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Abstract

This study developed a novel aqueous light-harvesting system based on host-guest molecular recog-
nition. By using the supramolecular assembly between water-soluble carboxylate-pillar[5]arene
(WCP[5]) and a carbazolylphenylacrylonitrile derivative (CPTD) in aqueous media, fluorescent
nanoassemblies (WCP[5]-CPTD) were successfully constructed. This nanostructure was further
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functionalized by encapsulating the energy acceptor sulforhodamine B (SRB), establishing a ternary
WCP[5]-CPTD-SRB light-harvesting system. Experimental results demonstrated that the system
achieved remarkable energy transfer performance, with energy transfer efficiency reaching 61.4%
and an antenna effect of 11.3 at an optimized donor-acceptor molar ratio of 125:1. This supramo-
lecular assembly-driving aqueous-phase light-harvesting platform presented an innovative re-
search paradigm for developing efficient artificial photosynthetic systems.
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1. 53|

HAETER R RKBAATREENAEMED)Z —, SEBY(EFEER) IS RBOLRE, K A Akt
A RA N, FEREIHAS[L]. (&% BRRCRINIH, B G T2 ek e e # J 2
(FRET), @@ T 280 A THesisiLEI[2]. (22 H T K2 8N Toasish ik 52 2 T L0 B AE G HLAH A
(1, T B AR T A RGOS R R AE KA T S ), B LA G N TOGHE IR i & 72 07 42 B 5 AT
TERAE . EFR, BEBS FFEIERE, BN GRI, R AESAH 1 E A 3
NTIOGHERIA &R, AT LR35 BN TGRS R M SRS, 8 B SERLZE /KA R A SR, IXE AT
JAIR R R e BA AR LR X [3]. Bilan, 2017 45, XIE ZEZ IR R FH POH RS i B 44 (SCD) AR 3R (T
KRB A EL) FT AV (OPV-1) AT 7 F B A4S, SR T —Fh HA i s R 280 17K A N 6 Hd 3R
1K Z[4]. 2019 4E, T 5K 55 H2 R A A FH /K 7 PR RE[5] 95 48 (WPS) AT bola 78 DU 5 24 B fit Ak — e 344477
) (TPEDA) ISR T —Fl i BUKAI N TORUREE RS, KBl T £ DR BRI FE[5]. 2024 4E, 4
FHIREAFHEL Y AN (EY) AR D FFI 101 (SR10L)YekHaE N TOotHiskik R, 1%k RN
ATCAR FDG RS, IEReNE iR R R REE N F T /KIS OB R BE[6] . BHUE AT L, FE7KAH )
HEHMN TR R, S FEBDEAMEH . R KR e A R = 1= 7.

EARW T, EEEA AIE BN FH AR EL AT A ) (CPTD) 78 M & i 70, EHURER B4t [5] 5 /2
(WCP[S)IE AN EARSF -, FEEBAK I S 3 - ZARH BAEH 2 {8 WCP[5]55 CPTD 4554 it WCP[5]-CPTD
HeHSEKPERIER K P> T 289 BEJ5, WCP[5]-CPTD #4 THE &M& K - BUK P IRz 1 4%
JE R WCP[5]-CPTD 4K Hiki, FHEL85¢ b Ykt 2 F1 B B(SRB)JE i WCP[5]-CPTD-SRB 4K ik .
SRB [P AN X 35 [F] WCP[5]-CPTD 4HKbi+ 1) 5% M Ak it IX A K AR & IS, WCP[5]-CPTD-
SRB fefig SLILAE A, MRS T —Fioki 2L 1Y) WCP[5]-CPTD-SRB 7K AHE 73+ N LOGHl 3k R
(&l 1),

2. SCUGER4Sy
2.1, AHISYEE

4-(9H-H:Me-9-F5) 2K FH % (99%), HRFEREH(99%), TM{LEF(99%), FALEN(99%), 1,10- ~IRZ84%(99%), —
FEALTN(98%), —IRAILHN(98%), X H AN (98%), MKIREHN(98%), —FHE(99%), IR LR L. FE(98%),
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Figure 1. A carbazolylphenylacrylonitrile derivative-based aqueous artificial light-harvesting system

1 ETHUERAEBEITEDRKEATERERER

T 19 27 £ BH B (98%), 4-F2 50K i (98%) M i FEAR R 2451 3K 5 1y BE(PE, AR), — HZHA(DMSO, AR),
N,N- L EERZ(DMF, AR), T/KZEE(AR), T/KFEL(AR), =H%(AR), 1,2- S ZKi(AR), LR
CTR(EA, AR B ZRIHBH I A PR A R IW3E, A HZA Hitachi F-7000 855 66 ACR & 73
s A8 H H A By id: UV-3600 85 50 A6l R 88 58 A1E it 26 5 WO ok #54 : (6 36 [ Brookhaven 24 7]
BI-9000AT -5 K42 7 BT AR S PK FURRL AR 504 s A F 9 [B] 5 /R 3 Zetasizer Nano Z A5 FLAL 73 AT 3K
££ Zeta HLA7E0HE ;18 3+ Bruker DPX 400 MHz #ZREBCREE S BE B Al FHOCIE 52 T 68 FS5 28 60K
BT A B

22. LEWER

22.1. EFLEY CPTD AR

&) CPTD MR FATT 2 i R0 i TAEHEAT & [8] . K B AR M7 A2 42(0.6 g, 0.99 mmol) A 100
mL B, SR, AR E =W, BRI R, k4515729 CPTD (0.63 g, 0.93 mmol,
95%). 154t DMSO-de M iE, 4 . 8.26 (dd, J = 22, 8 Hz, 4H), 8.08 (s, 1H), 7.93~7.66 (m, 5H),
7.52~7.32 (m, 5H), 7.11~7.07 (m, 2H), 4.04 (t, J = 6.4 Hz, 2H), 3.30~3.26 (m, 2H), 3.05 (s, 9H), 1.76~1.65 (m,
4H), 1.43~1.42 (m, 2H), 1.31 (s, 10H).

2.2.2. ERLEY WCP[B]E R

WCP[SIHR 4 FA 12 i 438 (1) TAEHEAT A B [9] H4FRERFE[S] 75 %2(0.6 g, 0.51 mmol) A %] 100 mL [5
JERBEI, RN EZK, =R 10 min, K575 74 WCP[5] (0.57 g, 0.42 mmol, 79%). 1 DO
M, $diN: 6.72 (s, 10H), 4.28 (s, 20H), 3.84 (s, 10H).

3. ZBR5TR
3.1. WCP[5]5 CPTD £-Z{#*HE{EH

% WCP[5]5 CPTD J&, AT B T ik /RNE TS A% S 2 KOG FE SR, % WCP[5]
5 CPTD )i -2 A HAF TR FT[10]. Wnl&l 2 frax, A& WCP[5]& CPTD HIVAW, 1 ik /KRN
Bg5. ek WCP[B]S CPTD [FRFIMAKS G, WREIH R AT, HEIT BR8N U g . it
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Figure 2. Tyndall effect of (a) WCP[5], (b) CPTD and (c) WCP[5]-CPTD
2. TIk/RERL: (a) WCP[5], (b) CPTD #i(c) WCP[5]-CPTD
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Figure 3. (a) The transmittance of WCP[5] and CPTD solution; (b) The absorbance of WCP[5] and CPTD solution
[ 3. (a) WCP[5]55 CPTD &i&iIESTEE; (b) WCP[5]5 CPTD i#i&RFE B

5000 -

——CPTD
4000 - —— WCPI[5]-CPTD

Intensity
w
o
o
o

2000 -

1000 -

0 ] T T T T T 1
400 450 500 550 600 650 700
Wavelength / nm

Figure 4. Fluorescence spectra of CPTD and WCP[5]-CPTD
4. CPTD 5 WCP[5]-CPTD RU3e i
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FXE &

Mk, 55K EoR, WCP[5]-CPTD 765 B AH LT 5y CPTD ¥ e E o8 740 11.1 £, &X—
BESRTF EZAHT WCP[S]5 CPTD fE/KHARAEE - BIAME/EH G, &4 CPTD #t— bR, 74
POEIETR, IX RN TR R AR B8 & A n] LUk $E WCP[5]-CPTD.

45T WCP[5]-CPTD 75 A it X 35 i /K 1425 s Yk SRB S8 /MR L X 380 SR THIAR AR B8, i
PLiZ#E SRB 1EREE 2R (14 5) [11]. B 1ER . SRB Al # %k WCP[5]-CPTD E/KIZHN, T¥
FRESRHERR LGN, X — S5 T FRET MIBEEZER, NReE M aUE it/ int. w6 otk
AR AT R, (EfL%E SRB LU, WCP[5]-CPTD-SRB #1, SRB & &itlisr, ft{k WCP[5]-CPTD HI4FHE
PRI REIZ L IRGG, SRB IEHHYsH. HAky: 21k SRB MFFIE LK S EAE 540 nm F] 640 nm 2
(] & 1G5, e fitf& WCP[5]-CPTD HHRHIEZ G AT 52 % 440 nm 3 540 nm iZ ks, HIGHIEH
MEBLREE DA NG 0, X POGTERRE R 26 3 B R A 5 I e LR R e R . thah, il
DT A I SL I Re BT TRRTE, Wl 7 B, fEMIN SRB LLG, Wt iiZe ik E T AR
1, BRI A TP IRAE A, I3 T WCP[5]-CPTD-SRB 7KAH A LI R 4t
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Figure 5. (a) Normalized UV and fluorescence spectra; (b) Fluorescence spectra at different donor-to-acceptor ratios
B 5. (a) VTA—LIEIMEE SRAAIEE; (b) ARSI G

Energy transfer

Figure 6. Fluorescence photos

El 6. ZotRhA

3.3. WCP[5]-CPTD-SRB AL J:Hki4 ¢

I WCP[5]-CPTD-SRB St skl & PEfe, FIH GG MR OO R e, i g x4
FIP R LR RSN g B FE RS ROCR AT UM e [12]. @ 8 fiow, 4567E 511 nm 4 WCP[5]-CPTD-SRB #il
WCP[5]-CPTD K7t E iH45, 534 WCP[5]-CPTD-SRB HIAE R E N 61.4%. 3 T-7F 584 nm it
WCP[5]-CPTD-SRB [)7%¢ ;3 5 UL J2 7 584 nm 4t WCP[5]-CPTD )4 —{LALEE 5 i 2, 5t WCP[5]-
CPTD-SRB [ R &AM A 11.3 (K 9).
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Figure 7. Fluorescence lifetime
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Figure 8. Energy transfer
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Figure 9. Antenna effect of WCP[5]-CPTD-SRB
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> T 9K Wik WCP[5]-CPTD. #H%: T CPTD, WCP[5]-CPTD HJ7¢ it it m 7 29 11.1 1%, it WCP[5]-
CPTD H &N F5ae S ALAME I . TEB/KMEZ 14k SRB B8 T9KRFHK = G, AMUARE A2
fhZ R e, B2k 2 18] FRET mudEar, REKPE 7 —M¥i Y WCP[5]-CPTD-SRB A T4
WA R ERERENE, SRS 2R EER BN 125:1 B, ZAR R REMMNIA 11.3, BEERBEL
ik 61.4%, FIFZARRTEN T H SRR BRI N ANME -

E&WE

E KBRS H U H (No. 22401160), L7544 HAARI #4401 H (No. BK20220601), Fif
REFRBUNA TR0 H (No. KFIN2437), R K22 KA A A I 251 &I H (No. 2024119).
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