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Spontaneous liquid motion and non-linear phenomena in chemistry
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Abstract

Spontaneous motion such as biotic heart stroke, self-assembled structure of living organisms, and microbial
movement using flagellum are widely found in nature. In previously, it was suggested that temporal rhythm and
spatial ordering causes spontaneously in the system under far-from-equilibrium condition. Today’s presentation
shows a novel spontaneous liquid motion and nonlinear phenomena under such a non-equilibrium condition and
their application potentiality for the environmental analyses.

[ZC&HIC

HARFIZIE, Ao LmmE), B SR
(EEETE L) S A OB I L5 EE R TH
FANCE | BR P BEZALND. ZILETOM
78T, PN LELBEN TR TIE, R
R LRZEI 72T DTS, FEAEMDRIZE
WTTH HRBINTETHZENHLMN ’foco‘(-z‘iff:
WD B FEE AN = X LEBRT D012,
OO N LR RIZBITHBIREIE T HZ LI
HETHD.

— O HODOINYZELT, RIEO A IR 5
IZDOWTHRIT T 5. RN TORIBIREAT =X
LD AT T, <D N TIRERHFFES T
7= Y K= —KkDZFEBIL, — DK

\ZOBNFEDOEEEF ETEERZINZ . 58,
«Mzﬁﬁ ZEBWTAEY O LIFEIEI D XH72) X
TV IREN DS B IS AL, 2RI, K
RO BN B IR BN T 2 BL G Bl R Sz,
ZDOENIRENI AR A G- 2 T BRI fg T
RN EEL TS, Yoshikawa i, BERA
ok, HERR, EIR, BHA DM RIRE EL
TNz %E, BIpDFEEFFOEMIREI N ZNE
NESNDZEEREL TS, L LeRs, Zh

HOBGAT =X LOFEHIERIZIIRTEE-TE
o7, FRORMBHD. Frx i, BLGELIV
TINTEBZ DTOITHTT- 707K — i — /K SR 5

REREL, BAETHREBLGIZ—EOEAINE
Z R HUBRAEANT =KX LZHOWT, FDO )3
OIS TE =D T T 5.

“OHORN Y ZELT, WO B 3 EB)B5R
IZOWTRRIT T 5. BIREN 254 T IR
RO OEDELT, KA A M R s %
#| TSAC(RUAF NATTINT E=T LAY
R) KRG, AR CTHH= P icawi#Eea
AV DEMZ TR BRESNTND Y. vy

(272 Uiz BRRO KRS, ZoMmHZ R T3
HE vy —VIERIRIDH T A A AR A H FEH

ICEATT 2SRRI, ZOBGOFEM
Mﬁ IHMEFET LT —NDHEE =R LF— D
TRV IR LN RS B TR .

AKHEBEDLH7e N TR T, b= L%
—IAT X =N L TLERH = RLF—
NEBEWSI, T TOET)F 7m0 ¥ — 1
JATBET B2, ZHUCRIL T, EDOIRNT
1L R F —H BRI EB) = R L —
EEHL TS, T2 0E, MR O T —%
—TZAIELSER, ATP (77 /v =1 UR)
DOIKGFRIZ L > THE L DL F RV F— 5 iE

AT DR NE T DD, ERROWEH O
5%%5’3@@1 I, @{m L RRICA L R —

EE) =L — |CEEAR SRS Z LTk


mailto:nanzai@kanagawa-u.ac.jp

THELD. Fixld, ZoEEEDLZ ER&IT 5
Z LI X VRN TE Z TG &) & OB
REBHOMNI L2, ZOEE A T =X LNHG
TR TE =D THINTT 5.
=ODOHORNYZELT, BUE, ZOXI72FE Vi
RICBITDIFMIEBR LA B T ~FI 352
EERFL TWBD TR 5.
V—YH 7 Bl50%, 1896 4= R. E. Liesegang
IZE o THREENTZ BT TF IR T 2L ko
WE SRR UTZ BT JE RS 7tk o v B (U —
BH T8 B RSNAIEMIE 2B ThD. =
DBLG AR LT T B 5 O E BT I-Dn T
KR T 5. TR O SEREE TR T 2WE
EHODLDEIFUoHICEASE, ZOF L 1
~HEER T TH2ET V=BT BRE MRS
D, ZOR AT 5281285 T, NICEE
DR DE &5 H R LT-.

ARHER
O HKEHREBIS:

N LHEIC BT HEMIRE - A mmih B g o/
FHRERRRELT, UFRHTRAEOHIZ, KL
LT AFMEFUREMER &7 va— L OiRA K
W, W (G A L C=ha oy, W0
ARABELCTHIKZELE L, WD K FE I FEAGRA {5
ALTZ 3 FHARDPHWLNTEI, ZORTIE, A4
SN E M A OW IR SR 3 T DBy g D
TRk EOE N IREN S L CHIND LIRS
TR, Fex TR E RS- REZRUENMNIR
B RE T T NIEDZ DI ETIHRARIFTE O MR
B2 R ATz

Glass Tube 1.5 mmg, 100 mm

¥ 4
[}
[ ]
[ ]
1
[ ]
i Pt Needle
1
1
1
[ |
1 / /
- Interfacel
1 EtOH aq.
'\ (Phasel) 60 pL
=~ Antistatic Equipment
Figure 1

/

Fox i, 790 =T NV KDERAT L DIE
EAY B DR G2 24T - T BRI, IR IR E 3
DGR L, ZOWRB BRI OV TR A fE
272012, LU FIZRT L7228 LV 3 FRIR
RERELEZ Y. Fo Figl (RTXIIZ, 2900
KABIZIE T ) — VKSR E B RK ZBRL, £ D
RICFEE L TRy AT ha— L &R LT, il
FEIZIX, FEAF MO R miEHEH ThHHRY =F
Lo Za—)v=%/)=/)= V7 =L —T )L
(POE) ZhNzx.%.

2D 3 FHIRNE SR EER DIREN KR D K &7
HENELT, OfHEL T=ha_v B2 T
RN TIa— LW @R miE MRS A2 A
A AEDDIEAA AR E Z T2 @S I EAN
RN O FETE Y E AL CIRAENICEL L 7-
OHFTAEZERMOEDITEZ T2 TN
S, IR R ALV TR DI LA A
IZEWTRHREIL TS,

WK AR O EALZED R LA HE LT E 2
%, RmEMWREIEA A IR 2T b
D HERD R L [FRRIC BN T E 238 Kb
BRI L, FISH DR A 7R — 2 FEiiR 11T
IRTIRB RS2 R LT, ZOZEND, RmEmiEN:
F D FEAuf DNTENLZEFEAE O UK T2 L 23
Dinkloto. BT, =X ) — o FrIEPER
EEFEROVRTIEEMBEENIL O o7z,
Figure 2 |ZEMIREIO—HIEL T, KFEOZH )
— AR E A2 LSRG A O RE T
PRI IO R THRFRI ORI & EH IR,
TH ) — VAR R & o BRI R S 3 R R

-— e e S o S G SEEs GEE S GEEE S EEs SEE G GEE G GEEs M S e S S S Gy

~

\
Benzyl alcohol with 100 mMPOE 1
(Phasell) 20 uL, 10 mm :
]
| |
Pt Needle
]
]
|
\ \ i
| |
1
Interface Il Pure Water '
(Phaselll) 60 pL !

7

-

- e e e e e S S e G S S S S e

BRI ZRY SHRER (T2 / —ILKBR/ NUOLTILIA—IL+I A4 U HREEER . EH

K) Z215mmEOASRAERNICEREL, MKEROEMEZAE L.



EOREIERST-. IREIOHEICEAL T, =%
J—VHIEIIRE LB IR BME I 1T R LT, =
2 )=V DDV AS ) — 0 1-T a8 ) — V%
WML G A SRR RS R L7200, 7 va— g
HIR B LREVEE O BRIV T o T va— v
LB LM 2R LT, £/, RIUHEE T
FTHEAR ) — <k ) — ) <1-Tr/)—)LD
I R E BT LT o7, ZD XM O R IK I

DWTIEFEIZ BT WA, WD BN E %
DILDDFEMII AR Th 5.

BALHE LRI~ A/ 2a—FZ2 AW,
R O B R Bl 21T 75 3, Figure 1 1>
Interface | TIZABLAIZRHLWELE A ALOA,
Interface 1l CIZE B TYRIDAZRAE D LD
7R R IREN S b7 (R HE Figure 4). 2O E)
XA IREY D JE # & — L TV, BARENITZ
O Interface 112331 F D EAENCH kT2 808
RSy &focof: INBDORERNBEZ T, IRENH
SOOI, Interface 11 IZEBITFHT /Va—/LD
ffﬁli”iﬂbflﬂé_k#%z%ﬂ, TILa— L
DS W A5 - Zot - BB 5 2 &N IREN B G &
JlEiz 3L,

%7, Figure 2 ZR5L, EAIREINEATHE
TIZ—EDBE AW PN FET DI LN R TED.
ZoE AHIMIX Figure 3 [ R8I, =& ) —
JAREED B DI EFL e o7z, ZOMAIE, |

MOTNaA—)LTHEKETHoTZ. Fexld, 20

0 20 40 60
40 L I
20M
20 -
=
E o J\MINW
g 20
L 40
£ 30M
- 20 A
g
g 20
| 40
Q
£ 4.0M
§ o
w
0 4
-20 . .
0 20 40 60
Time / min

Figure 2 KHEDI R/ —IL¥HREZ 2.0-4.0 mol/lL

TElESEEEZOKBRDEMEDFMEL.

M2 KFEO & ) — VS HFEZ JE R L C
Stifii (Interface 1) 1225 E TICE T 2HFH Th
HEBZ. ZOZEERAET A0, FmistE
Kz B A2 R DT I3 — VR R WD
Tova— VAL, BKO KA S~ TRLL
7= 2 MR AVERIL CBATIRE B S A 22 L
72, 2O TOT v a— LA E DT
ET, AP OIEBORRZ RN THERHIENT
x5, TORER, BLMOIRENT 2 HOEEZ T
IZRATZ. ZORERNG, IRENEToE AR
TV — LS R A LECT DD ’%ﬂ“éﬂ#m
THHIENERSNIZ. £2, Z0 2 HHEEEC
OBV B ST, AR Caihé?/v:aw{g\z
FEMIHH—E DA Z DR B G NEHLLT-.
DFY, IRE B GO L 7257 L — VPR FEN
FIETDHIEN3h -7

\

PLEDERAZL SIS, Ta—L DKL/
i (Interface 1) ~DHFE T OILEIZ SV TR ET
L7z. OFD, 7)va—/EE7 Interface | 12
TIKFEDLIMFRIZ A3 BLL, JHAH A% Interface 1112
M2y CTIREL T 5. JEERORE R, Interface 111235
FOT N — VR ENIRB R G OBEIZET D
CIRENDFEBIL, ZOR] O] Figure 3 1TR T
JORIREI AR E COBEAMIR LR DEE 2 7.

INHOT7 7 72— R AOR(L)IZRT Fick
DOPLECEE “JERNC Y TED b EMEICE TS T
v — )L DYLBIRE AN E D LD .

30 -

20 - b

10 |

Induction period / min

0! 1 I 1 L |
0 1 2 3 4 5

Initial ethanal cencentration / mal L'

Figure 3 KOOI %/ —ILHHRE L EMIREE
FTOBEAHRE DR K.



2
Oc _,9%¢ 1)
ot d0x2
o j —x2/4Dt
c = e dx ()
2N nDt
[1 f( =~ )] (3)
c=2¢C —erlf| —
0 2Dt

(HRF= 77— TH L)X D X 5T S,
BT 5 Q)R LHIcEKREND.

ZZT, ¢ I Interface DT/ a— LIEELLT,
SETROOLNT-BERE, D IXIBfRE, x 139k
WOERE S LTI E &, ¢ IXInterface 107V
a—/WRELLT, FIMIRELK—_UPLT L=
— VOO BRI EDRE, £ LT HTIXILHLRF ] &
L CHRBIHAA £ TOEABIBARA LT, 208
B, EEREIT4.5-5.2 mm® mint L EH SR, =
DIEIZR AT N a— L hpx & ) — L Oy
BREDOHAAE L FEFICRELS AL bz, T
1%, T® Figure 4{Z7r7 &9 Interface NWZAE U724
LWELEDRIKEE 2 HiD.

KT v a— Vv OFEE A ) — LT 1,8 ) —
T Z TIRBYBLRMEATL, RIERICIL & IR E) B
G ORARMEZREFI LIRS R, &7 v — /DK
23T D PR FE LR E BR bA E T o A M IIE
BAGRIMEN OIS T2M, K=o DT a—
VDo EREL S OFE ; I AH Interface 123315 S ik
IREE ¢ LT, ZDORMRER DL, Tva— L fdE
FEIZ BELR 72 i AE S i B S AR E) £ T oo A
(2 EDBRNELI (Figure 5 ).

£

£ 60

s ; ©MeOH
= O]

o I O EtOH
8 (o)

% 40 t 1-PrOH
o _

5 : 2-PrOH
£ 4

‘;6_ .'.

< 20 (‘D

2 -

L

= ®

E 0o - A= OB ki © IS
£

0 5 10 15
Cq; Concentration of at interface I/ mol L™

Figure 5 KET7ILI—ILONHARELPREHROE
BURBFBE TOEALBMORER.

oI, BEOT Va— NV ERALIZSA DR
IZOWT DL, BT a— L O IR L5 2 D
SERBOEE R LAEDEELDEe & LE X,
KRBT D IRENB 4 & O BAFRIZ 4 CFigure 50
HRIRICRY, T a— L ORI EL RN
EMAGINER ST,

ZOZEE, KEPLHMAESO S BAREBITT V=
— VT L2 D03, FORE RO AR S OB
HUWES, IREVEE OB ETITOD DRI
FHLW, OFY, IHBIREIGEV DR Nnb LR E
BT 5. ZHUE, JElSil 7 KO R AR S A i
F0B B REL, T a— L OBE NI LAIEROE
W TXD720EE 205,

ZDIENITE, HFRE IO S 15 PE A O FE RS
T DREN BN 5 2 DB OV TR FT A D
TW5.

Figure 4

3HBREZRDERERE (S: Interface I; £, R:Interface ll; F) 1281+5%8 (0.1 sec/frame).

LR®D Interface | TIXFRETHLILMES E, TR®D Interface || TIIE-=#HHIC L ZEINEETES.



@ WD B REEH R

ATE CHRAMT LT IREV B G 2 A 3 DR &L
COKFBIZ G A A M S TG A TSAC (R ATF /LA
TTINT =y L78UR), W THL=
BACavH# 1, LavehVo s Kl 227285
BAb5NTHEY, bEITFigure 4RULIZEH7 R
PIRE T AL IOV THFES LT T,

ZORERB DA = ALL L T T =HRIC
BRI 2L OB REINTRY, ZiUuT R m I fA7E
T 5 TG PE A O WA BB Lo TR E D AR
—{bL, ZOHER, S G ERI 238 B O IR 2 A&
AT T A= iEMHEND Sl EOjiing 5 &
BZFTHLTHLY .

ZOWRBEIRE R OMAREEHREL T, v r—LiC
DTN T3 58, ZOMiEITsshznz
TWRWZH DL T FEZENOT Yy —L DT
RJEH LA EVEDEND B HEY R ETER) 2R T
ZOBGIZRELT, HEWIENT LI 12 573,
b0y 7e 7 7 a—F 130 72, RIFFE ClrIifitf
St R S OW BN Z TR IR E DA b 812
DNTERTHIEICKVEFRORAEAD =KL
B AR E AT T- D TR 5.

AWFFE I, Figure 612" T ENCHTAL v—L
Pk gL 7~ ANaOH CHE ZEMEIZ L7210 mLo>
TSACKIEIRZTEE, ZOHRIZRN—F RO FARR
HTARZILD T, Y —L DOHTAER FIZH T
L7556, W OEBNIIEF ISR BHIThHYEE) A
ERIICHAEL LI EDNREETHD b, RAAEITIX
X — L OBEEICATE L CEEMEILTS. 2o
DG, NEE26 mm 1E3.5 mmO R — R Z 2k
A ETS AR EY, ThiE o E 5
ROWE T L DIEE) ST A2 E B AFEL DD
EHRIAT.

Glass petri dish

Torus-shape glass plate /

7y
S &) \

10 mLTSAC aq. + NaOH
10 uL Nitrobenzene + I,

Figure 6 HEOBREHRREHENT SH-HDEER
EHE (F—FYEOASARLERENESD)

T 2MMEE, (Eko=ta_Bricav#E
I, 3 bBITA Kl 22720005, aUF |,
DHETMUT=LDICEZ T, fE3k, BT L
KU AR FE IC L THWTWER, A ENEA S i
FEEORIENRFER B —>ThHAZENSREER
SRR, Fio, EENZBITHKIDEEIZ DWW
TR CHST2ZEND, ZHUZOWTHIRFTT 5
ZEaREMELZ. ZOMIEL0 pLA R — YR T 2
B BT T L, e R & e i [ A R AT L7z

T K ER{E T RU T ANaOHZ RN L 7= 3 Fe 1
S CITEBN EZ /R LTS, k- B SCIE A 3
WEENX R o722 h - 72, Figure 727
NaOH i J& L 1T BB S TE B IR O BIfR 2R 3. 1
MMETOIRREDLMETIE, EfTEEILETH
AR IR B 72T E#) 23 RT3, Ll
DY FETITEFE A e B TIEEN S Rz, Fio,
NaOH I E N R T DEEBICAEITHEENH K5
ZEMGYIND. TR LT, TE B RER] X AT
EETITIE B LT, ZORERD, B
FFCBIDIVE 1, LKLY A4 OH DfH
W FR@IRT LA IEDBECDHZENE
26nsD .

I,+60H — 51" +10; +3H,0 “4)

LBl REMFEMSRMIZ LW BB R 25720
ZEl, WHENIZET YT A K 22T RN
EEOFETHEXDE, EEIORAE IR LY
AFT ODIFENLETH VISR T D 2
ET T BNERTLIZENTHEIND. HiEETD
DIEAEA T = R LITEBNT, ZO T2 H &ENC
DWTIE, Rk OEMA OFERE & HITRT.

200 20
O
£ 150 © 0 Distance ? © 1
£ o 2
) 2]
8 100 - 1 10 B
I E
& @ < o—> o =
50 9 . 415
Time
O
0 ) 1 1 1 1 1 0
0 2 4 6 8 10 12
[NaOH]/ mM
Figure 7 K#HDKEEILF )DL NaOH RED

HEOBRERICRIFTTHE



RNG)DORIEBLOFv A4 T OERRE

BT 27O O I TFE L RE LKA
oI AT TIREE DS 24T - 1ok R,
KFHFOKEE LT B Y 7 A NaOH JEEDHE K
LBz, FUHE L EERKT, KiEF oz
A4 TIREIIHA L. ZaudimfEs
Ol NAKRE T OH L, T = 105
ELTKMFICIEMT 52 L 2RLTEDY,
THRED LI 21, & T DOJSIT L - TR
T2 L OFFES [FIERICHERR ST,

L+T -1 (5)

INHDIAYFED A FED A AT T PE A
TSAC DAFAE FCIIERINT, LA TFD((6)=iT
R LR A A R EEER LI R ORAA
CDFJERREEND.

TSA" +1 (105 or I;") — Aggregate (6)

ABIDSHFCIE, ZHBDAF L 2 EEOREIC
IXESRD -T2, WO B R EEB OHEITLEL
(IR SN B s E O E RS B 1 TR
NTEY, AV 2BROAREDBELRN TS
nas.

Fiif T o FEE A O AFAEIS OV TR
D128, Wi O T %I D% M0, AR
AKMDFEMEIRS), KSR ) a2 E L.

ZORER, KAHDRERS), HTA~DHE
ORI R I LTI, AKAE T o KRk 7
MU D NaOH JREEIC K DR BITIZT L A L7

200
3 without TSAC
o 160 F-=—=-——-———-—"——-—-——-—-—-—-—-—--
2 & > & 0min
E 120 + o | £z 3 min
(o) A 5 min
S 80 <> 10 min
5 o] T
BN - - ¥ 1da
L 4 TF Y
o
O
0 | 1 | |

0 1 2 3 4 5

[NaOH] / mM

Figure 8 JK#EHOKEEF k1YL NaOH BE L

HEDH S A~DEMA - DOBREZORBEL

Mofe. LU o, KIS T 5 iliEO
H T A~OEEfl 2O Figure 8 (1279 &
1T, ZKFH NaOH 2MEJREED & =12, NaOH &
L LI R Lz, F72, R LA
IRFfE] DRI & & I L, i T 10 28 |k
95 &, NaOH 2 CTWARWEREE T To
Pefih A £ CIR T L7z, & 51, FmiE Al TSAC
EEFEROVRIZBITDEEAMAENELIEZA,
NaOH AT X - TR L 75l A & [RFEEE
BEpolz. ZhODOREEEE X T, HHIC
B LSS & HEfil A & ORAFRIZOWTE R
T2 &, RO LI PR TSATE 3
FOA AT E ORSIZKFE NaOH R EE 3
KIDIFERESN, ZORE, TSA O R HE
PEIZ R DAL T, TSAT XA 7 A St/ 5 il
B4 % (Figure 9 £X) . ZHIUCE->THA T AR
MZR T 2 R mH B L —IXmE D, s
DOHEA I K5, Z I K- T Figure 8 {2
B HEEAA O RIZFIITES. IHIT, Bl
O TIZONWTITLL FDXIITE 2R OND. K
ORI EEHICRENTTR TG HEITL, 1L =
EIZEF LTV, ZofER, X@)~6)DxK
SISl EA, WA T A S B o TSAT XA im H»
SRS NI ED. ZOIRREDMA 7 AR
3T 2 L B B oL ¥ — 3K <, Bl
KT+ 2EB5 2605 (Figure 9 A1)

WIZ, i EB) & Hefit g & DRRIZ OV TE
Z.% . Figure 7 & Figure 8 O 5 iMoo 1EH)
TRHE LAl DM R O O BIRMS TR TEDH0,
CNERGRET D701, WiEE I35 712>
WTTRRRSLTZ.

Interfacial free energy
High «—— Low

FAELY Ny 4 d

oL orl- % .
o ./ /.o
- w\‘ﬂ TDrf /./ % o ~
o« N % % o o
‘i t
IRRRI
I

rro/—

\bi/‘ T
| s |

TSA" + 1~ — Aggregate

! o = 11
LU U

Figure 9 3AVFRAA LV EDORIGIZEL D REEMEH
TSAC DA 5 ARE~DWE & il & EMADEL



AR oD i JE PH oD S i ik ) & B b 1Rk
A(DIZ/R LT Young DA TR IS,

Yow €OS Byso T Yoo = Vew (7

ZIZT, pow Vi [M—KOFREES],

[ 77 2 —KDORERET], rolZ l7777\—/EH
DORMEIETT], O 1 [7k/${rézq3f@m3{r%o>7v
T ANZKRIT DA ) 2K T @ OREET
INHDONEDNESTNDED, @@%mi
T ORXQ®)D X 5D mi, Z Ofk
R, EHNELLEZEZIONA. EIT, HE
WD TTDOZEIROO)D L HIZEEIND.

0 + Ysw — JYow COS ewso ~ Jso (8)

AF = Y%w — Yow COS Byso — %o 9)
ERF T, EEITHIE TE DMEIE, Yow & Guso
DIHT, T AEME DM DT T Dy,
& o ITHIE T E 22\, 2T, KA oK,
N Z DOV TC Young DAL TH &,
znEhnX10), AHDOLHIESIND.

Yow = Ysa — Yaw COS Ohsw (10)
Yso = Ysa — JYao COS gaso (11)
ZIT, g X (7 A—=RoREES (5

— KOS mEES) (-
[Z2K Tk

KR ], yan 13 [2ER
EVAKMOEEKRS) ], G 13

WO T Ak DEfA] THY, 5l [
60
50 O O O O
TE 40 - O NaOH
Z 30 &
L
=] 20 ﬁ O = O
10
NaCl
D !
0 5 10

Concentration / mM

Figure 10  JK#BIZ/KEE{EF b1 o L NaOH LI+
FUDLNaClZZENZNFMLI-BZBEDIDEF

RO mER) (DF 0 HMEOREED) ],
Ouso 13 [Z2RH TOMTE DO H T AR % Hfih
] THhHDH. ZNLOKHEIE, FhELD 2
MRICAEC 2 RmETHY, TOMEIFAR- T
L@+ 53T ThHs. 22T, (10), (1)X%E
(NAUIZTRAT D &,

AF = 1,5 €086hso — Yow €0SOyso — Jaw COSOhsy (12)
LB RS RT AEE F N EEIE
RATHIE N DOZEAF NEHTE 5.

Figure 10 [Z/KARIZ/K AL F-RUD L NaOH Z i
U7 g Bt el ML FRUD A NaCl 23N
LIeHESIETO I DEAF 2 EiuRT . il
25 A J R E S A R U R e T T,
r“ybx 1mM FEEIZ725F T NaOH I E DR L L

IZHDFEL REL DI EDRENT=. 2zt
LT, EENN L Z Do 7o SR ClE, T
DITFA~DHEAA IZEL Tl NaCl O#shn& st
\ZHERERUIZDS, JIDZE1E NaOH IRINEREE
KREREIZIT 2D~ Tz.

ZDNDEOEM~OEELEZ DT, #
B & OEIfR % Figure 11 [Z7R7. j]@#AF
CIEE FREE DO MICIZE AR B 2 BRI G B, &
FOMkR I L CHDZEAF 121 ifﬁﬁﬁﬂﬁfﬁ“
HIENTREN, FOMEITBHLE 235mNmt &
HHEnz, FERETOMEEICHND I DFE
2, ZOMEZE FEAE CHEHSZZEn5, il
T O SE BN R AR ERRE L VXTI 120303 D ) 0 K fhi
DRI, HDH—TEDRKEZIRDHIEDBLETHD
ZEDRIBE L.

200
(@)
£ 150 - ©
= ’
~— ’l
® 100 o
c /
] /
@ P
O 50 - ?
,0’
0 ® .
0 20 40 60
AF/mNm

Figure 11 BEMEHTIZE T HHBEIHANDHND
EAF LHEOBREFOESERM DMK



o— MLA U HBEDRBRES
CZETHALCE MmO B R EB)CEI L
T, = b rX_XUB LS OMEE T B
HEINTELT, biubidMgks 2 E 2T
WO AREEZMIEL CTE2 Y. ZORER,
Z=— 7 RIEEBN OO THEIT 5.
IRFENZIXBG A A MR EEPER] TSAC (R AF
NATTINT =y L578)R), HFEIZIE o—
Mg AzausF 1, Lavifehos Kl 2
ZTebDZE W,
=t BUDEELEERIC, WEEZSy—L
IO TKFENICH F 958, 3<icvy—L D
HIAEH L& EVIRDD. LIDLRRS, ZOiH
WOHE, BREFTNIEEV KT REH k-
ICHENTE LT, Z0%, BFOERBICE> Tk
112 BRtA$ % (Figure 12). JHEIXZO3EE)Z4D
W R 7R EEh 2R Uis. BT HIRNIEIER I
W, BRE RS ToFET & DA Te.
MIENAGBIEE T DL, BILIREEDDERIR D &
ITIRBEIC IR DB, AT 7 M) &V () 2 B 52 fisk A
PR T HIEDHERINT. = e Bk
TIE, EITIREBICALZBRICE DRI R A2 LT
Hete k@A R UTZ. S FED, Bt OB(kiX
W OWELT T AN IS TN EE X 5L,
BN D FEAEAN = X LT IR D A REVENR S .

WP oavHE LIREAZSELE, L RE
DR T HIZEETHIMITEL Y, EfhoFHam
BIEWo. Fo, ETEE EOMED IR UL HE K
LML EEN 2257, ZOJREIZOWTE, =k
ORI OBEE A = X LEREEDZEN
Zz 6, A(5), B)DISIMEETHZELITLY,
RETETER] TSATOM A 7 2 JLm 517 2 B
MEE SN LB 2 bhd . 5 IR,

Running “

Reconstructing ’

08
O Squashing span
2 Running span _ _
06 | 4
o -
2 0
£ | M
@ 04t -
x 0
]
E
|_ L
02} -
SIS
0 L L L
0 20 40 60

Time / sec
Figure 13 ETHE S ELHBOREOEREL
FETE A TSA™AN M A 7 AR BV TlE
L7oRENRTFHREIND. Ll = ke
AR A O K DI 22 AT R TR
< EATEIET 28I AL Z & THIXEZ2
EERNZ R DRI ARMATH 5.

Figure 13 | E/THIM L Z IE M OZE o
RENERORIBELHICE DTN T D)%
RUTz. A5 IR IR TR R O R & & H I R LT
WLDIZXRF LT, ETHIMITIZIEEL2NE
oD, Fiz, BT O — =03 IEF I
INSSZEELTHDDIZXH LT, E IR
RIESHOEXZERLTZ. ZOTEND, ZO D
JGEEN Y RNV TIRL R R AN 2 8 2 7~
DIFEF LMD ETHLZEN DD,

ZOIFINITHER % 7o ta it 2 AR & U CRBREAT
ST, BEER AR THDIID7RL, ZDLESLRS
FEDEEN REENLDY, FEMICBL T3
RHNDD.

Squashing

Figure 12 o— kLA SUBREDORBREES (1 sec / frame) ; FEITHARB(Running) & & 1E#AR (Squashing)

ERYRIHREBETRY



@ V—¥H 7 BIGEFIH LIz D RS 5 bt

V=V H T EGIT, BT R T DLL
FOBRE NG LTBRZ, AR O
B (V—EH 78R DIERESNDIERIE R R TH
5. ZIVETIZ, REBENIZB T 58RE F moJE
W7o fE B AR AR, vy — LSBT D FRI 7Y
— U BAERICET AR EITHHH O,
JER D7 VTSSO AR DL, ZNETH
FTIZEA LT RAFFETIE, HEDIRIC/ERIL
AT, T ORGSR ETE ALY D
REZHONPLDEASHE, TIICHHEEELE
— MO BIRE IR ZTE T 9 HE TR R
fa RS S, ZORE SR OY 7 2V
GimE Y 7 N CEHAIL, JRELDOBIfREEIZLET
70 7 BT HIEO BB E B9, 4RI,
WK 7 B IR R AT T AZET, 2=
— IR D IERRTEARE SN THZEH 0D
TEI=DOTHIT5.

— MBI, WO FALR D T 21T OBR,
FREUGE & 2 BN L 7= 7K IR L Ti T s, L
L7 5, 260 T — X TR - Z2 M2
EENTZL D LI THZENTED. ZNET, l§
& N DR IR B TR R AR TR L, K
T II AR —THDLIEN > TNDIEDD,
AT Lo TRETR Rl 53 D FEREE H A Ko T
WAHZEIZRD D LR T, R ERICBITS
WEME PR OGS DN — T Z L D53 5y
MINEETHD. BAEET, —MILDoi Bk
RN TWEDR, ZORIENIEZLL, KR
BREOT7 4 — VRHEICIIE S T ENEEN
2.

106

00 2.g8®

100 F |
103 L L~

Poxel count
A

102 | L

101

0 102 10" 100 101 102
$0,2" / nmol

Figure 15 &EHOBEA 4> SO MBEB L £
LI-##R0OE L DR

BT F IR I AL YT A BaCl, ZTAfRS
B TATARH T A LITHEBRRICEBAL, FEhSt
7o, WilE T NID L NapSO, /KR AT S+,
1% 80% T 4 H[MFfE T 5. Figure 14 [Z/ERL
Tt m DB 2N O R T, gD Feb IMANZ I
KoOZNELT-MmD R CTE A, i, ERE
B FROVRTHOHER TEDLILEMND, ZIVIRICE
STERFHOM THHEEB Z LS. L Leib,
ZOFEAZOWTIBIERF T THD. ZDIK
TBF O 9D O RO BT IXE AR RS
ERFOLNDHIEND, BREFOWHZHE T 5
ISR A LD LN TEDHEERD. £2,
BRI R A~ A aAa— 7 CEEL, FOH
BaEGmEY 7 N TRNT 7228 T, ffmai
T D7V E R, T LT AR E
TOXRNGAT L DYEREEE T BIVEEDBERD
5 Figure 15 (R X970 EMAETER 5. 20
Fl R, ARENREEOWE T N LB, W B
BINDN BEE, AR LIRS0 7BV 500D
R ORI RAA U EEEZS 2 FEL, 2hb
DIEHIREZ RO D LN ATREIC/2D 1D .

Figure 14 5 mMIE{E/N) I L BaCl, 2 &L E T F ViFR&RIZT 10 mMEREES b1 ™ L NaS0, KB R ERET LI=FE

ICHELS%ER (ENSETE: 05,1.0,2.0pL)



TNET, ZOEBIBORE AR SIE, 1k
DYV =BT TBG LRI, BREOILHBERS
fl K R o TYED & 7= FERR I O 3 i ) B
NRRTEIDEE Z TWTER, Tl ->TC,
MR 7 L THDHETT v HIRO T 03B
T 5 AR A R R A DAL,

Figure 16 I[CEMEEE ERWETFTFT U LIC
B EM FL72b0% SEM TR LR R (F
BT —R B WIR) . v A /rAa—
T EL THRA TWZE IO O A
ﬁ%wf%élﬁ%ﬁﬁﬁﬁﬁﬂAmm ZkBfiE
WG R BIE, 2O D3NN KR EIEIRITHE
DTSR, AMINZIZW SRR B ST
EE L CWNDIEN DD oT-. T2, ZOHEON
BNZIZH O H L~ B> TERIR O REREEE 2
RENTNWDIENHALNER ST, ZOOT HD
RN DWW TIE BT T U A~ DR D127 & 7L
PR 5L CODETHLTVDDS, SRR
HThDH. £z, fidaDER Y= PNZOOT
HIERE—F L TVWDIDIT R A DI END, OF
FrLift AR R E DR O BAGRIE D RS ND.

3.0V B 4mm x40 LM{UL)

Figure 16 €3 F 25 IVICEBHKDAEET LI
[CRont-mROER (TR : h—RURBELER)

SEXH

1) Teorell, T. J. Gen. Physiol. 1959, 42, 831.

2) Teorell, T. J. Gen. Physiol. 1959, 42, 847.

3) Yoshikawa, K.; Matsubara, Y. J. Am. Chem. Soc.
1983, 105, 5967.

4) Dupeyrat, M.; Nakache, E. Bioelectrochem.
Bioener. 1978, 5, 134.

5) Nanzai, B.; Funazaki, T.; Igawa M. J. Phys.
Chem. B 2010, 114, 11778.

6) Scriven, L.E.; Sternling, C.V. Nature 1960, 187,
186.

7) Truesdale, V.W.; Luther, GW.; Greenwood, J.E.
Phys. Chem. Chem. Phys. 2003, 5, 3428.

8) Nanzai, B.; Ishikawa, R.; Igawa M. Chem. Lett.
2012, 41, 609.

9) R.E. Liesegang, Naturwiss. Wochenschr. 1896,
11, 353.

10) Sultan, R.F.; Al-Kassem, N.K.; Sultan, A.A.H.;
Salem, N.M. Phys. Chem. Chem. Phys. 2000, 2,
3155.

11) Lagzi, I. Langmuir 2012, 28, 3350.

12) Wai, K.M.; Tam, C.W.F.; Tanner, P.A. Atmos.
Environ. 2005, 39, 7872.

13) Tomikawa, N.; Nanzai, B.; Igawa M. Anal. Sci.
2011, 27, 861.



