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In this study, BDA-Azo-polyamide acid gels were synthesized by terminal
cross-linking of azobenzene-incorporated tetrafunctional amines with acid anhydrides to form a
homogeneous network structure. The photo-flexing behavior of the polymer gels was analyzed; the
imidization of BDA-Azo-polyamide acid gels resulted in a bending speed of about 1 s. Gels with
dispersed fluorescent microbeads were prepared, and the movement of the beads before and after light
irradiation was observed using a multiphoton confocal laser microscope. By tracing the fluorescent
beads after light irradiation, the bending behavior of the photoresponsive gel is expected to be as
follows: (1) the part inside the UV light irradiation area shrinks and enters the inner direction of
the gel, (2) the force by the mesh shrinkage propagates and pulls the mesh from outside of the
irradiation area in parallel, and (3) the mechanism of bending using the part inside the irradiation
frame as a fulcrum.



BRXC—19. F-19—-1. Z—19 (&&)

1. WHERR 4PN

BRI E LTI T 2 Y 7 b 77 F 22— % —OREERICEIN TS, HlZ2 1) &y T ERE
TMCESZAM L 7ZBOA 4 v O8N fES . B - g2 FH L2, 2)8EEETTO F—71 i
F=71ck 2zl - ez fH L7260, EEBEEFTTFZAHL72bDTHSE, TN6DY 7 77 F 2
I—% — 3% +Hz 6 8 THz £ TO, WK OINEDTRETH 523, BT % HINT % 72 0 O BARRlik
DI - DIEFERIERTE R VW E WIS 5, Uk LCOBIRE I X 2 R LERIA LAY 7
N7 F 2T —% =P 512 & o THFE E 2 (Y. Yu, Nature(2003)), ZD7 7 F 2 L—F —37 IRy
Y B AAATREEE T FIC XTI N TW S, HEIE 7 VYRV E YD b7 v A ED 6 2 A~
DEMAL CERMAL) 251 L, ZNNRMHE—F IR Z255E T 2 720, JEIREHR & B ST
VR WIRN THREEEL 2, ZOBHRICE>TNNA A YLD X H)IOEREFAICHET20TH 5, L
PL., ZO77F 22— —DJRIHEIZEE7 7 F 22— — LKL THO TEL . BHPot—y—
Thb, £, ZONRERIIIEEMLOME (psA—4—) LB L TH@E2ITE Y, U Z DD
TYRVEVTFHEOERZ KL 72 b D Tld% . REMHERORMA LI L TVwE2»56THS, I
T, ZNTIRIDT7 4 FRXAZANMBOINEREIZE ZEF TR R2DTH A9 H, o, BN MR
Foy N7 — 7 REENTE LS, EHEIC L 2 T YRV E Y ORI LI E Z FCEMRT 2D THAID?

2. MEDHM
TLIFINETOMRICL ST, TYRVYEVZEL Ry b7 — 7 BEEOARTER2ECE T FHOBE D &
WREERE AL LT3 2 &% R L 7 (H. Hosono, Macromolecules, 2013, H. Hosono, Polymer,
2014) , 22T, AATERBOD B WIEIR Y P 7 — 7 HEEZTER L., S SICHTHOEED b2k
T LT D RBIIC Lo THEL LT YRV E VDR R VBILNIC Ry b7 —2hZEHL
1T OEHIEEEZRT, 74 P XA AAMBORBEEMAEEHNET S, £/, 26D Ry b7 —
7SR TOREEIC X 3 7 YRy Y DOFEEMALIRERRN 2 6 £ 2 % CHEN T £ TRl 5 021
S L, T/ AT —=)VCEHEIER 7 A XA ANT IV F 2 =5 —% AT 2,

3. MDD
TRV EVFHEARTH S, 4,4 -diamino-azobenzene(DAA) & pyromellitic dianhydride (PMDA) & )%
LI 2 TRATAZETCRY 7 I FBA Y I —%2 A L7, ZOEEA Y I~ —%2WEREME

NH,

e O
N ON H, OMO H,N Q oy
bar ° CJ

PDMA
H,N
TAPM
X1 DAA-TAPMA Y 7 2 Fg7 L D Bl ey i i

e
H,N / NH (0] 6]
HNON 2
o 0
0 BDA-Azo PDMA

H,N

X2 BDA-AzoX Y 7 I N7 N DRI HE G



ZpEH| Tetrakis(4-aminophenyl) methane (TAPM)% I\ CTRIR4UE T 2 2 & TDAA-TAPMA Y 7 2 N
PN, Flo, TYRVE VN EBEETICE T % B E RE M 4UE Al ¢ H % N,N’-Bis(3,5-diamino
benzoyl)-4,4’-diamino azobenzene (BDA-Azo) £ PMDA % {b2g# &t 1: 2 TIRA T % 2 &£ TBDA-AzoR Y 7
I FEE7Z IV (PAA) 2, 2o DRY 7 2 RN )L % Acetic anhydride : Pyridine : NMP=1:1:1[vol%])
WCDEMEE T2 Z T RUA 2 FALPYZEAEK L 72, DAA-TAPM-PAA L D JF BRI OAL 24 % X1

IZ. BDA-Azo-PAA L DBV ARG % X212 7R 3,

TPIALIEFOERICHR0.2 mmD A 7 AF ¥y 7 ) —D—nziE L, BMEHK TR EZ R EFSE
52 ETHMOHBERORY 7 Figrvay FEE-L, £, fonkrray FTEL¥A 2 MUK
WCDEBREL, RVA I P X vey F2ERL -, Yray F2NMPTHEr Lz N4 7OVICREE L.
L—¥ =2 MEE L, milhmE OSSR ZIE L 72, 26, BilAEOERIITITHONE > -IREZ0°
& L7z, trans—ciseB A L2 Z 3720 D)H & LT T10405SD0O030B-1S-TK (A —F v 7 2#l, iR
405 nm, 525 mW); | cis—transt B2 L2 2 372dDF & LT 'SSL-532-0100-10TM-D
(SANCTITY LASER#:#., %532 nm, 5#E45 mW) ; #2 w7,

AFEDOHIVEE T NIKIZ LA EHEZ RS i), S~ A 7 0 E— X2 BRI S RETr

L7, MBI IZfFRE N 7 2 4 /LA L —H — Tchameleon vision ii (COHERENT#:#Y) % Fus,
13405 nm (trans—cisYE M L2 2 972 D HEJH) £ 514 nm (cis—transYE M L 2 2 9772 0 DY)
RBEINL 72, FHHNEA 7B E—RIC B T7YRVE VORI EH S vk I —4 3 VB FHEkidko
AR % T 7 A4 BBk 70 Tsicastar-redF(Micromod#:# . ES5 um. BIFEEESE9 nm/FGHE
585 nm); Z{HH L7, HIEGEE LT, 2514 nmo G 2 3055 TV, transfR DG E IR
BB O BIVCIN 250 T > 7o, Z D, EDEIR 2 FRICSTHT > 72, Z DFE, —E DRGSR &
ICZAF v v 2pumAT v 7, 0-80 um)Zf7\>, HHHIFHTOr VO —X D8 & 2 T L 7, by
% E— RIS PE(80x80 um) D « BIEAt DI+ IEt D < D3HRIx AR D125 & S J51A D 34
FxEOFHGEZNRE L, HERoRLZE S E LX, YEEZBL) S E—Z~DE s 2D M)
O, ZEMEE N ASAHICED RO UCREDOR LSS BWH L2, M EICX &S NnXY,ZEE» 5
JiELYE IR IR 12 03 2 B — X Dl & & S o B BhiEE 2 SRl L 72,

4, WA

WHFED 2R3

X3# & 0'K412BDA-Azo-PAAY LT v FE Lk OBDA-Azo-PIF )LD fiihZEi 2/~ d, Motk F23E L < @l
B2 L, HEEESNVIZEIMT 2B = =R INTw S L 2 A2 5 EAIRETIC, ME/E
RSHEHMLTWwA X IR Z %, Kz Z ofEAIEBDA-Azo-PIF VICEEEF ICHN S, S A—F F v AR
ML % #2972, BDA-Azo-PIFVICHRE L —H — % HST 3 2 BRI IZ 1 572 1 OIRETCUIITDIZIRICIZR &

= ‘ | |
" b -’-. ~ i’ — ;' ‘ F, - ——‘
| P |1 ‘ ‘
Blue Os » Blueds Green 20s
X3 BDA-AzoR Y 7 3 FEgF L O i thZE)

-

B LT AR L 2 E R s R ok, ey Fom#EEZ M58 X 062K T,
DAA-TAPM-PAA’ )V & & I'BDA-Azo-PAAZ L D JRHEFE 13494 CThH o 72, ZDOPAAS V% A 2 FiLL 7%
&£ 2%, DAA-TAPM-PIF )L 0 i HEE 13 FI250 ~ AR R L, ARy 2 G 28 @hia s Je L7z, —J5. BDA-
Azo-PI7 )V DR HGHEE IZF P L @b L, SN E T2 77 F 22— —%AI8T 2 w9, KifFEDY
WO HDER S Nz,



| {

PR

Blue 0s » Blue 1s Green 20s
X4 BDA-AzoR Y A 3 P4V JHhzsd)

90 90

80 80

70 70
=~ .
2 60 o 60
e b
j 50 2 50 -#-BDA-Azo PI gel
éﬁ 40 —#-BDA-Azo PI gel %D 40 —8-BDA-Azo PAA gel
:-E -8-BDA-Azo PAA gel 'g DAA-TAPM PAA gel
2" DAA-TAPM PAA gel = DAA-TAPM PI gel

20 &2 DAA-TAPM PI gel 20

10 € 10

0 r : : : : : ‘ 0tk ‘ ‘ ‘ ‘
0.0 20.0 40.0 60.0 80.0 1000  120.0 0.0 1.0 2.0 3.0 4.0 5.0
Bending time /s Bending time /s

M5 7va y B o h G B o R X6 7 vy B o J 4 BE D IR MR AR (R RIX)

WA 70— % 0@ 17V OEEB ORI Clk, JRINEE7ILV TR 7 4 VAHRINIZE W T
IZDAA-TAPMA Y 4 2 7V % B\ 72 SFDSEEIDEIRENC X > TOEIRGT =V 7 o rhuiiaii-o5 < & 9 I2ILE
L. LI XoThpro@E S 2 () AR s, 74V LDERGFHICE WTIZLEINEIC
X o T EABWNEAENCZER L, O X > TTIHAICKE REMRR S,

7 4 NVAHNTIE, SO E—X Ll & OfEEADistance® 75 7 kb EAGREENIN UTRIDO30H
TE—ADVHLMIRECIEDL, THROLTFADPKRESNME L 722 30D 5, £, MRESCIHAERE CTIX
BHID30M TCE=ADHLP 6 RELESD S, ThOLLTIUPRKRESEHL LI LD 5, E=XDY;
FrZ &z RCas e, HERENIZSD F D EME T, HERADITE L SRb KE LAY 2HAH -
oo 74 NVADEBIIATOREE —RDLENL 7 7 7 Tld, FIEHEHN L CHE RN O ©— X237 L 0
WA A LA T, et i3RI ANt B Tw AR s NS, £, SECHEERIZED
METHRESRMATNIIHT WL ZEPBIZTE 5, B E 7 VTl $ % &, ADistance® 77 712
BT, DAA-TAPMA Y A I RV DRIGEME IV IZKE L E =AM LT %, KIZBDA-Azo% i
WV TIIBF L 21 TR CELDE=—X B RELEH T WS, E7XNVHO =22 RD 20 &%
BDA-Azo£ Y A4 3 F#)L>BDA-AzoKX ) 7 3 Flg# L >DAA-TAPMA Y 7 3 R L >DAA-TAPM A YV A
SRV ERD, 26D v ey FOJEIRR &G LTWS, £, 74 VAREARSANCE LTI,
BDA-Azo RV A S POV TIRBSEHBNICZ, BRE#INEC DE—XETHIICADIAATE D, Zhndth
IR T WS, ZD20DK#2Y, BDA-AzoR Y A 2 7V ONIE BRI 1T 2 JE il f450~90°
DEWHIEDHEFFICHF LS LTV ED TRV EEZoN S, M EDKEL D, YW )L o s ihzd) ik
TSI PEN DR D3 LT NV D NER T A>T »@fH %238 U T 1 HMEHRE L < RSt
DHEDNZIFEATICE IR 6N 2 QWP PN DI 2K e LRI 2 L wiEarians



oA DENINZ BT BHLEMNT E AL 282 b

CNFTDT7 4 FAXAZANMMEITIRERYT4 v ZIEHIC T YRV EVHAAFNT O, AP TT
YRR LA T L IREMHPBENTEHEIHN LSBT 5, ZOBRICA U 2 L (LY, il
AN EMBDEI T 2B I TH o7z, UK L TAIFE TR, RO % vy 7 — 7 EHIEA X
NETYRYE YT BT 2 LICkoT, 7YRVYEYDEX230.90 nm2»50.55 nm-
EZEL, ZDEICL>TZDRATRIIICD F S 7 #HLINWEREZFHE L, MHekzLEsE L) T3
bDTH5, HiE o DMRIILEMET T2 INEFTY—FLTELEELHD ., 74 X = AVik
KELTEELRARZAELTWS, ZOX) R EZ M- T2 NS 2 #H LA LEZRAL %

7 A4 B XD ZAVMBHIH RN 237 < L DD Z DINE R IZFERDMEL & AR THR O T & v 9 R
BrALTw,

ARWFFEDIRBNNE L BAEZ 7 4 b XA A=A NVMEHZBRE LTHIHT 5,

AT METE PV 7= wRxFvouf afzELrVICE D270 L U X 28R FEHINT
W3, ZHIEHEIC K BT OREZEDSERENIC 7 0 B BB ITHE OO Wb DTl L, 61 4 v fifikic
XD HEHIEEZFEA T2 2 L TNV ORBEDPERKLEKEBIEML 722 EICL52bDTHL, 2D
ISR D A I DS H - 72, (M. Irie et al.,Macromolecules,(1986).)

QHETHERFZDOMHE S IZ 7 YRy 2R FICEAL, IN23EE L 2RMEZ 7 A Fb~—%2 85
BRL7, ZD7 4513442 nmDEEEIZ X D 7 4 L ADWiHEDD K D B D0 Z OEWHIANIE AL
HDOEGD M EFTTH -7, 72, 540 nmDIEIGHZ X D ILDIREEICE D | Wi R)INE 2R L 72,
CD74NVLDEBIFRITEAINT O 2GS T D3~ F v 7 1) 6 M~ O EFH MR [ D
S, BEZEDEKRTH D, 7T OREBEENFNIBEITHE OO Wb DT Ry, £, Hihich»2 3
FERTIZ80F>TdH D . JLICR B R 1290 TdH - 72, (Y. Yu et al., Nature(2003))

GVHRKOHHES ZEST T 757 DM E LTT7 YRV EVZEBAL, ZOEDTTFTISNTARAaA5T4 97
WZR T2 L2 /R L7, 2OWRBZZEVZICLoTIIMSE % L, EEWEZR L, JHihRR X
8Wch-o7,

(4)7 v R b REDOHecht 5137 VYRV E Y ERVE VDS L - B#AE S T2 8 L. IAEh T2 o
BRI PREDINEIRENC X > TA5 nmD 5622 nmNEZL$T 25 2 &2 R L7z, F 7@ IREIZ X450 ¢
# L 7z, (D. Bleger et al.,, Angew. Chem. Int. Ed.(2011))

(5) F 7 KREZHFZEATOWhite 51X 7 VRV BV ZAAAL RV A4 S FEER L 725, R X > T5
A5 9°26° F T B DIZ605 202> 72, (K.M. Lee et al., , Angew. Chem. Int. Ed. (2012))
G)RIRARFEDFEHS Z 7 YVRy X e 7uFF A Y v 2HICET 28D T 28R L, 7TYXNVE
YEBTZ/UTXARNY VOUBEHNEL 7 ARE S AR TEAZ L EZFHLCT 7 F 22— —%1E
#7228, ZDHEHRENZX1804TH - 7z, (H. Yamaguchi et al., Nature Commun., (2012)), (1)~(3)F
TOWMFITAE T, JEMHIC X 2HERETEL 26EMHEZAH L 72D TH 5, HEHHE LR EHEE
ZRLTWS, A~O6)FEEETHRVETTZAH LTV, Z0NNEEEIZIEFITE -, Zux L
THEADHALTODE 74 P XA ANMEHIR Y P 7 —2@aFThHh, EME Lz N - LTHT
WA U BB RN L HRHERNS 2 0WIE P S 7ELINEHRLT, v 7aR)iE e LTO T2 &
MCTES, ZO1ONIVEREDHARETD 5,

SHDOEH

BDA-Azo-PI7 Vi 4c DRIAIR Y | AR EHOCHMEEZ AT 2MECH 5, Z DBDA-Azo-PI7 v
. ISR L CRRIICIE £ 2 3 L. EARITNZLLTY, Z0EFHRIEDLL RV ENS, OF
LRVDREIDIA 702 VADIGHDVTRETH 5, £/, POV ONREHT X 2 EOBSIC X, AEBIC
GARIREZPEN L, ORI, WEHICEEZID AL O T, HTHEIT 24 7u Ry 7L LT
XD ENTESL, ZOEBRIBBAEDA V7P 2y b7V VY —%EPICEET L7 Y v PILEER
SELIENHETH S, BIEFTOLE A, ARAE T TRV E, SGEIhZE>, GRS IC X 28 - 1L
BB I NV, S, BUKMEDERLEEZBDA-AZoICE AT 2 Z Lic kb KT b BRENATRE 22 41
B2 2 ENTENRL, RO ) YRy 7 XD bEPICERE RREGIEN TR E S 7 a Ry
THEEHRTLIENTE S,



5 5 0 0

Koutaro Urakawa, Keita Miyasato, Kenro Totani, Toshiyuki Watanabe 217

Emission increase in persistent inorganic phosphor improving absorption property by surface 2020

chemical modification

Journal of Luminescence 116672
DOl

10.1016/j .jlumin.2019.116772

Tomoe Hori, Kenro Totani, Shuzo Hirata, Toshiyuki Watanabe 704

Large refractive index variations induced by accumulating triplet excitons under 2018

photoexcitation at low power

Chem. Phys. Lett 5-10
DOl

10.1016/j .cplett.2018.05.029

Saaya Hayasaki, Miho Shimizu, Yuuki Katsurada, Atsushi Sakai, Miho Yanagisawa, Yoriko Atomi, 76

Toshiyuki Watanabe

Visualizing Molecular Chaperone Controlled Resilient Cell Traction Force by Micropost Arrays 2020

Fabricated by Two-Photon Initiated Polymerization

Journal of Fiber Science and Technology 288-295
DOl

10.2115/fiberst.2020-0017

Eri Ohto-Fujita, Saaya Hayasaki, Aya Atomi, Soichiro Fujiki, Toshiyuki Watanabe, Wilbert C 168

Boelens, Miho Shimizu, Yoriko Atomi

Dynamic localization of a B-crystallin at the microtubule cytoskeleton network in beating heart 2020

cells

The Journal of Biochemistry 125-137

DOl
10.1093/jb/mvaa025




Saaya Hayasaki, Yasuomi Sasai, Masaki Imayasu, Miho Shimizu, Soichiro Fujiki,
Toshiyuki Watanabe and Yoriko Atomi

Naruse,

59

Molecular chaperone a B-crystallin regulates the dynamic stability of focal adhesion under

mechanical stress conditions

2020

Japanese Journal of Applied Physics

SDDEO3 1-6

DOl
10.7567/1347-4065/ab65aa

16

68

2019

2,4- - 1,3,5-

68

2019

69

2020




67

2018

2,4- - 1,3,5-

67

2018

67

2018

Jin Ishii, Kouta Takeda, Nobufumi Nakamura, Miyuki Chikae, Yuzuru Takamura, Toshiyuki Watanabe

Synthesis of Water Soluble Polymer Having 2,4-Diamino-1,3,5-Triazinyl Group in the Side Chain and Electrochemical ON/OFF
Function for Molecular Recognition Ability

The 12 th SPSJ International Polymer Conference

2018




Daichi Furuya, Kenro Totani, Toshiyuki Watanabe

Synthesis and characterization of polymeric materials having room temperature phosphorescent properties

The 12 th SPSJ International Polymer Conference

2018

Miho Kosaki, Toshiyuki Watanabe

Tackiness and morphology analysis of adhesive materials having a 2,4- diamino-s-triazinyl group

The 12 th SPSJ International Polymer Conference

2018

Toshiyuki Watanabe, Ryota Ohshima, Ryuji Mashiko, Daichi Furuya, Kenro Totani

Efficient Persistent Room Temperature Phosphorescence in Amorphous Polymers under Ambient Condition

Inter-photonics 2018

2018

2,4- -S- SBS

28

2019




28

2019

68

2019

68

2019

2,4-

69

2020




70

2021

(Totani Kenro)

(50397014)

(12605)




