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RIS G TR G HAIITE YRS MR BT HA R LB TN (Epigallocatechin
gallate, EGCG) fE Byikis » SHI2k Cu'/Cu’ Bl Fe?'/Fe® &8 » iDL n-n X E{EFH S ik
RE MDA ZEYPE ALY (Tirapazamine, TPZ) - pII%LME H 25 ThiE /8 2 By (i sro R BRI G
f#% 5 EFeCuTPZ

PORMECRIN-FT RDEEE (UV-vis) BIREEHEH (DLS) Mdmfiiz(E TBW#R (SEM) R H
KRR AN ~ TESRELELS 2  FIJFH 808 nm 1 671 nm F5 50 H7 EC BEHAREE - SRl L EuE
JERIS AT RS IR MEEREE T - EFeCuTPZ WA HIE RS 2 Ha02 /725 IH#E (Fenton Reaction)
EAEEE S8 HHE ((OH) » EH(LERE/BUE (Chemo dynamic-therapy, CDT) © [F]HF -
FEE AR Y Cu LA R B B AV R BE AR (Glutathione, GSH) 2 JE i /) =1 & M 1) &
(Reactive oxygen species, ROS) HYJHFE » 58 CDT 2L - BeMEMR(E T » TPZ BIEREI > A
BhF R G -

546 HHREEREUR EFeCuTPZ EA YA B R - Bidhbi# it E CDT ~ CT

K PTT YR Z ok G - R B BLagyiiclie it T RE M -



abstract

This study integrates nanotechnology with biomedical applications by utilizing epigallocatechin
gallate (EGCQ) as a carrier to regulate the incorporation of Cu?"/Cu** and Fe*'/Fe*" ions and to load
the hypoxia-activated anticancer drug tirapazamine (TPZ) via n-n interactions. This synthesis yields
multifunctional metal-polyphenol coordination nanoparticles, designated as EFeCuTPZ.

Particle size, morphology, and stability of EFeCuTPZ were verified through UV-vis
spectroscopy, dynamic light scattering (DLS), and scanning electron microscopy (SEM).
Photothermal conversion efficiency was tested with 808 nm and 671 nm lasers to evaluate
photothermal therapy (PTT) capabilities. In the acidic tumor microenvironment, EFeCuTPZ
leverages high H>0O: concentrations to initiate the Fenton reaction, generating hydroxyl radicals (*OH)
for chemo-dynamic therapy (CDT). Additionally, Cu** ions within the material react with glutathione
(GSH) in the tumor environment, reducing reactive oxygen species (ROS) consumption and further
boosting CDT efficiency. TPZ is released significantly under acidic conditions, supporting enhanced
tumor treatment.

Cellular experiments demonstrated that EFeCuTPZ exhibits high biocompatibility and strong
therapeutic efficacy. This study successfully develops a multifunctional nanocomposite with CDT,

CT, and PTT properties, presenting new opportunities for innovative cancer drug delivery materials.
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FEIE RES NERFEN EHEE 2 —  HERTE—EEB2MHRHERL - F45H1k
REHEED > ME R (H o8 2 PRER - ANEEVI <2 M ~ R m] iy AH BB 5 DL s B Y B E S -
B L e (IR ST A B a5 AR RIS AIA R - DLRARHSE B A S HLBITE A 3 Ny JE
TRk

FORBEERRY B R i B K TR S o Hir > B2 B R (Enhanced
Permeability and Retention effect, EPR 35(f) 2 (BRSNS - ERSUE R G4 E KT Rg
HIZOR RN S5 B B4 A% v B MIFIE R 4HAR - B —FIEmoRE B R A%
sl T IR LB EES - (W T oR Rl B 2 IsH ERTE D -

BRI LAY B B & - R fiE BBt TR H AR « EEAORMBIRE
BARBHEMSAEYIHEEN - ifLURBEAETEE S TS G - FRREBZEDRE - WEEY)
HAS ~ B AEHE ~ BB SRR -

KRB THIZRLETHRE (EGCG) ZérT B ENEZIEILEY 2 —  KREWIE
» EGCG MEEA LAYz - BREBPUREYIEEA - b5 A E Ty
RETT - [EIRFRESEEIVRITER - B iEE(BE - AHITIERE EGCG fE R - E1Ea kAR
R AHRRIRE T AUZRORERL - Rl G BrRERT IR TS -

— - wIRER

(—) &k EFeCuTPZ ZoRAEKI-FI ] EGCG F /% Mfcfir 5B - 4568 - $iliE T M buE
g2y > SRR A FEREHY EFeCuTPZ ZK A48

() $RET EFeCuTPZ SRRty LEA M BAfR e 1 -

(Z) {EEE R ARV ERBOCHRT - HE I ELE A [F] 2 HET-LLB1HY EFeCuTPZ
FORFIRIETRRER -

(H) {5 P E R R ANDERAT B SO - 5 [ E a1 LLBIRRERY EFeCuTPZ 20K
FERLH D EMEHASER -

(1) WHFZeALE2Eh e B R [E{6 (4 N BEFeCuTPZ HYZNHER FERE 1T - 5¥E ROS E4E

(N) HEE EFeCuTPZ f(F RS @aEthpl - EHD B AN LEE) B RO AAT [ [F]

SR 5 Al TPZ SEYIREIRE ST > INAAEERREZRER -
() DI4iAEE SRl EFeCuTPZ  4RREAEZS M DU B S Rl AR -
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| Rt AR

= - WRFEEk R
(—) exffEd
B L% - Laser-808 ~ ST FFEE[L ~ Pipette TEEIE ~ UV-vis ~ EEI/KIE « HEZH -
DIEEER RS ~ RO ROOEGRER » iR BER - ORI R TR AL
ENE(DLS & zeta potential) ~ ZIIFEI LT ELISA reader - FTIR {17 AL
HMEOLEE R

(=) Z&hn

i

Z4Lfld ~ =ZHg (N,N-Diethylethanamine, TEA) ~ Bz 53k @R (PBS) ~ FE
(HCHO) ~ = HIZA]

(TMB) ~ &fbsk ~ BHFLH (TPZ) ~ BBE(EE ~ BEH S5 (DTNB) ~ &1

RZEGE TN (Epigallocatechin gallate, EGCG)
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Therapy

k # EGCG ;
o Fo2* r' Enhanced Sﬁ”m
o
-

Chemothempy

poI—Se.{

itization .v‘f dﬂd‘
(o
Mitochondria Niicletis Q\W
. B (2 ERN)
B 1 R T AT AR R R - H b A SREARTE | BB

(Photothermal Therapy, PTT) ~ {LEB77#¢% (Chemodynamic Therapy, CDT) fi{LEH#E %

P
e
HIOI

'/,v_‘,-:",
‘e

(Chemotherapy, CT) - FEJE{Y355% (Tumor Microenvironment, TME) HA XA BRHHEL -
WIS IEERSR ~ BR& (Hypoxia) » #83% (Inflammation) DL EEMESELE (H02) &£
[ o MR e A 2 B AR Y R i SRR IARE 2 F R R A DR AR A TR R By
PRIE 28 - B SRR FEE R L IRy - — AR By HO2 )4 By 50~ 100
UM > BB EAY H0- 1] DU AR E A PIRMERY ESR (O2) - DA HEES BURM R ERY
TR -

FEARFES > BRI H20- M S, (Fe?') AInEff (Cu’) BETAIEE(bE(L >
Ry B SRR H A (“OH) > fefiZ2 it CDT HEHRUR - So—HH - SATsHHEE
TR HOMBE RS SRT T BEME ] ISGE R R P RYEREGIRRE - ERetgsa(t
Bk (CT) B - AR A RAERS - AR RIH DGR E G TRy £
FEBE -

[EIEy > AEATELIMEHEE > MR BT ATDUEREN RGN - EEiotEva
€ (PTT) HYEEES - fefk - EESSERIgRETHVEFIEA - RifER PRV cE IR (GSH) &
b REERIEIEH IR (GSSG) - fEifiier 1 EE2Eh T AN EERFE AN B RERUR - 20
sEsE R R AR E A -



(D) BEATEEEYRTER (Epigallocatechin gallate - EGCG)

TILBTHIRZRZETHES (Epigallocatechin gallate, EGCG) JE&k4 T S E A5
HRE o BT HEMEWIELAITURIERAS - 5K EGCG R G as T HL [ VB TE
HIMERIEIE - EGCG R LB PHYIE R £ ZRGERAE DL 5% 7 H -

WHBIEKERS G K | EGCG AIE g R FIMIRER » S BLE @R F sk & -
iE O RERS T LU S DR EEY R RE (A R AR IR T - B B B HEE R RERs - ek D
IEE4HAEAYIRS -

FHETRLSRABTIARE | EGCG a4 AKI&RAS - HIIHIIPIR S SR E M - FE T ek ) e
WAV S RURFE - B —{FR AT sE A B TR (VR R R IV R RURTE - iR G IR
R& - {fifEJRF Y Tirapazamine (TPZ) 8 M8 E(AE KA IR EEY S IRERY -

PSR LREEYIRR ¢« DL TPZ Rfl » TPZ 22— H A B A ah AR E - (EhEE
BREIREE N 2 R A RO #E—2P i DNA 155 - EGCG 8/ i Y4,
FROHFE - AIDUMIEHE TPZ {ERERNAVE(L @ [EMEmH LS E) JJEA% (Chemodynamic
Therapy, CDT) HYRUR - CDT J& A F e (iRt il S b e A sratE R A B A
(‘OH) ZGH& (G AHRE Y B FR RS -

FEAEERIMER © — L9838 » EGCG 1] REA B i (L 5 [REAY Lo 35 14 R ik
M 5 AT AR B EER I A A LAIE LR A FIARE - LS - EGCG AYHTRE R AT RE th A B

JRESE TPZ FEEP)5 [SEVEITEA > feimiem B 2458 & -
OH

HO o 0\“@
- OH
. "’IO

OH OH
O

OH
OH

2. EGCG &=t (B —F&EER)



(=) FEREMEEEE (Tumor microenvironment > TME)

fEfEE (Y% 5% (Tumor microenvironment, TME) J4i5 Fiie 4 LA 5 (&1 HY 1 & Al AR 3L [F]
AHBRHIAE RS - FERTATAE ~ SR dlife - AR RRATAR ~ M P A2 4R ~ AMIRRS MRV 5 T
SHAFAIA - - 20fE 3 -

TUMOR MICROENVIRONMENT

EPITHELIAL

\ BLOOD INVASIVE l x oF
VESSEL TUMOR CELL
MACROPHAGE @— . —® LYMPHOCYTE

— o @ —nea
. RGEETEE (2H kD)

B AT A SIS « R AR S I )
e - PRI R FR T A M - RO Al HIR S 2
i+ ABEMERIPIE RS » EHBRIATHE TME P3O + S IRHTANA
S -

TME Q4SRRI » (Rt R T-A05530 - Aty
e+ (BB RTATRAE S M P A L ST « SRR b T
FEREIE R RS TRHTRCR,  MERIENON - (LA AR T RIS - SATT » TME
B BB RS+ B ARAOREE - T R TISE T -

TME A SRS » R R FARFE AT TE B » AL
4918 6 I ERE RIS LG, - BESTR ARSI RS, MR L R (2
ST A AR IS - EMIBRIEIR AL - LIRS LES (LOX) 1E TME
F R e TR 1 2 2 M SR - TEAT BN = UL T AR 1T AR 4
A LU LA » SR SR 53 R L R RI AT 07 2 P K PGB LA (L (11
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41 GSH) 2k ROS 5 HEHHERE -

B ECMEIRT T EIUERAVRCR - RSO R T E AR st Y HE R R (e 8
B o EEGAGH > ZORMRHA AR VBN BB - T DASGET R L R SR 1% ~ 52
B BN RN ERERE -

() Y¢EEA (Photothermal therapy » PTT)

JEERE (Photothermal therapy, PTT) J&—fe ¥t ELAIEE GHREUN - B EMEHE
R E R IR T AR A BARE SRR SEFR AN - FOB R F LR R AR Ry R R I R
FBNRERRORE (F8 R ot 20 5| A\ RETRGI, » BETR (E IR ER AV - B A4
SRR RZ I, -

SN SR AT AL S MY A B M0 EE A R B (1T (8 o P L A DR
FHiE 39-45 °C - iEFEARS B DAS [REEANAEATSE T - [FI0RE B & R R AH A0 15 25 S
/I e HFRATATSINE (700-1100 nm) HRZERAE A BGAHAR - A/KFIMALE B - BAERAY
WA R 1 - PRl REA 2B 4R A 51 S R S R BRI B0 - IS RIS LBV A R4 A 25,
PR TAR - W A G HEER ARG ARV -

TR A BHSEAE FAT LM ERE S E AT AL SN B BEEE TR - DU REB Ly e 4
VBB ARG S B AERESE T« SEEVRUERY B AR (A M DU R R AY Bl R (S HC i R e iV
B YT 71 -

Ground Singlet State

Absorption

Temp. 37°C

Ground State

4. YeEWEER EER] (Biomedicines 2021, 9(3), 305)



MRS - BB ZEECALRRRL (EFeCuTPZ) {F Ry eahdig] - 3 %
IHESS - Hio > BREFOREREAERALEAEN > FHFRLeTHRAR LR TR
(EGCG) fERECAIAE - 358 1 ORI SR AR AL I (R H - f2& 1 ReAvRr 32
Mo RS > SRR T4 Fer Rl Cu B TR A pH o R BRI AE ATA LS el B B4 HY
FEENEHASER > SETT T OCERAHTREE

EEAORREIE B IIRENE - PR T OCEUESS - BT Al el IR e A Va1
S [EMEL R DEEFRRCR > EIRBENEFIIEAT © 55— HH - B EREE
FTERPERY - AR AR B T HYEE GRS T DU BB AR -

Bef% > EFeCuTPZ FRORFEH th i {E R BEVdiAG - RESTlA T DU EEY)40 TPZ - B3R 4E
VIHEE RS > #E— PR E AR AREHE MR -

(f1) {E22F)J7/6% (Chemdynamic Therapy > CDT)

{LE2@) )76 (Chemodynamic Therapy, CDT) &AM AR R /574 - 4
&R o HAZ O HHEE A R AR B R bR (H202) - BRI RIS H e L
FUOFAN EA AR H A ((OH) - EEEFCR H iARERIR DNA ~ EHE
KEEN - WHEHHERBE(L - REFHEREIRAEAT - BEEESAHT H0:
S REESNERES - CDT ElEfRE -t BA S BRI - seda U H R A%
YIRS -

MEER ESHVEIE B5575 - CDT BAREAN: - SEREAEIE R D FHES -
AN > $27F CDT WYEE SR A2 & A By — Rk - Ry T e 03 H e /a8 7 > B
NoRES Rl AR CDT HFRRY -

B H LU S A H0:A R SR ELHEHIL (GSH) YK PR 58 CDT
AR - GSH BAREARY ERZ FiE (bR - B S E R LURGH 5 HEAERREA > 1€
3G IIFSEL E AR E A - i —20 s bR A AR -

HAR > IsaFeE E AN AR ESE T CDT —fEE 52 - B0 USSR
P sl F A B SRR A (e A 250 S B B S - (SRR B AR A AR Ry s e



T s R AT A
% - AR OREIIE LR - PR SRE SRS | ASMBEE R AT - 15
SR EVEBITMER CDT AURUR - I 7 AR R R S R R (3 el
HEA 4 R TS 53R CDT (L -
wenomateriy,

5. CDT ZLR 5 THEE M E (25 ER—)

CDT {F fy— T B s A > BRI MESE (ROS) M ERYEF T AR H
foLRHIE A S THR e - DUERERIEREE (TME) NAVESE(LE (H20:) A aEay
FLE A («OH) - iZ ik H HFLAE RIS DNA G {HE B Z55E M (e A s R 4 e
T - b7 AR EEE T (Fe?') 51 > HAgEEE 208 (Cu*) ~ §h (Co*) ~ 7 (Ni*) ~ i
(Mn*)~$H (Mo*)MIgk (Ti*) Fthaem R IR SRR (IR ek B Ay A
B o

BEAh - R R T R ERFEYIE - EBCH K (GSH) » ] LA i R R AHY
ARk o [FRF R A LIREH L F HARR 8 - PRSI a B REAICR -
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Chemodymanic therapy

GSSG G . | H,0, Fenton reaction
( Fe?t| ( Fei‘ﬁ!
H,0, e OH+OH"
GSH e OH

gz Fenton-like reaction

Proteins u
A ® 9

Oxidative
damage

H,0, —F e OH+OH"

DNA Lipids Lower toxicity

& 6. CDT [ fERHIE (&K 1)

() LB (Tirapazamine » TPZ)

BHLI (Tirapazamine, TPZ) (S SUBIBILATIR 1L EEY) o B0 A6 ST
TR - IR R - S GURORA LT 2 I8 » 1T TPZ I LUE (SR
P IEF » SEFEMEE BRI » PRI PR B R R S S ST 5EY) - TPZ 19
R 5 P R SR PO 80 B - BV PRI T DA B DA T A4 B -

% » TPZ {EAHRPIH B T-8I5 (one-electron reductase) FY{EFH T HUBIR - FHk
EEEAIEE (TPZY) - J 12 TPZ SHE(E I 2 » EINBIEUE LB - [ pFRIAErY TPZ:
SAREH I IA R -

BEF A SUBRERE T TPZ IRSIIE - (RSB T - TPZ-@HERNIE -
BELEET (02)- B BRES BE (LN MR E B - BN ARG
B EATEEGS » WE AT S AR -

ORI AESSEEREE T TPZe i (L by B ELR B ML A I8 (2 (BTZe) - BTZ

HE ET DO ATIRRL TP Y DNA » 350 DNA BLpEFISRAEZL - 85 » ERmeny (e
T BE{EE DNA FRESA (L o M B ke (+OH) « etk s R MY e
— 351 DNA HHEN » B SUR4IRIET -

TPz EUABHBSE - BN A TIEEERE TEAS L - A6 S

U S T R TR R S E R AR - A TPZ BH5

i
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Fy 7 HE— D50 TPZ WY e RSCRAL D HRITEA - WFe & MR 7 ooRalie 2 -
i TPZ BEaR R E Ry zoREAe T > n DU SR s HA Al - ey o et sth {2 22
FEERAL - fem g R A (R AR IR T SRR - [FIls > 2 —SlgAERD TPZ ¥R
AMBEAIHERAVIET - FREaREE PRIBIEH - EEERAVSGET  TPZ HGHRSRGE T
BRI AR I EA s R e

"~ DNA damage

' o
i 1
| N:
L
2 |
0 @"- o Q\‘*Qo &° /:/ ﬁ/gNH
Ny 9 ® N:\N @eg? ! BTZ-
L1, = (X -
NN f—'\ N7 NH, . oH OH
0 @ © OH OH
TPZ TPZ- B Wi -? ______
N?. .
=N Cell apoptosis
NéLNHz
SR 4317
(Non-toxicity)

7. SRESESEY)-TPZ [IERHIE (25 ER—)

() BAHAK (glutathione » GSH)

FHEHAK (glutathione » GSH) B—1EH y-A &ML - I ERAH 2 RE4HR =
Bkor 7 o Horb s 2B EREAVSIAE(-SH)E GSH (IRAFETHAERLE - GSH fE A 3 L)
#=FAY (GSH) ME LAY (GSSG) WP FAE - IEH N F » 4liiA GSH:GSSG Hyth
PIMERHAEE S 7K (49 100:1)

GSH HyEZ A MR EFE AL - SLEIREERET - el - EEE
DUR 2281 DNA GERIEME - 1F R TREZAVHE(ERE] - GSH SEEBEERRE HE » 5ifE
R B S LYEBHEENA T - BT R LSBT - HEAN - GSH @i A H el
FALBIAREE IR (GSSG) HYLLH - 2Rt & LR R BURHYE S s - so B ARy £ D)
B o {EFEJTH 0 GSH REBLRE LGS S » BRI A EYET RS - 1t
MR T AT - GSH =g S-AaHIMLEHIE D E - SHEELE L EAIIEER

alE > HETT R AR A B AR
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FHREH K (GSH) E4ii A ZHEEEINEE - CRREAREHRE » B@E Rt
HiKEE LB EEIN T - BRI R R LY - R R 2 & (BIRME - GSH 1EAEHR
Ei(CEIF Vi - BN EELE T > B RE S - RSN - EtaEEH
EHHE - FHEIHIIRE - W28 DNA fYGEAIEE - 4ERFENREN: - BRI E R
R AR > SR IR AL

GSH #ifi fy " fisfbz bt ) HEE ST IBHESUE > MIPEEIOREEE - &
HEE BN R EENDIAR L —  HEEMiE(E ARG 4L C - E F) Ml
HHRK - GSH {E4ERFAMIHE S LI R P HTRI Cragias I s g 2 {E M - R AWTSE GSH
HIRE Ry ST G R RS FE (L S AL B

CllE

o~ EERPER
(—) ZKhT- EFeCuTPZ 2 &%
1. FE& EGCG (55 mg) + TPZ (5 mg) + 20 ml water JI KSR » DIRGA SRS
P10 R HIY ARG

2. JREMBRETIIA CuCla (3 mg) + FeCla (7 mg) » DGR E5FFE 10 S HHE S

ERE -
3. REWEIIA HCHO (6 pL)& &Y » DINLIRFF R 10 778 -

4. BREWEBRENIA TEA (20 pL) HEUE(L - DIRAOHIFEESIRRE 60 773 -
5. MFSERURHET TS — KB 6000 rpm 15 5348 - FRE LA

6. HETTER " ZCHEL 3000 rpm 20 S34E - RERIUEA SIEYIH -

(Z) ST
1. H{ 370 uL 22 200 ppm HY EFeCuTPZ -
2. DL 808 nm, 2 W B S CHAE MR8 -
3. SERPEITFEE 25 °C + A 30 PSR -

4. [F]_EAE g - D5 EFeCuTPZ ZIRfE R B 5 FLBUN & -

13



(=) (EEEEh I

1. HY 500 pL, pH 5.5 #J PBS buffer B 75 pL, 200 ppm EFeCuTPZ » F§;3 A 50 pL,
50mM H0; -
2. %1% 30, 60, 120, 150, 180, 210, 240 43487% 1A 10 uL, 50 mM TMB » DLE4R-A]
TR T R AL IR U I -

3. LEHZ ox-TMB 7 652 nm Jiz {Y R UL 58S

4. [F] FaliE s - X pH (HEDRE -

(M9) EfbapEHE IRt
1. H{ 500 pL, pH 7.4 ) PBS buffer #1 75 uL, 200 ppm EFeCuTPZ » FfIIA 15 L, 5
mM GSH 585 -
2. EAREIFEEH I IE -
3. HiiA DTNB 10 L, 5 mM «
4. LE#Z DTNB 7£ 300 nm K7 TNB £ 412 nm R AR GRE -
5. B BAUTER - RN E SR R U AR ©

(11) TPZ ZEYIRE Y
1. Bi'E pH 5.5 Bl pH 7.4 [ PBS /A -
2. BPEEMPRIER 3.5kDa HYENTLSA - BEER R ALEA R E pH [EY PBS 7%
IRHTBEFR -
3. & —ERIERTR - IHUSEMR NI E & PBS » IS H > PBS RYIRULIE

(73) EFer;CusTPZ Z QA E MM
L. i 96 AL ASER SN - FLAYEIIASEESL 100 uL > FAILA 10,000 (cell/mL) »
CREIF 5] - W B EAEEEE 24 /N -
2. —R1& > WALAAYEREE: - DL PBS 5% 2 K - BHERTIIAH A A -

14



3. FAFLEPAIA 0~ 50~ 100 ~ 150 ~ 200 ppm Y EFeCuTPZ 10 uL » #8205 514
RS BAG RS 24 /NI

4. —K1%  WHFLNRVESEE: - DL PBS 35 2 K EHEHI AR S -

5. TEEHEFLFEIA WST-110 pL -

6. B EEIHTEE (ELISAreader) & 460 nm Y O.DH - Ef&atE 4

Bt sEs -

(£) 4HREESIb e ~ (LEENT) ~ ABEE T

1. KF 96 FLERI ASRIF G N » FLNSEIIASSEEL 100 pL - FJjIA 10,000 (cell/mL) -
CREEH 5] WA BTG 24 /N -

2. B —K1B IR FLNAYESEEL - DL PBS JE5E 2 O HEHII ARy E A -

3. AFLERAIA 050100~ 150 ~ 200 ppm ) EFeCuTPZ 10 pL % 50 mM f{J H20,
10 uL - $EREIIT 5% - BUERSERERTE 24 /N -

4. —Ki% » WHFLAEEMBIAEREE » DL PBS J5%% 2 R BHEHIIASH YR
BEL > WEA 808 nm (2 W/em?) FHHIRAT &FLIE 2 574 -

5. EEHEFLFENIA WST-110 pL -

6. HEE a7 (ELISAreader) & 460nm fzHY O.D fH  mf&atHE A

BB -

15



— AR LS RITE
Rk &Rt EFeCuTPZ ZoRFEHL - 41fE 8 -

[l 8. EFeCuTPZ R4k (ARNE F s —F&0Hk)

HpeE Rkt EFeCuTPZ ZoRA7K - EGCG BATIELARM TIEM - REflflE
AMRERESE > 0 TPZ RE{ERRERET MHERIEAN - W& SR s U SR AR D |l E
FHEEA DA Cu?'~ Fe* Wil <& BBRE (Ao R IR e 2 RIFA B R A LER B B0 E 2 S8R -

HCHO /& fI BB AR E Y 2@ o KRR s AP Ay 2B 51 TEA RIEND
R ST HELT - WHECRATA RO AR S -

= ~ ZRat EFeCuTPZ SOKMREIHE LR H SRR M -
(—) BRI (UV-VIS)
JERE TS IREUT - iE 9 - 4 EGCG 1£ 276 nm /et 23R HEAVRFEIRUNIE - &
AN Cu*'BET-1% > A 325 nm [ffAT 3 EGCG-Cu &PV - iSfEE bRt 1<
BT 81 EGCG 73 THIMVEEIER - OB T FEEH Z4E45HS - 20 IR I Fe B 1%
1 550 nm 7545 08142 5] EGCG-Fe $E&VIRTRHEIRUIE - EFERNR » Fe BEFHUR
N B S 5 2 B IEAHRA © Fe it Bl - IR UL R A 8 - R BI2AE 450-750 nm
HEHFEATIRYCE TR - EEH 671 nm EHOEAER L AER - fEHR RIS T - =
SRR RES A SR U AE B b Ry BARE - TEITT B IR CRIARTRUR -
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10 HY3 4SS0 » & TPZ 71 270 nm 1 460 nm /54587 — (&R0 i -

ERFE R EFe:Cus Rl T8 TPZ &E&1& » MMEMRE TPZ AYRFEIRUIE - i B
5 SLlgE R TR BN 58 © B RERY] » EFe,CusZ R TRt &8 T TPZ 73+ - i
ARE M AAAE A A H3E5E T TPZ ARk -
3 2
;f ? 16 —_1 - EFe,Cu,TPZ
g2 c
8 3 1.2 =
E . § 0.8 —
Z G
i 0 T i
200 400 GO0 HOO 1000 200 400 600 800 1000
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& 9. AEEBLEPI I oeatE & 10. JIA TPZ RO EE E
(& 9 ~ [ 10 5 —FE4E %)

() BREEOEESE (Dynamic light scattering » DLS)
IR (5 FEEE CE 3 (DLS) &I EGCG -~ EFe » ECu i1 ECuFe 2 SPHf{E Rt
CH b -

(a) (b)

25 25
~ { s xccc ~ | s e
= 204 = 20-
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11. DIDLS &M (a) EGCG ~ (b) EFe ~ (¢) ECu ~ (d) ECuFe . Z PRI R H
Eorfmigssh (REHSE _FEER)
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FHE 11 i~ > Fe 8¢ Cu B8 EGCG $45HF » FEEHIRIGIN - 28T - & FlEIR
fill Fe A1 Cu Wfdi<: 15 - AT R SRS A N I PMER I — S BT 50
2 o B ATRE R A WS @ EE 15 EGCG 73T LA P MESRAEFTEL -

G2 AEEEL (Polydispersity Index, PI) #4357 - VUFEREAAAY P EITHIK -
RIS PRI Ry e > BT B OYBE - B —4E R A ERR A TR —M: » iR
PEHE T EGCG H1 Fe fl Cu B Ih$fss - W EA RAFAIELE -

(2) REMEEBALE (Zeta potential)

MR A MBI FE (Zeta potential) ZlKE M| EGCG ~ ECu ~ EFe ~ EFeCu #1
EFeCuTPZ HYZRIHEEAL - LAEHEY EGCG 81 Cu** ~ Fe* 8l TPZ 2 A IFEAIFEEE - 4l
12 s » 1ERE9IHY EGCG AT B5-55 mV » A Cu?t ~ Fe* 5 1FER » & EGCG Bl Cu?t
Fe* fHi% B Are L7 > Atk ECu ~ EFe BB 4y RIS f-42.8 Bil-44.13 mV o [i{&[EIEE
| Cu*8il Fe*i% » B Cu* ~ Fe* WSS G E N BF » (RILEE F & /@i +1%17 EFeCu &
fir_EFH5855-37.6 mV « FHH Zeta potential AT [EIFS ELAIMRL R B AR E 2
R RTHEESS - BTl B uli4s S EGCG Bl Cu> ~ Fe*'Bil TPZ WA iThit4s ok

EFeCuTPZ ZSKkrF- o

]EGCG  ECu  EFe  EFeCu EFeCuTPZ

Zeta Potential (mV)
8

-55

12. (a) ECu (b) EFe (c)ECuFe (d)EGCG 2 SEM k4@ (KEIHFE —(FEEH)
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(70) BT EMER (Scanning Electron Microscope * SEM)
@) gy ()

13. (a) ECu (b) EFe (c) ECuFe (d) EGCG 2 SEM f% {4 Bl (A [ & B = %)
AWTFEE BT ER TR (SEM) D rERIRERE ORI AR 2 R AT AR R

~f o mlE 13 /5 > EGCG (R BT RAZRR BT AIREMREGRE > HEA
Bareyorantt - BIEINARER - BRER S IIBRIIREE - BUREBIYIIALAR
HEE BTN - E—BERERERY] > MHHEGSSBRIPRRIRARE - BIR5H

S ERRE MR sE R R AR R A R -

ellid

= Bt SMECASOKTERL (EFeCuTPZ) ZJERFEARCR

FREESTRR - Cu'Bi Fe AERE B IR HH B AR 1 » CutfES IR FAYTHRSER A B
& NI EENER AR AIR - 2400 > Ce L2 AT R G > et H R
BEAENES - A - Fe B ERADEEGE - s VBT R HCRERE - B (EE
BETHVRCREST - BB - AR ERE S Cut Bl Ferr > DUHEHDLAVA R B
BIJIRERITIESUE - e SRR R A R RE UR. -
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26—
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14. KA BLLE] EFeCu (200 ppm) FAZEHHE (a) 671 nm, 1W/em? (b) 808 nm, 1 W (c)

808 nm, 2 W NFRIFT (AEHE—1F&EE)

B FMIr R 671 nm (1'W) ~ 808 nm (1 W) #1808 nm (2 W) AYERSHEIRHET
BRGT - A0lE 14 Fror - Fe BYERBIRLE - (ERHE ISR » B aE EE S SR - REL
EAFIIFRRER - BRI R E AR A L2 T ROERER - AWFFTEEE T EFe,Cus
TE R R EE BRI DRI -
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48 50
- EFe,Cu,200ppm | EFe,Cu, TPZ 200ppm
= 671nmlVW/em? 4 = 308nm3Wicm#
44 =1 - S08um1W/em? 45 —] = S0Snm2Wicn:
G | = so8um2wieme G = 308nm1Wicm!
o = BO0Sum3W/em? P - = 7lomiWiem*
b e 1
= = - 40
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5 5
i 35
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— 32—
5 5 |
= ~ 30
28—
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[
=

o
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Time(s) Time(s)

B 15 (a) EFesCus (200 ppm) 1 (b) EFesCusTPZ (200 ppm) 17 5] 885 5 KL
FIBREY (KBS EEE)

62 808 nm FEHHE BICIFA BB ¢ 1. AEPHAE 700-1000 nm ¥ EHEEIPY R A

AT - FRISEAIZIETE - 2. JATIME (41 808 nm) W FEcE - A BB

NERIAHRAE (A - 3. ATATIMERENIEITS - HE R A BIISE RS 1255 e

ke

= 200ppm
- = 150ppm

ATemperature(°C)
|
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|G RN RN L R
0 60 120 180 240 300 360 420 480 540 600

Time(s)
16. TEFEHIHEEE (808 nm, 2 W/em?) BT » R[EJEREZ EFesCusTPZ 2 F#i Tt
el R S &%)
RIS 16 FYEHRREUR - BEEMRHREAVIE I - FRRSCRAAHERRTT « 281 > B HRE
AIRE S EEUE YIS Z B A A RS - NI R SCR AN 2 M 2 R HUS A B P - 4608

SGogE > ANERRAERT 200 ppm (FREEERTHIRERE - S(EREERERTT
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TRRRCR - A EZFREEVISASE RS RIIRG - BARAGE DBt it 7 EHRESE -

(a) (b)
44 44
- EFe,Cu,TPZ . )
A - - EFe.Cu TPZ
_ g 40 —
& &
9_-' S %]
5] 3 2
| 4 =3 35 ==
= ] 4 -
= @ L 4 =
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2 @ ' e, 32 —
E p E
& =
25—
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17. (a) 200 ppm 2 EFe;CusTPZ {EEE S35 (808 nm, 2 W/em?) HYBRST N2 2k
fREEME (b) REMER D CEFEENH (RE RS FEEE)

felE 17 (VBER AL - EFEIEEIRR - MIRERE 2IREE TS - iE AR
BRETEIT R SHRAEE R B IR RRUR T W EZRR RS © AR A EREERER DR _E T
MAETFIBER ~ MR EAREHTHRAREERRFE -

B LS IR TR B B HIER E MR R A - Y EPRE R TPy 2 e
PERTRIZENE R EE R - &R BATAC - AbTFeiEassh o Cur Nl Fe iy - BAsdH —fEEeEa
BN BB IREA T BATE TR R ZORPIRE - B E B CIRIA IR - AMETRTT T
JEFR » BHECR TAPRIVIRE B RoRAEE B RR IR Bt TRTHY SRS AT AT RE: -

Fo T HEHEVIGH] EFeCuTPZ ZoRAFRHE 808 nm S HHEIRZEEEE - AlHEH Roper’s
report P tHAVEREm G T EAFRE Z S E AR - FOERNSIRICR B G 24 FAE R
STRF - MORIAES B AR 2 N REELER S ATTR L 2 e REARME TR R - BB AT ¢

2 micp.i((ii_f = Quc * Qois = Qurr @
Qe =1(1 = 1070 ) )
Qsure = hS (T = Ty ) @3)
Qe * Qis = Qsurr—max = 1S (T — Tsm) (4)
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— hS(Tmax_Tsur)_Qdis (5)
I(1-10-A808)

_ _AT 6
e B ATmax ( )
Yi miCp

T = :S P (7
46 _ 1[_QnctQpis _ 8
dt = 1g [hS(TmaX—TSur) 6]

dt = -1 % ©)
t=—1,In® (10)
N OB Agog 1 {E(808 nm)

m, KR S Qe iz R A gE

0.0 [ PR E Qpis- THEEEE

Cp i 7KHYENES Qg EERG RS TR R ELHE

R T MR R A A

TORE hS ¥ 5%

%S S SAEE P [accumlation] = [input]-[output]+[generation] A5 eq (1) » [fIHEH
eq (2) 1FEIRCREIEGE 2 Bilfh - EMRhR R E I{@IEH — —0 R EE B 2 =R -
Gt eq (1) ~eq(4) HfFeq (5) » [fiFH eq (6) Hleq(7) A eq (1) ][5 eq (8) > ¥ eq (8)

T AT eq (10) ©

REBFIHHIEE Ry 23N & A [FRE EFeCuTPZ AT EEEST R | mL A/KAYIRE
THifigR (EX myater =1.0 8 > Cpowater =4.18 —0 81 1=516.6 mW) DU FEH EMBUERTS
SEBEHASR o ] eq (10) 1541 T, FRFEHIFE () BUREREHEE (—1n6 ) ZREEACK
& iMeEHM IR REIE A HAER - DUE 18 Fn » T4 I E R RS HAE Ry
407.75(s) > i F] {5 R> (B Ky 0.9923 » HiEsR s 2 BEhET - H A CARARiT= 407.75 XA eq
(7) W[5 hS =3.811 mW/ °C « By T SRKIGE LR - HEER SAUKEER 725y 4.7 °C > 1

23



FPEBIE £ 200 ppm B BLEEA R 17.5 °C » BHERAKZ BIERA oq (4) 0 BEEQue =0
Ak Qois = 17.912446 mW > SIS/ T RSETRIEREBERUHIPRL B 200 ppm BEE
k5 808 nm ZDRC{E 5 0.066 » BAAKFTET AR A T3] 200 ppm T EFeCuTPZ 72
SEFHRL S () B 61.6 % -

600

500 —

400 —

Time(s)
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2
-In (0)

18.  EFeCuTPZ ZHfH](0ELME B E(—In 6 ) ZBH{RE (AEHE —(FEER)

9~ FReFSEECAISORTENRL (EFeCuTPZ) ZAERENTIFEAMR

HSZRRET A > CutfERE MR H BB A b d (H20:) SFAERNE - L m SRV H
B (*OH) - i5—AFE s R F WS E (Fenton-like reaction) » J&—fHEEZZAV/EMESE (ROS)
At o Ry TERsE I B LE SRR - ARWTZERA T 3,35, 5 - T AR (TMB) {F
FofEo ol - TMB A LUNRfE © 1. gES8l-OH [ fE > /S (EREHY TMB (ox- TMB) - 2. ox-
TMB {£ 652 nm KR pa BARHERIE - EEEERETIR AGHA] - FEEIFRIHER - 652 nm iz

PRSP A BT BB CumierT o MU R e A S A R o
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(KBS —(EE )
B 21 T SRS TS - B RTAERE » 652 nm PR AYURU (I ETT > S0
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Oppm
e — 150ppm
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fetE 22 BVEERRGERTLUE - BOCERIEIIERNI T ox-TMB JRERY ETT - 1 ox-
TMB JREHY LA S H-OH #4254 - »OH HUFF A GG E T CuiEE 28 1M H
FZHE > WABTELTEVEEE - AEERNYEE TMB fEn M 2:4tiasE 7 Cu™F 5 IHA fE T
FEAEMESEWRES] - B S ENER CuELEFNIFATIFRBHEAEERE - I
FyiE—B B CutHYREIE GRS B E T B -

1~ FESEMIASOREN (EFeCuTPZ) Z MRS HARRED

Cu** ELZZ R GSH Z fifs8 4= S (LRI E - ARk Cu™fl GSSG - fEELR FE » GSH 22
HOMAE o [FII > DTNB B GSH [ - AEpietafy TNB> » f7Y TNB* {£ 412 nm i EAHHE
AR il - PRIEE P DUE SIS 412 nm BRREOEEACE S GSH (Y& &M Cu* ¥ GSH iy
JHFERES] -

TS - BEE Co* R W HFE GSH » TNB* HYAERKER/D » 1IEEE 412 nm FRHY B RE
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B HERS 12 NI - 12— PR 230 » Cu> Bl GSH 2 R L8 R K7 FERE & 5 R R 77 GSH
# C HRUMHM - IEETOCERRSE ME > EhERAEEE T Co e ET S GSH A58
RHTRFERE

BEA > ICABRT NSt o] DR Ryl Cu i LREIAVEEEE - B A BN AR AE Cu?r
FERTEY RGP ISIET Ry - TTHEES RELBFERN B AT - L ERER
RI&GEWTFTEEE T ERE - WAt 7 —(EASEERTTE - FLGEHE Cur Bl GSH Z Ry S iEE)

J18 -
2- . +
TNB ﬁ.%%{ GSH iy Cu
NO; \
m@ \
S
abs. 412 nm

\ \
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DTNE ", GSSG \\ Cu?*

0 y Nt
..

Ho\g/\ JH/ T

H S o )

23. DTNB JZJEtilE (AREHE—FEER)
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1 | ) 1 |
250 300 350 400 450 500 550

Wavelength (nm)
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(KIE 2 FEER)
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1FHIBEE IR - 412 nm FRAYIRUE R N - w28 Cu?™ GSH HYMFERE
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& 25. A[ERERY EFeCuTPZ » fEHH[EJRF RIS ME Y DTNB/TNB B O EHE [
(A& 3 — R a )
&l 25 "R > BEEIRERY T > DUERSMNE- 1] RO IS AR U B2 P IR > ] #E
HFHRHEL A EL GSH 2 FEf#E DTNB foRk s (e TNB*IEE ST - APEERE IS » AR TNB

X

N~ TPZ BEYIREIR R
T A BT - A ERRE A [FIR N 73 0Bz o FEAR RGeS - 3
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(R[E S —F &%)

Ry T T f# TPZ {f EFeCuTPZ SPHVRERCSR MAZSE - AWFEek AL -EHE e N B AR
TEy TPZ RIS - FhlE 26. (a) Al DA RS B P E RS RICIEEE - ml A P B A -2
PIREIA R E R - 5 EEHALK TPZ R - R&EEI RSy i 4R E - 201 26. (b) -

AWTFABHERERE RS (pH 5.5) RIF T > TPZ 22N - FHEBREIENE 26. (b)
B > BEEERTH 6 /NKp - RIGEEVIRERCRERILY 65 % » HZ RGP AHRI - B4R
HUR EFeCuTPZ fER MR BIE IR - AR T SR VR R G -

t -~ AR EER

(—) 4T

FERE - AWTFEfEH 4T /N AR T IRE LRI NERRIE - Eo > BCEAH
FefEH) EFeCuTPZ » EAIIEET B —RIZIIAEHA EFeCuTPZ ZIHEIR - FFELAAN LR
B 24 /NEHREIE AR > FE TR SR > % EFeCuTPZ BIHAEAIEE - 40
27 ff7k - EFeCuTPZ BLAAEILEE 24 /NIF{£ - £E 200 ppm JRIE T~ > 4TI 4HAAYES
IRy 83 % °
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(D) dpERINZ SRR g MR
HeRTE BRAT R ER8 B EFeCuTPZ Bl L1 B RAFHVAEYIEE N - BIEERE
£ 200 ppm A G HUIAE RS AIRES o NIEE > AWTFER#E— P55 EFeCuTPZ f£%f
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FhfE 29 BT & > CEEGET/ERRIRAVAIIEER  EIIA EFeCuTPZ FHRHTARLETT
JEER o AR SR ERE N - SEEH RARVAEYMEEN: - 24 > &UBKE - At
CREEN I > HEEMRURE RTS8 - UK EFeCuTPZ {E Ry DhRERER G
FERPEHE T -

B~ Eim
AWTFERIE R T EFeCuTPZ JRfEsrofkbii T » SRR BT 5R R BT il

(EGCG) ~ ## T (Fe™) ~ $lT (Cu®) FIRUILET (TPZ) 4K - HARTTERFIRIERE

i ~ AR ~ BUETE HAF a4kt b2 R AR EES -

— SRS DR (UV-vis) felll > FMERZEE] EFeCuTPZ HYFFEIR YR - 555
EGCG [kIh¥l TPZ ki p @St G - fmim s T8 sE (SEM) MIEIRELEU (DLS)
TR - Fremo R Rk - BAZERURIS ARl RAFy oAt -

o~ FRAMIEEEL TR F 808 nm AT 671 nm FE S N EFeCuTPZ HYFERER © FE &I
REAEEESE BB EYHEE - FRiiEl e 22t - 5
7 808 nm ~ 2 W BYEREHE Ry ECR - 18 —BHEREREIR Ot BariyTmsscR - e R AR
FERB DB IR HASAIEE -

=~ {£808 nm ~ 2 W SRHIEES T - Feff5E8 ¢ (1) MPRHREETHRSCR Z LR - (2) Fe' /R
FEE - SEBGREEEE - AHFOLEWRE (PTT) - 3) Cur & Bl - [LE2F A

(CDT) SCREE

VY~ i TMB Rl - MRS E 1 FTa Aok BA BEEHY CDT Uk - CDT £
simmE (bR b EA ISR (ROS) » fEMREREAIAL -

Ti. ~ 1535 DTNB R - PP FIR R E IR (GSH) VEZIEFE - SR T EEE
{EVIRESAA MM ET T2 RN E > AR AR B R - BN 58R CDT R v Al
HER i EP T E R 2 -

/N~ TPZ SV EZ EIE O 6 /Ny - BRTREEVIRERCREEFILY 65 % » H Z1R3&-FF Ffs
JBL - Bt EFeCuTPZ {ERE MR A BIERIRRIT > AR TR SR R a Rt - R
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P HUIRE T 2AERE CePVIEEN LR > AINSECREBEN I - HaRGCREE
BHRER 58 - BUR ] EFeCuTPZ {F Ry 2 DhsERE R G RIHYTE ST -

h ~ BEER R EA

B 0 2022 > ZORE SRRy &R R EDESES)/ LEREN IR ABER] - Bl ZER
FOREALEE TR Zc bl A A

CBREME 0 2023 - BB FLRORBR YRR AR Gh A SE( B EY (LE2EN 182/ 5R
BB 2 ERHERE LR TR & ¢ H LR

» Hui Shi, Ru Wang, Hu-Chen Cao, Hai-Yan Guo, Pei Pan, Cheng-Feng Xiong, Lin-Jun Zhang,
Qiang Yang, Shuang Wei, and Tao Liu, (2023), A Metal-Polyphenol-Based Oxygen Economizer
and Fenton Reaction Amplifier for Self-Enhanced Synergisti Photothermal/Chemodynamic/
Chemotherapy. Adv. Healthcare Mater., 12, 2300054-

» D. G. Rathod, H. Muneer, and S. Masood, "Phototherapy," in StatPearls [Internet]: StatPearls
Publishing, 2021.

~ Z. Tang, Y. Liu, M. He, and W. Bu, "Chemodynamic therapy: tumour microenvironment-

mediated Fenton and Fenton-like reactions," Angewandte Chemie International Edition, vol.

58, no. 4, pp. 946-956, 2019.

75 ~ Z. Ren et al., " A metal-polyphenol-coordinated nanomedicine for synergistic cascade cancer

chemotherapy and chemodynamic therapy," Advanced Materials, vol. 32, no. 6, p. 1906024,
2020.

~ FEREEREE (Tumor microenvironment * TME) » [& 5 2KJE @ https:/reurl.cc/xvaggz

32



[:23%] 030014

BERAEIPIEIFFE, QI LRSI DT FLIH

s (Epigallocatechin gallate, EGCG) iF % 48 3 -4 ¥

[k

_—

CuZt/Cudt¥ Fe2t/Fedtz z £ T ig-m 23 8% 4 il 3 2
Pl Ff P (Tirapazamine, TPZ) == & & 5 # & & F
sppe iz KRR 5 EFeCuTPZ - ‘wm?e F & 7+ EFeCuTPZ & 5
BAFARE M Sk o B NE CDT>CT 2 PTIT# a2 2 ¥4
EHH AFEMEELFHHERET AR - FRIEHEFE T4

B Ed MR B L BB A E gk o



	030014-封面
	030014-作者簡介
	030014-本文
	030014-評語

