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DSPE-PEG pH1 2

We investigated the size dependency of the Belousov-Zhabotinsky (BZ)
reaction using water in oil (W/0) emulsion droplets. The BZ reaction encapsulated in emulsion
droplet was significantly influenced by the droplet volume. For example, the minimum volume at which

the reaction occurred was decreased with increasing the concentration of malonic acid. Furthermore,
we found that the period of oscillation also_depended on the reaction volume. Next, we investigated
the stability of lipid vesicles (liposomes) in the BZ reaction mixture, which is a low pH solution.
We found that liposomes composed of DMPC and DSPE-PEG 2000 were stable at pH 1 - 2, whereas

liposomes composed of only DMPC were broken after replacing the outer solution with acidic solution.

Belousov-Zhabotinsky



B X C—19,. F—19—1. Z—19,.

1. AFZEBRAE S D =

JH OB R >~ N T — 27 TIThiL D &
JE 7o i WALBR L, MR OFE S DRSO v
N — 27 QW 7 FAREDEN T &
DOHERNAREWICHAEIERT 2 2 & TER
INTNBELEEZLNTWVWD. ZNETIZIHE
HIIEEB ROV HAEZFIHA LT, b D
R A MAAANTEERZ Ry VU — 7 O
TTUNREIN, TOXAF I 7 ANRHEH
FICHFE SN CE -, F72, EBRIOFZETIL,
BLAEVERIR & BRI LS PR A W %
7~9" Belousov-Zhabotinsky (BZ) St % /)
Fv BICRTE L L, b Z& &K 100 @A
L7Z2RIZBWT, KGORMCs F 242
Tl EWNHRLNTE 2, —F, MlaOERE
FHHENMEAEDORE I EESEbo T
5 LT HHERMTIE IR S, AR
REBRTHZOAREMENRENTWVS. IR
L, HAET A Rl D W BRR 2 RS HE I R
v NI =B ERITLED L ERE
LTWa. UL, EdoFEBRAITE Tl
BRERY A X (E um) O~A 7 a7 L
DAV TEY, My X (& pm~%k
+ pm) EOERNPRKE V. AR A
AFET/HNEILTDHIENTENIEZRY MY
— 7 D2 D KHFALRAAIREZ: 9 2, MG
TP ENZ EICEKLTELEZ A — L
NP L > THAFRET AT 7 ADAIFE S
naZEvMfENns.

2. WEOEM

AW TIE, =~ g &2 AW
A XD BZ IGFE 1 ZER L, OSHEFARRIZ
Ko TRIEDBETNED LS IZELTHD
AT I, AIEEO R T h
Y URETELNZ/ME (VERY—24) 12
BZ K% (kT 5 Z L2 HE LT,

3. WOk

(1) =~ a B

Ty g E, AN GREVT T 1)
\Z BZ ISR & MR TAHR % I % C 40 B[R #8
L CIER L7z, BZ IGIE 4 FEOLEW %
RETHZETREIY, IGSOFEFIZIERD
ORI b E LTEEEIND (K 1).

FIBNIEE [au

o .?IU 4‘[) 860

Time [s]
1 (a) BZ BUSICHE D SISO G2k
L, (b) ZORIELL.

CK—19 (d:m)

TR T, RIS A kA LB LS E
~a VEERL, TotofibEy, N
RAXA 7 ¢ 0% (515~555 nm) %@ L CHE
8% (ECLIPSE Ti) CRIZE L7z, RSIHHREAK
ITRFERET FY 7 A 300mM, ~ 2 U2 300
mM, Hif2 500 mM, 7x=2 A 3.6 mM %
HHEL LT, BERST MY v LA, v v VR,
WiE DR & Z 24 200 mM 2> 5 1108 mM
DO TN Bb S 8T (F ). SN E
TEHETDT I ZA LEFEET D=0, KIS
WIZIZ 10mM ORALTF MU 7 A%z 5
BHIWIRY, VIVARMIKRAT 7 F UL
J> (DMPC) #7 vufR/L AL
D& AN,

# | USIHALR
A %ﬂ,ﬁ}q{%};“i [mM]
SALF U DA 10

HEfEF R 7 A 200~300~1108
< Uik 200~300~1108
Fii e 200~500~1108
TJxzaAr 3.6

(2) UVRY—1ER

VARV —A01%, WO =< /Ly 3 L iEi@im
EICE W IER L7-. DMPC &R L 7-ifiEh <
TF7 47 zuA 3.6 mMKIETRE NN Z,
BT AZ LT a UAEERILT. O
NZEMAKIZERE L, 40°CTzLr (8000 rpm,
1000) 52 TURY—2E25-. 55
NIV R Y — A& FEEDREL, Sk %,
7 xznA &RV BZ KSR (R b R Y
75 10mM, RFEETST Y T A 300mM, ¥
o g 300 mM, BifiE 300 mM) TE# L 7.
5 & SR X DMPC 2 mg/ml, % 7=1%, DMPC
1.8 mg/ml, DSPE-PEG 2000 0.2 mg/ml {Z72 %
LR LT,

40

()

SNNE

SR [a.u)

o

2 1 2 3
Time [min] Time [min]

2 (a) fERLL =~ )L 3 3 o OGS
B, (b, o) FOO0OREZEN. (b) Tz~
a1, (e o< gy 2DE0O%E
fbEFRLTND.



(2) 200
g ©@opo0
= 0o o
w 1t 9 -9
gﬂ (o 's} 8 § 8 o g o o]
o

S 1o} -] 9
™ ?_9_3_0_8_———0—0
D
S U -1
H

D i

0 200 400 GO0 800 1000 1200
SFZEES U LAOFEREE [mM]
() 4
4 400mM A

a0 | = 700mM
- e 1000mM A R
=20 A A
ey X A

10 — %

%
0 80
0 50 100 150 200

I3 OEE [um]

X3 (a) BZ SN Z D=~y g A
AORFEWT MY U NREREEEZ TR L
TR E, (b) SE Oz~ g
A KEAFE. (@) TIRBUSHE Z » Tz
ey arEQ, KSLTWehslzd
DHEXTRL, TOERDOHLE T TR
L7=. (b) 7 L—OfEEkIX, =~/ =
VERZICKT A OR L E oMM 2R
LTW5.

4. BFZERE
(1) =</ a2 kb BZ BUs oMb

EAEAE pm 2 OE yum O~ L g
EERICE. ZoLE, B RE o~
L a T BZ SUGZRE D B (Bl EiaE)
DELNBRES NN, hNSho<iiar
TITBEIN -T2 (K2).

FIT, BREMT NI UL, a8, bR
OBRE > TN ZENMIICE (ST~
Nva rEERL, RGO EZRXZ. B
FleT B U v A% 200 mM 725 1108 mM
DM TELERETZE A, BEICERRCE
BHITOum L F D=~ /Ly g o TSI
ZARNWZ ENGgholz. —J, RIGHIEZ
STWHT=/Li g Tl REHRT NI Y
LPREMENE E, SUSEMINE < 72 o8 m
NEEEINT (K 3a, b). FERIC, v~ v Uig
REZEAL ST TEREITo 2. TORE,
~a URREEEELSTDHENS T
3V CHRINEBETE D ENDhoT-.
IDEX, vurVBREICEDLT, =L
Ta YOEEN/NEL RBHICONTRIGE
WINEL fﬁé@lﬁ#ﬁ%ht (14 4a, b). Hi
PRIRE 28 2 1255003, IREZTIF5 L X

D/ 7‘;::7/1//3 VTHLMINNEZ DD
2:753‘53\7%073. HiZ, ~u U BOGE L FRE,
TNy a  OEBRN/NIL2HIZo5NT

(@) 9

o (4]
o [

T3> OBEE [Um)
o
=

200

FEHA (3]

50 +

200 400 60O 800 1000 1200
N O EOYARREE [mM]

150

100

. A 400mM
X 700mM
] ¢ 1000mM
X
L ] L ]
x
x -,
Y
L] A
& 95“ s A X
50 100 150

I3 OEE [um]

M4 (@)BZRIEWEZ D=~/ a A
AD~ v PRI 2R LT ARX &
(b) RISEABIO =~y g oA ZKTF

.
(a) 200
E
=
w140
o
e
S 100
m
N
= 80 F
»
H
D i
200 400 BOD 8OO 1DDD 1200
FREEDFIRRRE [mM]
b
( )200
4 400mM A
150 F x 700mM
- e 1000mM
= 100
m 4 oa
50
XK x % At
0 -.——-.-n-“—l—‘x—-&—
40 30 120 160
T2 3 mEE [pm]
5@BZIGHEZ DTy g A

A DORREEIR R Z R L2 E, (b)
SIS E O~ Ly 3 v A R,

OGS R < 70 281 23 BlE ézht )

H IR E R A TH D,

IRV BRI

TEE 2 YA ZKAFENR BN T2 (X 5a,

b).



(2) VARY—2IZ XD BZ &0 R[IEL

TxzuaArREASINT, EHEREN 10
pum O U R Y — Az AFTE 2. DMPC D7
TIERL7= VR Y — A%, 7zuaAf rxzEn
TR B S BT 2 A, 1FEAED
UARY — AT 2Bl S (K
6a). ZDJFKE LT, WA ESKFHDIRE
JEZENZ X DK T OBE), SKFEICE ET
W DR DN BT,

PZKAR & A K FRIZ F O T2 KR 0 1233 1
EORKEBETECEVERILZE 25, 0
U 113 mOsm, 1493 mOsm CTH o7z, T DSk
PRI, ARG ISR 2> & &R AR~
BEIT DT, ARTHNITY R Y — AT
513 Ths. Lonl, T 2871T
BEESNRoT-Z b, SKMHICEEN
TWDA A 72 EMIBEREZ A L TR
BNCIERE L, RBEZEND/NES L o TWVDHH]
BEMENREZOND. ZOZ D, EHEEE
Lo TURY — LN ERZEN
7= L3 E .

FEERTH 2 BZ RSHED pH 1%, pH 1~
pH 2 Th 7. JEEMIZH V- DMPC (T,
Fe PRI T b SR S I - CTHEIE b A i
IHRNWIZERLERTHE I N TWS., 20
=%, BESTFNEBICL > THfEENTWAS
AREME IRV, —TF, IRES ik THD
AR IS R S AL Bkt U TR M IE
TR o TV, B, 5 TClde
HENBR DB R Z T T D AREMEN H 5.
T 2T, LFES A G S VT IR A RN
HZET, BORERMZ DI LERRT-.

SRSy F-B 2000 DR Y =F L7 a—
)b (PEG) DMEB LTV AT T aA VR AT
7 F >k ) —L7 3 (DSPE-PEG 2000)
% DMPC 2Nz T, VARV —LZ/ERIL 7.
Ik, 7xuArERWE BZ RIGRIZR
L7zt 2 A, HEFEMIZE-S> TR Y —2NE
ELTHELTWDER R8RS (K

(a)

X6 7xuA &R\ BZRGKIZIE L
72 (a) DMPC OB CTIER L=V KR Y — A
&, (b) DMPC & DSPE-PEG 2000 CEHRI L
72U R Y — A,

6b) .

DMPC & DSPE-PEG 2000 CTEfLL 7=V &
V=N T7zaAf BEAL, JxuaAf Tk
PR\ e BZ ROGHKIZIR T Z & C, BZ e D
AL ZRT-. VR — LD Z#5
LR, RCEBETHI0EEL 0ol
BUE, BOSHEIZIAT CRESRMORFT 21T -
TWn5,

5. FleREinLE
(WFZeRs . WFZesy L M ONEHENT 42 1
=Y

(iR G2

© FHEETR, gARZEH, [ME AR
MEAIRE) T DOIME & BOS DO % A XK
A
e~ A U mF ) VAT LR 32
[ 2e2 (2015.11.26 27, ALIUINEESS
)

@ Junya Wada, Hiroaki Suzuki, and Taiji
Okano
“Miniaturization of chemical oscillator and
its size dependency,”
International Symposium on Micro-Nano
Science and Technology 2016 (Dec. 16 — 18,
2016, Tokyo)

6. AT

(1) BFeEE
% KJE (OKANO, Taiji)
PR - LTSRS - Bh#
Fge 8% 5 © 60622082



