane, APS) 4 1% B 7] , B # ok % &
& T & A RS 69 MCM-41 (amino-functionalzed mesoporous MCM-41, AP-MCM-41) , ¥ & 5 N-
F 7 & & ¥ B B (N-isopropylacrylamide, NIPAAm) & 45 B A4 & T — Fp 37 A0 04 38 SR B A 44
# AP-MCM-41/PNIPAAm ., {# A £ R/ BLH, X 4 & 47 4% Fourier 40 51, # & o &5 3¢ #4847
RAE, HREA RAMNET —AHBEESMA A RGFHR MR, BRANERARLLY
B RRGEEE IR T RRRETHHAGBETA ERET.EREHT LML E
J& (Lower critical solution temperature, LCST) 8f L &M A4+ R KM 4 FLFF T 2 69 B30, K T
LCST wf iy T A H 5 AKX RAE B2 0 B3 e,
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Synthesis and temperature controlled drug release performance of
PNIPAAm coating for MCM-41

ZHANG Guang-hui s, CAO Yuan, WANG Xiao, XIA Zhi-ning, XU Yan-qgin, DAl Wei-wei
(College of Chemistry and Chemical Engineering, Chongqing University, Chongqing 400044, P. R. China)

Abstract: Amino-functionalzed mesoporous MCM-41 ( AP-MCM-41) is synthesized by the microwave
method, using 3-aminopropyltriethoxylsilicane(APTES) as the coupling agent, and through polymerizing
AP-MCM-41 with N-isopropylacrylamide (NIPAAm), a typical composite material which is sensitive to
temperature is synthesized. By low-temperature N, absorption-desorption, X-ray diffraction, Fourier
transform infrated spectroscopy and thermogravimetry analysis etc. , it’s found that the new composite
material possesses temperature sensitivity. Selecting hydrochlorothiazide as a model drug and using the
impregnation method, its release behavior under different temperatures are studied. The results show that
when the temperature is higher than the lower critical solution temperature (LLCST), the hydrophobicity of
the material that blocks the releasing of the drug will be formed, and when the temperature is lower than
the LCST, the release amount will increase significantly due to the hydrophilicity of the material.
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i 2 1) ) B 25 99 ) 7] (targeted drug delivery
system, TDDS) F1 & fg & 24 ¥ | 7| (integrated
dynamic driving system, IDDS) E. 5 & 5 0 25 4 |
FHEE R BT ROR 1D % T 25 25 R RS2 I 5
e A0 A T R 0 204 19 245 ) 1R 2 T 28 4 ) A R
REZ 2 1A 22 1Y B A LR 3 . 2001 4 Vallet-Regi
S VOB FLM B (mesoporous materials) MCM-
A1 FH T 32 B 25 9T, th T U A R A RAF I AR
AR VE VHRAL B A W R e e L BT A 5 L R 1 2
PR R R 25 W UK R A FL A RME
i AR B S AAS B TR AR A R L BUE A AL
3 Ui L 8 A T A e 12K 700 ) - O AL i K 3k Tk
178 Re A i, a) DL S A 20 4 9 25 9 1) B ik DA 3k
RN 3 & S

A 703 05 2R B R Can pHL T B2 55O A
BHE A TR0 A MR A R B HUR 2 W) 2 R
BRI R ObE A A S 1) R 24 T A R 4 1
Hist. 640, Song 1 Jek SBA-15 % 2 il &
LR R RS pH BUR AL M B PAA (polyacrylic
acid) Z 5 B M BHEA TR /Y pH A A ] 1Y 2
BRI L Y pH =7 4 I3 7% Al B R B R
T pH=1. 2 I} By B3 X Fhobt BL A] iz 2072 /) s F
il B 25 .

Zhu FEEORE R 0 OK JORL R NS T 5 TN 94 IR
i (N-isopropylacrylamide, NIPAAm) J& v & & F
SBA-15 (i £L3E . 547 A1 38 25 1 B 25 BF 5 A X A
B ARG PRI T SR A0 I R 24 U
A7 I 2K 1) U B2 U Y 1 52 5 BRI R 24T Sl R
IR OBE IR F M %% AF iR (Lower critical solution
temperature, LCST) i} % I8 W 7K % ik, PHL2E T B 25
A FLFLIE B2 5/ R 2 T LCST i 2k /K ik
2 ol FLIE AL R A FR AL T IT HOIRZS S B 24 3 R W] I 1
T 3 b B URORE 25 1R R AR PR N S i TR
T LCST e tRade e 2 AH T 25 1 i 8 1i) B 25 5 I ok
BF 9 — T E AR IR P R 24 3 LG /0N i J) 38 52 3R
JIE RO/ O 25 485 v A AR L AT D O R A AR
FE B2 VR .

EH R T —F PNIPAAm ¥ MCM-41 13 258
Hei) AP-MCM-41/PNIPAAm & & # ok}, 1% B % 50 8
WSR2 I E 1 3824 o SR 24 1Y) Ui P AR L 52
B RW TS 2 SR B R B2 & BTN
B S )3 R O HL S TE L 1E N 8L PATPAAm
HIREZ51T AT @ F LCST i PNIPAAm § /K 78 #1
BERTIE T — 2 BU% I BELE 1 259 A 3 ) 41
AR AR T LCST i 1 T #0RH 2 K M AR 1Y

2L A B B IR S SR AR T OT IR . X
ol 2 K T LA o A A o B o 24 ) 1 R I A AR P
I 2577 A — € 9 3L

1 LI

L1 REAFH

T8 ke 3 =W SRR b & (cetyltrimethy-
lammoniumbromide, CTAB) ; & & L8 ; 3-Z N & =
Z A K mE %% ( 3-aminopropyltriethoxylsilicane,
APS); #h R oK & BE; N- N B N & It i
(NIPAAmM) ;s N, N7 B 3 X0 4 Bt B (N, N~
methylenebisacrylamide, MBA) ; i #i 2 #f (KPS);
S BE % (hydrochlorothiazide) 5 L F 24 [ Sk 43 #r 4
IERERR 2 B (tetra ethoxy silane, TEOS) Jfyfk 24l ,
1.2 E&H## AP-MCM-41/PNIPAAm &% &
1.2.1 AP-MCM-41 # 4,

0.5 g CTAB % TF 250 mL 0. 28 mol/L
NaOH BFH . & Im A 4.0 mL TEOS 1 0. 8 mL
APS, 7 53 i F 3 ho F BT 45 B9 & 0 it A TCMC-
204 R 5 AR AL 5 S g o B (B 6120 W)
50 min, 2 98 PR, TG OB AR, FRICT g T4
Jei B RE S 20 BOE 100 mL R R A 2 A TR A v
RFREE A 1 9.8 SOCHE 6 h, b u& .l £ BE Uk

VL BR BB . 7E 60 CF T8, i ™= ¥ic A
AP-MCM-41 ( amino-functionalzed mesoporous
MCM-41,AP-MCM-41) ,
L.2.2 &M SR

0.6 g NIPAAm, 0. 008 2 g MBA & F 15 mL
K LM 0. 103 6 g AP-MCM-41, #7543 8L,
i N, 5 min J5 A 0.027 6 g KPS k5| &7, Fil
15 min N, % [N 24 h, BT 45 09 bR BDJE 2 & 4
® AP-MCM-41/PNIPAAm, #1551 & &+ B
B ZE K R =R 3 d, 4 12 h B Rk DABR &
L BRLAR K 5| k) B E 60 C K R, R L
AR . Bl 0 B2 5 M A B 28 AR 60 C
TR EEE G TS P A .

1.3 MEERTE

A FEE LCST iyl 2 - R FH 7 &) NETZSCH
AT DSC-200 PC Phox # i 2 22 78 9 4 #4 1= AY
Xt 765 VS K 1 52 A B RRE S 2R AT DSC 2, THRE
Fl 2l 20~60 C,FHilk# %K 2 C/min, T4 A <R
(L 70 mL/min) . 4% B8 SCHRHRE 19 7 ik 2 = A
MOEHE 20 ~ 50 C B F 4 i ik Lo (swelling ratio,
SR) FlIl 45 'C K P B 3 (W) Je K ik (i) 3h
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M RigakuD/max-3A XRD fif $H{Li# 17 X
AT HI K, # A O CuK,, B 40 KV, 3 LI
35 mA, FHHHEE 2°/min, HETEE 20 K 2°~10°,
FH JSM-6490LV 14 1o+ 1 i BE WL 88 &2 & b RL I 35
ffi. F Nicolet(5DX.550[D FT-IR S i (X ik 4721 41l
1R KBr R 25 KB L 400~4 000 em
K H AUTOSORB-1 Z W B 23 B AT N, W B3t B
1A AR N, W BiE Y S 36 I 8 O 77 KL BET ) b 5%
mALBIH B LR . SR DTG-60H % 2% #1843
FrAGHEAT R (TGAY I, FHEJE B H R 21 000 C,
FHREEE S 10 C/min,

1.4 SSEERNAE

K T6 St 22 8 58 Ah- 0] UL 43 0t 06 FE i 4+ WY
A58 Hh vk o) S S R AT E 1 8 L DL TE K S
P65 79 T o) A S R AR ME il £k (4~ 13 mg/ L), HE
Fil 2y 200~400 nm, ] 273 nm A& i fi R W Wi i 47
FE o> M. bR EHE & 7 B A = 0.060 88 C +
0.0044 2,R=0.999 7.,

B 20 mg B4 MET 100 mL.1 000 mg/L 1
AR B B 26 ho B0 I E 25 10 1 Bk
B, BRI R E G M8 & W=[(My
— M) /My 1X100 % o Horfr My S J 3 &0 S e R
I My, RS MR 2 5 Bk B T i My oy
XF 0 A2 A MBI A
1.5 EEMRMBANEEGFRENE

PAANT H W (pH=1. 2, FHBRIE B A 77 , i il
4~13 mg/L A EWEGR W, 1 273 nm Ab i 5 KWK
Wi 47 0 B A A A AR E R N B W P B A
gl :A=0.054 9C+0.011,R=0.999 3,

AN [ U BE 1 P A7 R 25 47 D 10 T S L 8 4 R A
WEWRI A AR BT 27 CH 37 CARTRNREE A
THW S (pH=1. 2, ERFR WO » 2 I BORE i i I
ST AN T N T H W

30 h B 37 CIIBAIKRRBA 27 CIHHE
Hh B IBORE I S 58 A R W, R A R R N L
W, I 5 i R AR I 5 S R R 25 AT O A A

PR A AR A ME T 7 CHEIR W
N LB W 0 24 BT A R BORE S = D
TE I 15 min, BURE I 2 28 AR i, - B R sE N T B
TR I A SR R AT S Rk 2 2 A I I R A Ak R
AT

2 BR5U®

2.1 AP-MCM-41 iy XRD 5 #f
M 1 A4 AP-MCM-41 £ 20=3" % 4 A — 4~
SR U6 (1000, H 260 76 3°~7° i BL T AH R 0 AT 4

1§ (110),(200) #1(210) , iE M B B 484 F N
TEER A MCM-A1 )45 F 45 A5

(100)

(200) (210

2 4 6 8 10
20/C)

B 1 AP-MCM-41 B XRD [

2.2 E5%PE SEM B4SH

15kV  X3,000 Spm

0001 13 50 SEI

2 AP-MCM-41/PNIPAAm §j SEM

H SEM [E ] DL B 14 10 52 5 b kL 35 T AL
it A AR 22 IR A5 3X 02 Hy TR R 2R K W 4 i B 2
KW IR AR T LCST W, 8 A4S b1 oBHE K o &2 2
75 W B W KV IS oK 23 1 AT DL E H kAR 2R
BEW T LCST B, ARk 7K, 3% A~ 3 10 0 4 bR ER
HEWEENTEA6O LN — 2 E BB, KT
ANHE B B HEAM BN R
2.3 OSMEBESSR

METHMEL (& 3)H 3 600~3 200 em ' b A — MR
FE RIS 2 — NH— — NH, Fg B 7K 535 14 1z 0
1%, 7E PNIPAAmM 3 080. 4 cm ' & &K 8BE3 069 em ' 4b
UK iR T AT R A A W 4 IR B . 2 975, 2 920,
2 853 em '4b O FEE Koy W AR By C—H ¥R 3l 0%,
1647.1638.1 624 em™ ' Ry O—H Z R AR5, K
B3 O—H Z A M¥Ezsh,1 558.1 544 em 'y C—N
A4 PR Bl ig . 1 4601 458 em ' Ak —CH, 1A X
FRas i PR 2,1 386.1 367 em ' 4bH—CH(CH,),
B RUH R 1 X BR R Bl A A 4 24T S g . 1 080,
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1092 em™ ' 4b 2N Si—O-—Si %t /Y 18 45 9% 3l 0%, 797,
803 cm 'y Si—O 47 Ik Bl

T Z AR B AP-MCM-41 E951. 7 em !
Ak Si—OH i 5 P sl 45 AR ETE UL S AERHE T 2%
S FHRHRAT A T PR LR 23 1 R AL 0 L m] LA
G2 AP-MCM-41/PNIPAAm 44 B} J2& P il
MBI E 5

A
W3

L I I I 1 I I I
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WEEC Jem™!

E 3 AP-MCM-41/PNIPAAm 1 PNIPAAm
K AP-MCM-41 {4 5p i
1. AP-MCM-41/PNIPAAm;2. PNIPAAm;
3. AP-MCM-41

2.4 N, W Bft-Rit Bt 53 #7

N, W BfF-Re B Al 45 N AP-MCM-41 i % W% B
A LIER p/po<<0. 2 B LML, & h B4 1
JZH M ERM iT N, fEFLE R TR .1
0.3<<p/ po=<<0. 8 Z [ M K AHXS F- 225 i T N, FikL
(] 1 B A BE 2R TE p/po H23E 0.9 BF L REKA — 1
BRI RER B e fLA R A 3 — i L A2
1950 53 0 1 be 2R AR 314, 919 6 m* /g, FLAR N
3.774 3 nm, AHELEAE i i) MCM-41 S0P 5 19 )
B et B /0 o B T B RN L AR U/ 3 SR T B A
RN FET LA TH R FLIE RN .

350 —m— AP-MCM-41Adsorption
—O— AP-MCM-41Desorption
L —@— AP-MCM-41/PNIPAAmAdsorption
300 —O—AI’—M(]M—41/PNIP])asnrplinnpl
= 250
a0 |
-, 200} .
: ]
= 150 /
-
iz _o-O-TemO-0-0-0-0-
2 100 o (3{.'
=3 prﬂ’ o o_g:ozgig'a
o980~ _0Ce-0-0-0-U7¥"
' 1 © 1 1 1 J
0 0.2 0.4 0.6 0.8 1.0
HIREFESS prp,

B 4 AP-MCM-41 1 AP-MCM-41/PNIPAAm Fj
N, W B — it ot iR 2%

AP-MCM-41/PNIPAAm ) % W% [t [ 22 B8y 1
21 Langmuir [l 8 (G FL & 44 25 < FL 4O 1 W% B
Mk 15202 &6 B R AL 94,126 6 m” /g,
L4224 18.903 6 nm. 4l AP-MCM-41 {4 [t 32 16 £
B 2, 22 B B e PNIPAAm &% AP-MCM-41
AR,

2.5 TGA H#f

HE 2k (& 5)FE 0~100C X [f] {2 T & A
FL43 7 0 22 1 b K T 1 A, 370 C AP-MCM-41
MG M A AP-MCM-41/PNIPAAm #5448 1L, X
B AE MCM-41 P 19 2 9 25 43 i 51 B2 15 IE )5
AP-MCM-41 & A W S /) J5T 5t 461 2K 3iE B 23 % 0 1)
Bt I & &0 B T % 2 6 Mk AP-MCM-41/
PNIPAAm & 420 CRGHREMAK L, XMW 5T
UUIR R A M oB R ) PNIPAAm & 2B 3 K TR
Hy £ B AT LUE HAE S G Mok PNIPAAm I
M He AL 455 DTA 86 vl LG 1 PNIPAAm
FEE AR PR Ak 69.817 %,
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2.6 E&8MEH LCST &g E 8R4

T 3 SRR b Ak B A AL TR R AR Ak T R AR R R
BeAs AT L — PR oy g 0 AR L PE BE A A B GE
it DSC B (] 6) Al LAF £ 78 32 ChfA — AW,
388 & 4 4 AP-MCM-41/PNIPAAm f#) LCST
32 CL ik W T HiKIEA—CH(CH,), Fl5EKHE
CONH-— A8 B /E v s #y. 24 ik 8] LCST
if—CONH—F1 7K 2Z 8] Y &0 B8 4 il R 77 28— 22 1Y) g
it o PR O R PR B ARG LR B AN BT 6 PR (0

AT 5 P ST 7 K B BT L 7 () s M IR BE IR
FEART LCST B, 52 & M REM 45 vh s o+ i L A 5%
JKEE AL 3E o B S OK Ay A G R B A MR Ik
WeK o Y EE b R S R SR A R L T e
T v g 7K S P R] B AH B AR DA . 24 IR R T
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2 LCST DL LB w23 188 i i K A ke £ S AR
19 35 I 4 T8 A A R o3 1 e KR LA
R AR AN AR L I L R T B

-0.02
-0.03
-0.04}
-0.05
~0.06|

I /(W.g")

-0.07
-0.08 -

~0.09 \/‘/—‘/

-0.10 L . .
20 25 30 35

40 45 50 55 60
T/°C

B 6 AP-MCM-41/PNIPAAm B £ R34 &
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KR 50% B K. FE 4 min R KL 70% HY
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2.7 HHMBEHBREHR

BRI AE RN JEAT Y G W R T
DLt 3 B e AR ER 38 G 58 A0 i 25
LIS E SRR ZG R R 56.69% ., & 8(a) A1E
ANFEE T AT R R R, T L E N 5 h
30 WA B MERBRIE . £ 27 C(T<LCST W&
MR RE 258 R B B4 F 37 C(T>LCST),
FIRABAIRZTMESME 1 h 54 27 Cr
FR2HEik 37.34%,27 h J5ik 84.10% . T 7E 37 Crh

A FR 27 h 5 BB 25 BN 43. 70 %  (H 2 FE
2ARET S h DG EEBRHBERBINS ., 30 h 74
37T CHIBZYIR R E 27 CHyER b b B 25 il 26 n
B 8(b) fi7n, AT LAFS Y 7 h J5 BE 24 3k 87. 4800,
50 hift ik 98.54 %, Bl T W B A B4, R FH &
A MR X — 5 AT DL T 259 I AT .
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FAROWE L T & BT & S M 1) MCM-41,
5 N-SWNEW B EALE &6l & T2 68
AP-MCM-41/PNIPAAm . i 21 4k, #4125 R AE
Jfi it DSC Fys i 2% ik o A8 uE Bt &2 & b ok H
BRI R R . R BUR K AP-MCMA41/
PNIPAAm 5 & 5 W& W 41 %¢ , A b 2l i) MCM-41
AR BIE I MR AR AL BRI T RIFW
TR UK B, T<<LCST(32°C)Hfaf L2 Bt
241, M 3 S H0 ) B 25 19 B A L A R R 258
R 3 e AR B PR R BB A L BE T LA el AR B 2 Y
R Lo H At 1 ik K R 24 Ty NN S WG ) AR
XoF NARTC T 1 A A o 0 A ek A S o T o 98 25 W 1 32
oy A — W) .
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