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The invention relates to thermally expandable
thermoplastic microspheres comprising a polymer shell
made from ethylenically unsaturated monomers encapsulating
a propellant, said ethylenically unsaturated monomers
comprising from 40 to 70 wt% of acrylonitrile, from 5 to 40
wt% of methacrylonitrile, from 10 to 50 wt% of monomers
selected from the group consisting of esters of acrylic acid,
esters of methacrylic acid and mixtures thereof, and said
propellant comprising at least one of methane, ethane,
propane, isobutane, n butane and neo pentane. The invention

further relates to the production and use of the microspheres.
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bl oG TRAM  BABRERSYWES IR ET
E MY - HBBAGETREHDEHFOBHE L - A

G TFRAYIGERETFTARRETRADESH O AN B &

® BB LBEOEMGAENARALHER _Riphas

WERBBEHFOBREFTRELEEH - U RXB o BBLE - R

OB EEFEREMBHR - BERRXRLHEABLHAERL

T AR ontBE  HGoBMTH _BKE - AN
BaE A AMEBRSE

EHBY  KEURLUKBEAE S OB ER 50 2

150°C~ &A% 60 % 110°C HBE - b & A MKEH

BERUBRBKBREFORS  HLEAFRGSHWBEHRBRAN S

HARAGBEE ARl gseigentrmwisg
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KRR RERFHOFATERWATERMKE XE7
Ak BmEddnmar 83 Kksath 0 H A4 HLEKK
N GERKBEBEEZEIHRAOK 5 2 T0%REFH - TH
FHRBEARAROEMBELLBEEECTRER  EfH 3
BEEALBEPH o#EmBEE) RAHRELEB AR E
F) i Rizabd aRBALBOHERLT
Bl HARERAOBBEABDREERMAAHK 20 2 150°C ~ K14 4%
# 30 2 130°C KR T RBB— %7 ~Hlwh FHE 20
FLPHEERSEEHNHRBEAE -
ERBRGB S TR ETHREGEMEHEOED
SR UHEMBRELAM o BRAABK - &K
GEHRERTRTUARE PR DREBD ALK AREH T A
BEOEHERTHINERLFHYRFLER -
TREBRMBMKBTAEMNOB A AN BARTERS
REELREG A LAEYGYSRERAL X oA -

e ABPABBAOTEERI RN E— ST HE FBEXE
HMAARMNABEANOES - BRIEFZARA TRAAASHL
AESLEEEENHEEGT S -

BHBEOBBEMYE T4AAERESA TCISTA R 2 £ & Mettler
TMA 40 1 £ A STAR* B A MBATH LERA 20°C/5 &
G ot iR 2B 0.06N 8 & H(FIRFHE o Ty RBARKS
B E M T, IAFHEAEEKRNEEL TMA-EFE R
£ T THRKRBE E

B F KB K 14 # £ Malvern Mastersizer Hydro
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2000 SM # E LW EHB RO THAKAURRZE - FH R F
AP ABHFPHEHAERZL AOS)R KT
f it B % % 1% # £ Mettler Toledo TGA/SDTA851e
e M EE SN (TGA)R R K « Ff & 4 A & 5 4 41 % fo
UEBEAETHEHIR R IV EBRAURGEF ARG E
B S GERATHEAKL 30°C BB E 20°C 448" 89 Ao
hoig B oL AT o
Topl 1 &KF LK T L Mg(OH), A& T oy A B R &
MABALOMAEEBRBRLCLAAREIRERAARDD
ERB A ELE c Ko#kRAkEH 3.2 4y Mg(OH), &£ 331
Bk o BMRBLAEE 2.0 ey A= AHE - 384
ME T ~52.0 eI AEHE ~28.0 ey FARSHE - 200
e BB TES 03 M _RBTARK=F A K%KE PRATH
fues ke
B ROURAGAEGC CTRBEG PHEHRMES W BT
AAHNEFTERK RBRAFOHKRBEROKARABL B XA
e BFRDOH - £BE -~ FhBAHBEHLR £ TMA U5 H
wF o BB THRAAEYL 23 EEUHETRALAA S
Ak TR FANS  c TMAZRGAMNE 1 ¢ -
Tl 2-24: MK BH AT 1 F A& FTe A
RoRm UM LRAARMAREAGRER | DA
he o 4 K M4 W8k Mg(OH), & % % % £ 235-365 &y &
22-4.8 M 21 - WG BAFRRSREXZA &G L
EEmMe R EFEFERERLRTHEMEE - NEEH
3478 10F ERBEBESAER TN AEHERE
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1% 3 &£ 70°C T X 6 4 #h NaHSO, R &4 5/ 8 U B 1& » #
BBEBEBKRETBRIBR THRBEALSTN - NE®RH 2 ¢
RYHERESAEN 3.5 4e) NaHSO;, RE U B K AN E
el 18 82 22 + R 4% 1.4 £y &9 NaHSO, - g s 17 ¢

Y HEREAELE TOC TR 8.6 44 25% NH, 22 30 4
K EIE 1 B s MEMRMAZEY 17 HkvH 1.5 6
(NH,)S,0, B & 70°C THERE 4 HF UK LK HK 2
EFREZRABRBERLTFUAIHF SHERTRAMNELK L P -
A 1LHETHH 1249 HERURRAFAERORARCEL E &

EEGBUEERLKT
X

Ao | B o o | TMA- 55 B
K 215 AN IMAN IB | IP OB (8 2%) Tar(°C) | Tnax(CC) (5/9)

1, X=MA 52 { 28 | 20 | 38 | - 34 23 90 163 4.0
2, X=MA 60 | 30 | 10 | 34 | - 34 27 104 177 6.7
3, X=MA 451 25 | 30 | 38 | - 40 22 93 151 5.2
4, X=MA 60 20 | 20 [ 38 [ - | 36 21 97 156 8.9
5, X=EA 62 | 33 5 35 - { 29 17 106 185 8.5
6, X=EA 59 | 31 10 [ 35| - 25 22 98 176 5.1
7, X=EA 52128 | 20 | 38 | - 30 16 94 162 6.5
8, X=BA 62 | 33 5 35 | - 28 19 104 184 13.2
9, X=BA 59 | 31 10 | 35 | - 28 18 97 171 11.5
10, X=BA 52| 28 | 20 | 38 | - 28 22 95 149 23.0
11, X=MMA | 52| 28 | 20 | 38 | - 25 20 92 157 53
12, X=EMA |52 | 28 | 20 {38 | - | 27 11 90 150 9.7
13, X=BMA [52]| 28 | 20 | 38 | - | 25 12 94 137 45.4
14 65 | 35 - - |135] 32 25 115 185 5.2

15, X=MA 521 28 | 20 - 23] 34 19 121 156 7.2
16, X=MMA | 52 | 28 | 20 - |35 27 26 112 151 7.9
17 65 | 35 - 341 - | 44 25 113 186 8.4

18, X=MA 521 28 | 20 | 33 | - 12 21 100 141 9.1
19, Xx=MMA | 52| 28 | 20 [ 34 | - 15 18 99 140 14.6
20, X=MA 52 28 | 20 [ 35} - 28 23 92 158 4.5
21, X=MA 65| 15 1 20 {35 - 30 19 93 160 9.9
22, X=MA 45| 25 | 30 [ 33 | - 12 20 95 135 9.0
23, X=MA 52 | 28 | 20 | 38 | - 23 20 94 159 5.1
24, X=MA 5530 | 15 | 38 39 26 98 180 43
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AN= R M ffF - MAN=F X A Ml - MA= B % 8 F & - EA
=AHBTLE  BA=A KB TE  MMA=YF X A &% &
B ~EMA=9 X H W% 8 L8 ~BMA=F X &/ & T & - IB
=82 TH ~IP=8 A K

RABE®REF 18 8 19 BB TEARERA

Zeiss Elrepho R 4 3+ & 1SO 2470 ;A 5 47 5 B4 B £ R 4 %
R ESREREARE 45T R E KO AR BLER L #F K

PY 5065 Fis > a RN FTE AN HARAOERESE » HEKBEH
RHEFRALhBRBRAET ALY 11%(F H» kL Em)
MRS FHE KX -Bb I BB FARLEHERHFE LR
Yo ERREMNATEAREEZSRS Il BE oL - LA
UEBLEHOBHEBRKBESGER S8%B AT H ~33%
AHFER ONFRERASBRFESRS D IRALE A EE R
BWETK BEXGLRANEK2 P -

R 2. _MHKBOYRTAE

N

G

% & (%)
o 26 ) 18 75.9
K % 5 19 78.6
% * 60.1

R B EEE 20 8B 21 & HE MK R G W IE B AR

R BEB$ERGAETRETAEG 2-T & & DMF(90/10 w/w)Ff
MR BEBRESMALSCALGEH T X - AR EHRBHRKR
BAEAHEBAEERE— RN TMA S AR RAT A %

E -HBLETHER 22%B R TH - 60%% MHHE R 18%
FRARAKBTFENORSGCDIIRAEARERGE THRSGH
PR EKBAESGHUBEY T ERE - BERGBEATITHLA I T -
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% 3. # 2-T &/ /DMF 90/10 /& 4 % 4 A i

B N E B AT 8 B AR AR ENEH —BAROBK

23k as TMA- 5 & . o |TMA-% 2 | 22
Taan°C) | TowCC) | 5731y | Toan’O) | T COV| (5 151y
x5 20] 92 158 4.5 73 161 44.9
=4 21 93 160 9.9 97 161 13.6
%% 99 150 12.3 107 148 1062 |Hi#A&

FERABVOMKBADIER-_ATHERMER

BWEFMHKEBBLE  GPARBBREAIBERRESH M
EXRFTE LS LEASE ER/MEALLe T 21
MK ABEA RGBS BB -

Eawp 25: BAH 300 n/FHF KRR EITHNERK
RGEEA AR/ B RABRELRBAREREKYGEAR
WM R LR B E 425 EE%HBE K 425 £ F
%ty Bk R & 150 £ 8 %8 GCC #H 7 Bl (B & 5% 8L 45 ) 15
A > B 1.3 3 2 25°SR # Schopper-Riegler & -~ B &K # »
BMUAEAKRE/BRH - ERESMA - UREHLEERF LB
ME 20 EENHHBREBOTERMKRE S KER
o NBEH P o R4 A Compozil®h A8 @ &l B A AKD
UEE LB  ARBERT  KERKLWAHRERERK 65
2 122°CE2EE B Gms - BIXRAETHS 3418
o222 W TR BR K B o 4% Gohseran L-3266™(sx 8 & M %
MR LHEBE) N EBRKBERNUBEIHRAEF R AR - &
ERE 3% —RTH ~24%" H A 3%F R AMEE T &
MBS HR BEAARERYETRAOMKE - XU
REBEAE AT B YR A Avebe Starches North Europe #
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Solvitose C5™(B M) M E L TR B MKHBERGLKE A
SEBRBUAAR - BATAZHRKBOYFY > £ERHE K
MR EATREAUNBAEHMKBOBEMER GC) - KR
MANMBRKBEARAG S EUNFEFY - Lo H %
BHEOEKRTRFREZRAUNAZEHARE -
k4% o
UBEASFRXEBEAEY 80 A/ FF LA REEERE
BUIR-FHH 38 40 MKBEAESLTE BB — AR -

HERXGBEEM

o
HRAEENER ST o
2 4.4 300/ FHh W REEE
ERAOWI BN |HREBE| RFAD|BY | ESHRS(EEHY
AN/MAN/MA(Wt%) | (Wt%) | (BK) | (%) | ka8 5 %)
45/25/30 (& %15 22) 20 12 28 20
52/28/20 (€ #15] 18) 21 12 21 10
45/25/30 (& #.4) 3) 22 40 39 71
60/20/20 (F #615] 4) 21 36 50 54
%4# 1 VDC/AN/MMA| 14 14 78 16
%# 2 VDC/AN/MMA| 17 20 70 23
) AN=&H B - MAN=F A HH K - MA= B 5 & F 8 - VDC

=B R THE >~ MMA= 9 & & 1% & F &
258980/ FHR XS AEEE

EBASMINRAY |HEBEIRTFRD|FE | Z2HRS(FYEY
ANMANMAWY) | (wi%) | (Bk) | (%) | Bk e E 5 %)
452530 (B 3) | 22 40 47 59
60/20/20 (Bl 4) | 21 36 44 72

%# | VDC/ANMMA| 14 14 77 9

%% 2 VDC/ANMMA| 17 20 57 21

~ VDC

AN= Al - MAN=F X A% H - MA= A M B T &
=tk —RLTH MMA=F XA HBET &
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100478885 E4ikE

HRXRBIFATHERBREBIRRABA T A EAMKES K
REMRSARBLAMKEF IR RAIBLEERS
B o EFBEFTARTERETHBEFT SO EHE M -

Eaefs] 26 R B FHifl 11 8 23 9 MK BLEEAS
BBEUE 4 EE%H B MEKRBAESL 100 78 PVC(R B
Hydro # Pevikon P682) - 57 ey #f X — ¥ & — B £ &5 -~ 3

w3 81 K8 (R A Cognis &9 Edenol D81) ~ 1 4 & 48 -
4 % & B (R B Crompton &9 Mark BZ 505) -~ #1 3 #r &4 #if %
@ - ruTiEraAnBRLERARERY RS XA
PVC # &8 ¥ R R % B (draw downs)1a # B & 250 #% %
IR ey BB 2R BEUNAELE - BRZ— 44 100°C F B & 45
4 B b kWA B R 8B B X Elcometer 355 2 £ % B B B
8 E A 1604k o 5 —@ 2 B4 AL 140~200°C F A% & 60
4 - BUBEAFTXNRBMNERE  BEWEKGERAEBR ALY
BB B e B E S B o Mathis KRR ER SRR K 4 % R &
AP BRERK - -BEF S8RAMKMBE R 42%F A A MH B 7 &
@ wrxomis LASKARERMETRGH £ LTS
MK B GEUBRE TR  BERAEHLGEENELK 6

o

% 6. PVC B MHEB A MKBEOHIKMGHK

/m.f;( O T 11 K 5] 23 S

140 2.3 3.7 1.8

150 3.4 4.8 2.3

160 4.1 5.3 2.6

170 43 5.6 2.5

180 4.3 5.9 2.4

190 4.6 5.9 2.3

200 4.7 5.6 2.1
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WHERBTRAEAEAMRKBOERBZBE OB KGR
ARBGFERKBOBRAHRBLERES S -

[BX@ERHA]

[ 2 A4 FHRALA]
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T FHEHEE wjﬂ’lzﬂ 484 AXOERRE,

—HITHABROARDBHE MR Lo e Eathae
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EAHE KENI0ES0EE%S AH B FASS
BROERAEL IR AR B ETHELYER By
HEBGEEFR LR -AK - BEBTHE -LETHEAEY AR
HMELHE P Z — 0 B PT L BESOELILIOC -

2 ¥ EAHER S IBRAIMEKE AP RLHEB A8
T ERGCEAMISECSE T % A HHE -

3k P HF EA KB FHI-2E T IE B2 MHEB > Py
Z»h’%/%a’iéa%vfé%% AHRIOEISEE%NH P ARSI -

4o FHEABEB FH -2 P12 - B MK £ Py

W B ARBFBEBRAALAKISESOEBY%ME D — B A 5 &
xF AR M BL GBS 4R o

S5 FHFEHNEBFI 2B P E B2k 2Py
ﬁ@*%%ﬁ%%@ﬁﬁ%%miwiﬁ%%%ﬁ%&%
BAame B ETrmELeEg o

6o ¥ F KA KRB FI-28 P42 - B2 MRE > £+
LHBRABPERGAAKRSENIOESOE T %MK H 8L T
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%o

T ¥ F EMEBFI-28 P42 — B2 e £+
LW B Rt B 88144 F # SN I0ES0E & %8y A 4% 88 F

A18205
C160236BX201412C.doc -1- . 160236

018938445-1



14800938

.‘-“,

I - 1.,“4
%i\&;f-ilﬂ 48 f‘k{ R}lﬁ‘/& L{

Swd HEHEBEI2EFE - BIHKA H T

R ABFNEBGETELAARSARNIOEEYNH T &
FER -

O ¥ EHEEFEI-2AF/E—FAZHMEKHE H T A
B IALETAET IR

10k ¥ HEAHEE FIORZMKE P ilha
A HSOZE100E B %6 B T -

Nl -—#AREE e FHEHNEBFLI-I0RTE R
THBEMKBEO R RO A REHOFATRSLH
 BAMPERUEASFRAOZURERNZI RO S ROM
B LA BABRFERGLLSAMIETOE E%H AW
B s HSEA0EBUM T ARG  HIBINI0ES0EEF%dH A
HEMEEE  FTAAKBMBEAAEIRADMARNFESR
P E R EHR BB HALLATR KR AK R
Th - ETHREH AR EIE T X — -

2. —# A A P HEHNGEBEEI2AFE—RITHY
MBS ESKRER -

Bwd HEHNELBEI2EZAKXER A E-—F 2 F
EL—@RAR R4 GBS BB S E - KRTE
o sEE R FAEE - REB-HEERRE - MHE
WA AHBERREZEHENERAAUAGERY REAR
GEHEOERAIBRBNERAV ARG RLARRY - K
EPAAKE  RzBEBRBRBEONERMBAOHRD A
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‘kt

- BBAR RARLH)EXRY - R(LHAB)A
£ By B(LHEE) REBRE RLULHEEE - -BZRALKR/ER
BARAKR  BEATRLE ARALEBRABRBEBRAE S
M AR BEERAAARMBEAAROFEETRELGE
VI KBEMRERES Y -

14.’&%%#}&@5?%%3%'1%@@?1-21E?E’iﬁzﬁr.’%‘%
BAR MK B AR & ARMIKE -

15, - FPHFEAHNEBFI-2HFE—-—BRZTHRE KM

® KBAR S EB B FH R KGAR -

16— PHEEHNEEAEI-2BFE—BZTHB KK
KEBAERME2AKLESYMAR -

17— FHFEANEE P28 FPE—RZITHRE KRN
KB AARBEFRREOAR -

18, — #i4o ¥ 3% B A S B H 1-298 ¥ /£ — 8 2 T 2 WM&
KRB AEE YR Ly AR -

19— BEBKA Tk HRoHTHIHB I BFodHFEAH

® BERI2ATE BRI THABERMKBENES TR 4G T K
B RH T - AW L RABKRF R K - B Ao B R
KRBT BEAMAMURSHUKBYEERLEIERAR S HAY
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