. P4 s Hg g R

I l I CHEMICAL JOURNAL OF CHINESE UNIVERSITIES ﬁﬂ:ﬁi/lf\.z

RGN EIRT A TR R S ERUR

o, Rk
(BI85, i 200438)

FE R T HURR SR B (975 0 2t B R0 I 230 8 BUSR BEAR, TR T AT =58 R R R i
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nm PRI ZLA X (NIR-11-L, 1500~1900 nm)»¢36, 7£ 808 nm HOEHA T JL-F- Jeod ki tH; Yb/Er £915 nm
BT, BT &5 1532 nm B NIR-TI-L 266, 76 808 nm O & T JLF 0wtk i ; Er@Y 7 808 nm #t
BORTR, AT RS 1525 nm A9 NIR-T-L 26, 78915 nm 06k T OUE UG5 S5 H . i A58 9 K451
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KR W LVOERE; LA X AR 2 EUR

FESES 0657 XEFRSTS A doi: 10.7503/cjcu20240181

Novel Rare Earth Near-infrared Fluorescent Probes for
in vivo Multiplexed Imaging

LI Hongyu, ZHANG Hongxin
(Laboratory of Advanced Materials, Fudan University, Shanghai 200438, China)

Abstract  Fluorescence encoding and in wvivo multiplexed imaging with dual-dimensions of excitation and
emission are proposed. A series of second near-infrared (NIR-1I, 1000—1700 nm) fluorescent probes [a-NaYbF,:
8%Tm@NaYbF,@NaYF, (Yb/Tm) , a-NaYbF,: 2%Fr@NaYbF,@NaYF, (Yb/Er) and B-NaFrF,@NaYF, (Er@Y) ]
were developed for triple-channel in vivo imaging. Among them, Yb/Tm nanoparticles can emit 1640 nm long-wave
second near-infrared fluorescence (NIR-1I-L, 1500—1900 nm) under 915 nm laser excitation while no fluorescence
signal can be detected under 808 nm excitation. Yb/Er can emit NIR-II-L fluorescence at 1532 nm under excitation of
915 nm laser while no fluorescence signal can be detected under 808 nm excitation. In contrast, Er@Y nanoparticles
excited by an 808 nm laser can emit NIR-II-L fluorescence at 1525 nm, while a very weak signal can be detected
under the excitation of 915 nm. The design of rare earth core-shell nanostructures successfully enhances the fluores-
cence intensity by 216 times. Under different power density excitations, the nanoparticles still maintain excellent
optical properties of independent excitation/emission. Based on the unique optical properties of these nanoparticles,
optical encoding and in vivo high-resolution detection with three channels have been achieved, providing new tools
and solutions for optical information storage and in vivo multiplexed analysis.

Keywords Rare earth fluorescent probe ; Second near-infrared window; In vivo imaging; Multiplexed imaging
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HLS1 2008 4F 1 2014 4F (5 DR AL 24200 5P T 1 4 008 Y6 2R 1A R /0 9 8 USUIR BE R i o2
XA A e G B AR Bl BESE ARITR A, BHIE T A R B AR YA TR A i
e B PRZH 2 J2 T AR5 2 DG 3205 I 0 A i Bl S A R R T 7. o T A5 380 S v 14 R A PG A
B TR TR A

FETE I R EAR, SR R 5 R ST B A WAL, 88 A Z R Bt
T, AR IS SR E B A R S 518 SO R A Bz S B RS E DL B A I 2 B R .
IR EAERY S EE R REE S S HEISE SRR . BEEIEIARIRA, W& & I HE
RIF R AA, AEYHB RN, UL PRI 5 DOCREIOE IR, AN B kPO
M, RIS MR . 2009 4F, Dai ZOHIGE T 1200 nm & 5 0 BABERR 94 K4S RIS BH S 20 E A g
A A%, Kl K RS9 CARET N TFE S . B, Nie 287244 1000~1700 nm % B AR %1 101 &
SRS AR LT ANE ARG 1 (NIR-11).

Bl T LT A0 — X DB FTE AR BG HAR BR W & R, SEBLT 5 0 B R 22 5 A8 4 AR A
TERN ZA-RIEIE AR, H, NIR-ILVE ARDEOE 2 51 AR B AR AL Az P2 R A B 2 i 5 S 72
BTz BHar, TSR Z A WAL LA — XA LN P YRR 2R (Ln)
i = OKRFIURLAE 1), 2020 4F, Sletten %55 & Mkt T 2412 B )1 Gk}, HILF 30K (4 37 4 mT S
TERUT LT A — X 2@ TE R, (YR & S R 5008 (< 1100 nm) , VG IR RUR 5> HERZ R . 2023 4,
Yang & HGE T &S FEIEHET 1300 nm 1) VU R B RS YLkl 254 CLHEE 1 Yokl n] SEERTE R 2 5 A
1%, AR 4R T AT, 1300 nm AMEAE—E G TFHU, RGP0 FF2s
[ETIRENIN 2 B B e e B N 1 Y = S 1 N =3/ vt a3 | T R TR VA AN 2 i o2 G S R O BE X 2 T D
e SR, B TR REGA ERE , AR  RIER SEA B LR FE . B AT Tm (1640 nm)
FEr(1525 nm) (8 NIR-T1-L A4 BEAS I K 55 20 HEIE A (G 0 T R 10 A /D (R e i e S Wil R b B il T
FETF e B U DX 43 (R PR B GRS GE A . DRI, A 17 SR 40 9 22 A T T RGN, e 1) BT A 22 A
G AR IR .

BEXF R M, AR SCHE T 455 K/ 2 S AU B () e S G i R A4 2238 38 G 4 i . etk T
915 nm OEHE T 1532 F1 1640 nm & 59 NIR-TI-L 2 S6HRET, — 3 ] 5 gt Fr XA i 5 A&
16 808 nm G K FAUA 1525 nm & HH 8 NIR-TI-L 2G4 . Wil e st pisit, f toeess i nl
AR 216 7%, SCHL T S 5 MR L b a3 S OR R SRCAE FE SE E R SEI T T e R
W, FFSEEL T RS =BG AT . RIS AR, SEBL TR | I A RN A g B v A3 PR 22
15, JiE R Z A0 AR B R A WA SR IR AL TR T TR

1 SEIGEH

1.1 RFI 5

A2 (YCL-6H,0) . AL (YDCL,-6H,0) . EALAE (TmCl,-6H,0) | A AL4L (ErCl,-6H,0) | A fb4
(Er,0,) . A ALEE (Yh,0,) . AALIZ (Y,0,) FIAALEE (Tm,0,) 3 R 43445 IR (OA, 4L 90%) . +/\J#&
(ODE, 4l 90%) . ik (OM, 4l 90% ) A g th 2% vh ik (PBS, pH=7.2~7.6), 3[H Sigma-Aldrich 2%
Hl; =R (TFA, 465 90%) . FRC ke (L 99.7%) . Took EE(Sebrat) . Tk B (4edrat) . S48
B8 (NaOH , Z#r2l) Fngsl b (NHLF, Zedrat) , [ 25 45 Ak 2230004 FRS | 5 BifiE-2R 2 @ (2000) -
1 4 3E (DSPE-PEG 00-OCH,, 4/ 98%) , g MAR A WA PR A 5 Kit-8 445057 & (CCK-8),
[ APExBIO 23 F] ; BALB/c MEtE/NE (6~8 FilifY , "It 2920 g), bl A SC I % sh A PR v

Grand ARM300F %37 5f H1 7 8. 585 (TEM) , H A HL F-#E US4t 5 FLS980 B £T 4M %4 R FLS1000
TULT AN RN, B EZ TR Ee A F] 5 808 FI915 nm £ SIRBOLRE, KEH I EHEE ARA R
] 5 NIR-II-ST BRI L1 4 — XN IR SR R 58, B A iR 4545 FRZA F] 5 NIRvana HS YT 21 4
TR FEARHL, 25 AR i g ; KDC-40 78 sl B 0obL, S5 [ PR 220 )
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1.2 SCIEFE

1.2.1  Ln-OA 77 38R B &) & 7€ 100 mL [BE =I5 A A LnCl,+6H,0 (5 mmol) | JHif& (20 mL) Fl
+ /s (30 mL) , FEELES (1 Pa) Z504F FHERE, INEE 140 CHAREF 30 min, ZEFEIARE R, W FE K
IR AR P e o LV I PRV, AR A S, 155 Ln-OA Hi 3K 4 (100 mmol/L).

122 Ln-TFA FTERAE B H % A= OIREZ (Y-TFA) G R B . FREGE & Y,0, B T = 1 RUEFMm
H, A B K (B RECR Y,0,19 365 ), #2218 30 (300 r/min) 5 Z202 % N — 5 £ R (BE IR ¥R
Y,0,09 1. 565) , BRE T EE A B M IIEEIRA AR REE, HERS S MR RSB RN, B4
AR ZE L, AR R IMIME 70 C, FEBEFE. £ Y,0,5C WM, IRGERRBIEEWNG, 1734
T8, BRI T 100 mL bR . @ Rbek, BB E 110 CH ik, ni ek,
13BN Y-TFAZ5 5. (A B, I B AR, WA 1k, FIRRE R K 25T, [H
i B B P PR P 78 R FT 48, SRR A AR Y-TFA 255 . —F LR (YD-TFA) . = LR
L (Er-TFA) Fl =50 O BREE (Tm-TFA ) Y45 08 3R T 115 4% .

1.2.3  B-NaErF, 20 K AL B 6] & B-NabrF, QKON 2 BESCHR 19 JHE 3o vk il 45 . E 100 mL
JIE = FUBSH P A ErCl,  6H,0 (1 mmol) | JHFR (16 mL) A+ /A (24 mL) , A &R, ¥R E
EARR DR A R R, I BRI EEE AR R 22 vk, TR 1 AR SE % 1

TEFZS (0. 01 mbar) 2508 FHEHE, INFAZE 140 CHFOREE 30 min Z [EARTSE , TE 7053 A A2 A 1 3 62
VI B IR, AR HI 2R F 50 °C. PR A 8 mLi%4A NaOH (2. 5 mmol ) FI NH,F (4. 0 mmol) 9
HES R, IR R NI EE 50 "CIFARFF 1 h. SRR, fEE %S (1 Pa) 504 T HEHE, IMFAE 140 °C
FHARFE30 min, FEAFBREAR R P A IR S T AR Bz R R U s i m AR, IER
10 °C/min FE R THE 2 290 “CHAR-EF 100 min. ARBHEZEG, A S mLIGK ZEEM =P, &
L35 (4500 r/min, 25 °C, 5 min), FAJG/K LB CEERA TR (RFLE =2 1D BRET= W 2 1k, B H
FACLE(100 mmol/L) 1, FZAK SN T — 2 HMEA K 1 “Fh 725 .

124 B-NaErF,@NaYF,(Er@Y) 77 25 45 44 K FAL 6y 4 & S BRSO i3l 1) 7 1 45 Er@Y 5%
SEFYNK IR . 7E 100 mL RS = BT n A 1. 2. 2 548K S -FR CAE ik (2 mL) « SRR AT\
P B Ry AR A, 7E 25 (0. 01 mbar) 257 FHOHE, IMHE 100 “CIFAREF 15 min, KFRIKFR S
JOTA I i 00 B AR, AR R U 2 S A SRR, IR LA 10 °C/min 13 T 5 280 °C. A
3 ml/h f8 3 S R [ AR R I AT (Vo5 Va2 1), S 3 00 AN ) 490 J5 4 2 ) i KA 98] 422
NaYF,5C)2 MR, 5, 76280 CHRFE30 min. AARBREHEZIRIG, A S mLIC/K LB = PIbT i,
FFUTE B8 04325 (4500 t/min, 25 °C, 5 min), FHTG/K S CEIR AT (IRFR EE=2 D YRR P 21K,
TR H AT ER 28 (100 mmol/L) . AEASTERLAYSE: , 1570090 R A/ \ s A A REUX s A ] o 1 114 2
KR HAT W20, IS MR TE SRS, DR o FE A 73 2SR, T fRAS LA BT 5
M.

1.2.5 @-NaYbF,:Ln 49 KFAL By 1 & a4 AL S BEAT SC2 HGE 19— 8RB Tl 4% . 76 100 mL RIS —
B A Ln-TFA (1 mmol, Ln = Ex/Tm) . Na-TFA (1 mmol, 136. 01 mg) . JH#& (5 mL) | j# % (5 mL)
At/ (10 mL) , A SR T, BT EE A ARMR RS R RIRE, B B RN B H B
RRFEA L 2202k, RN AR ZE% 5. AEEAS (1 Pa) 55 FHEFE, A4 100 “CHEAAEE 15 min,
Z [EVARVE A, T2 R F0 50 T /K I8 A P 78 9 00 P T a8 PR IR R R . K R R U0 = = el iU R, D
20 °C/min (R TR E 310 CHARFF 15 min. ARBHIEZIR)G, A S mL oK ZEEE =Yk, %
TUUE RS040 5 (4500 v/min, 25 °C, 5 min), FATC/K B/ COBER AR (R =2 D YRR 21k, I
B AT 10 mLERE 4% (100 mmol/L) Hg: Jg AMEA: K 1 “Fp 1745

1.2.6 a-NaYbF,:Ln@NaYbF4 4% 7t 45 45 40 K Rk o & Fc IR 40t ], e 738 A 19 Yb-TFA
VA . FF Yb-TFA F BV I . 38 5 Il R A+ /0 DL R 1. 2. 5 715 Fh A R “Fh 77 10 26 2 e 43 8K
a-NaYbF, : Ln 4K BUR A BN 2 100 mL [BE = B, #e iR Bk )y g &, 7EH 28 (1 Pa) &%
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PEF B, A E 100 CHAREE 15 min, BRI R A Rk sia R S8R, iR R 2 B B
BRI . K%k RV B m Al B RPRAS, BL 10 °C/min A3 R THE 2 290 CH-4:4F 60 min.
HARRH B =G, A S mL JooK S B A R b i, 4 DT3E 250 43 5 (4500 r/min, 25 °C,
5min), FAJG/K LB CBETRATE R (ARFL =2 1) PEH =8 2 1K, FH85 A8 F 2R 2 BE (100 mmol/1L)
W AR EREE R T — A MEA K R

1.2.7 a-NaYbF,: Ln@NaYbF,@NaYF, 4% 77 45 A4 49 K BAr 19 %] % a-NaYbF,: Ln@NaYbF,@NaYF, £ 2%
FEEEF UK TR 5 RS E S5 R G RITURL 1) i £ 7 vk A ], A3 K Ln-TFA F B O 1o 1 it
B Y-TFA BV, 38 P81 Y-TFA B A & vl SEB % )2 72 25 i . EA TR, £
Y-TFA ARG BT, A Y 4K 5 oy (A8 R AE DR 290 “CRIBR], DIARTS B AT I/ MEA: KSR .

1.2.8 4K R e 3t & F 7= F AR 3FPFR L gORISURE 7E 28 e U H 1 8 o ™ S8 0T 38 R AR
2T AN AT BR B A A5 . R i 1 Rk B T AR R Bk A I 2R U I U
B AR, ISP T0m I s FARE AT JCAOK ORI & A& ST i sk AR A 53t 4 % i1
PR WO IETIR AT N 808 FN 915 nm A FARBOLER . T R R FIARUE Fluoracle BT (L
https : //www. edinst. com/products/fluoracle-software-photoluminescence-control-and-analysis/).

129 S kFf st kAR ESEE LR EGORBRS R T O hirh, ok BT DI,
I 5 A L o 2 T R B e 2R KR R LR BR AN R« R H 1 mL 4ROK ORLER O B 43
% (100 mmol/L) , A 1 mLJG/K Z B, 5.0 (10000 r/min, 5 min) i H 52 2000, L& F2ZWERS, 1
U mL =B RN HL. K 2000 BORORIE HE B - 2R £ B2 (2000 ) - F AL (DSPE-PEG 1000-OCH,) 1) =54
e 43 B (25 mg/mL) B Fan AU, R A, BEF 728 % L0k =& W be, 7EMIRTE i3 511
DSPE-PEG ,,-OCH,-A4 K Fh I . BHZ AR R ANE 85 °C, FF FHARRIHREE 59 2 85 17K (10 mL) #Ef 7K 1k Ak
B, BARAFAEAK B 518 A B RR L AUKIE RN . O T S A i AR AICR | 38 A 20 (10000
r/min, 15 min) %P T 5 A0 HE , HZARF A 1 mL(100 mmol/L).

1.2.10 @i F A%l Ki-8 UM THE0RF & (CCK-8) MR T 44 K0k Xt HEK-293 4il it it 25
PE. S, K2 10 i oy B0 7 A 96 FLAR T, Bl FH PBS 22 il nhdk 3 U, KA IRV B R /K AR 1
YRR I B AEXT AL P, IR RS IR . 32070 & P 1% WST-8 4 306 20 i vp ) B S R i, 1531
wEY) . B LR EER (Bio-Tek, SYNERGY?2) , SRS #GL PP, Ui . 2L T7E 450 nm AR W
A BEATAETHAHT . B A KI5 1 BASE : Cell viability (%)=(A4,/A,,,,.,)X100(A,, AL ()2
WECREAEL, A, AT BELL AP 34 WA

1211 RGBT AES RSN R R E R DL —E B A ZE 019 96 fLAH, ATl
FITRET A AN TR 2 I S8 . B IR el IR 4 0. 01 mol/L, FRNFL AR A 24 50 L X7 fl 8
BE . AESCT- i B G, S A TEK SRR IR OB R AUORRE T B 00 B, FRA T
ZARFRRY ST . B 1 mL 100 mmol/L A 45 % 5 10 mL 38 — F KL 5k 4 k¢ (PDMS, i “7° SYLGARD
184) Bt FEIR A 3947, A AL (5 PDMS Ji & H R 1:10) , SEFE S0 R A SRR | i L g T
80 CILASHEA P 12 h, FES BRI T FRUR . 1SR ICE T, FE B IS 1 BALB/c BEPE /N BRI R
b [ AR R AT (AR ZE A 2E MR A SR A T, Thorlabs, B1%5-: T743-2.0), )54 Yb/Er F1
Er@Y ¥R 730 5IE S /N R FMORE AL, R %5514 4 50 wL 0. 0025 mmol. Yh/Tm #5138 1 F& # ik
TS AT AN R, #REH5715 4 200 pl 0. 01 mmol.

2 GRS

2.1 FLAKBRIEI R IR RAE

FIFH TEM X 90 K Jokr i RSFIE SR EAT TR AE . i TEM B R vl W, & B B-NaErF,, a-NaYbF,:
2%Er Fl a-NaYbF,: 8% Tm i 44 KR kLA 34—, JEHMEE (B 1), JF2ed T T 2R/ a5t o g4
K, 15 34 B-NaErF,@NaYF,, a-NaYbF,: Ln@NaYbF, #l a-NaYbF,: Ln@NaYbF,@NaYF, 44 >k i ki 14 5
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—hite IR SR (AL RHE S E S . A FRIZEIZE AL B AR UR i RSTHER, Ui 1A E

AR A R, R A B EE T A% e 40, R TS S ER L . R A HAADE-
T ARAE, G R, BURLHAT B A S SR A LAY

STEM Xif 40 K UKL 4% 7 45
JEER (WA 55 BRI S2) . XA R AY fb A R 1 7

A A AR S A A

T HRAE, 35 JCPDS brifi R UEAT

B, Ex@Y MARUERIZS A, Yh/Tm F Yb/Er SR 57 7 AHZE# (A SC 2 35 B E S3).

+50 nm
I

S0 nm
I

)
50 Am
—

T, SR

(50 nm
L

3

50mnm
I

Fig.1 TEM images of 8-NaErF,(A), B-NaErF,@NaYF,(B), -NaYbF, :8%Tm(C), a-NaYbF,:8%Tm@NaYbF,

D),

22 BHIAKBARSIEFRIE

T AR ENH A B gy A0k ph 7 R R ST 1525 nm 3G, Mk T Ert R Yb RS F I MR IO G

a-NaYbF,: 8% Tm@NaYbF ,@NaYF,(E),
a-NaYbF,:2%Er@NaYbF,@NaYF,(H) nanoparticles

a-NaYbF,: 2%Er(F), a

-NaYbF,: 2%Er@NaYbF (G) and

n

FE2(A) Bz, Ert7E 800 1980 nm Ab ¥ B & (456 F I, Yh* B F7E 900~1000 nm Ab ELA 5558 1 1

W PR, A YD RSO T S R A e A PET , BEHE 915 nm BOBAE AL IR, DL YD 1 Bik 2518
B)
(A:)SOS nmi L1315 3F,  *Hs *T13n—"T15)
| | _Er3+
' > £ o
I | @ S o
: 1915 nm & = =
|
: N\ Vb
| |
1 1 1 I 1 1
800 1000 1200 1500 1700 1500 1700 1500 1700
Wavelength/nm Wavelength/nm
. ¢ O = Er@Y Ex. $08 nm gD o E@Y Ex. 915 nm
z 1 Yb/Er z [ Yb/Er
2 61 [ Yb/Tm > 6F 1 Yb/Tm
§ 4t 54l
S S
S =
0+ 0
1 I 1 1 1 1 1 1 1
10 15 5

Power dens1ty/(mW cm‘z)

Power density/(mW-cm™2)

50 55

Fig. 2 Absorption spectra of Er** and Yb*" ions from 700 nm to 1300 nm(A), emission spectra of Er@Y, Yb/Tm
and Yb/Er nanoparticles excited by 808 nm and 915 nm lasers(B), emission intensity of Er@Y, Yb/Tm
and Yb/Er nanoparticles excited by 808 nm(C) and 915 nm(D) laser with increased power density

Chem. J. Chinese Universities, 2024, 45(12), 20240181

20240181(5/10)



% 4
:d iMﬁLJﬁRNAL OF CH\NiU!\%ERjﬁES
1% EX*(E 1525 nm A 926 96 [ @-NaYbF, : 2% Er@NaYbF,@NaYF,(Yb/Er) ]. H1F Er*%F 915 nm Y6719 Ui
REJIEHS . E915 nmOGIEUR T, A EX B 220K IR R (Er@Y) (19 1525 nm 2 GAE R 55 . [FET, 7E 808 nm
LT, T Er@Y 49K B0k Er 5 i s, H 1525 nm 9EGESR , T Yb/Er K A50R X 808 nm i
TS, DR L T2t . AR B R PEIE FH F a-NaYbF, : 8% Tm@NaYbF,@NaYF,(Yb/Tm) 44
KR . S, 3P AIURE Hh R B R R XA R I SCH B ) e A B DA GRAIE S 5 e A

R THESE IR R, 4r BT 3 AR URLAE 808 F1 915 nm I A T 2B .
WE2(B) s, 76808 nm HOLIHUA T, Ex@Y AK UK & 55 H T H5R A 1525 nm 2 ; 76 915 nm FOL
R, YB/Tm Al YD/Ex 23 5 K 55 T 058 9 1640 11532 nm ¢, Yb BULIAR R Ve o fH 2 T 15
PSR AHFE + F 0O EARHERET, EX R iaoe & SHEN B AT 2z, LAk, Er@y
F£915 nm FOELL K Yb/Tm F1 Yb/Er 7€ 808 nm G & T 92 EG 153 on H B 55 L 2= IH R 2t &
9, AV DOR IR ET BAT TC B PRI S JUR R SEHET, mT A5l A2 R 1 % S LA 1) 5
Gihth .

H T RAE_FIR Er@Y, Yb/Tm A Yb/Er KR G255 1 vl it il T 808 #1915 nm A [H] )%
WO GRS (LA S (5 S8 & S4 FIEI S5). 24 808 nm G L% iy 10. 0 mW/em?® 1
T2 52. 2 mW/em® B}, Er@Y £F 1525 nm Ak (975658 5 5 F Yb/Tm F Yb/Er 7351 7E 1640 F1 1532 nm Ab 1
PN 2(C) ], 24915 nm EOGHIRBE /15, 0 mW/em® FTFZE 56. 4 mW/em?f, Yb/Tm Fl Yb/Er 43
SIAE 1640 F1 1532 nm Ak A 2¢ 658 B 7 T Er@Y 7E 1525 nm ALY 2GR EE[ 1K 2(D) . ik gh 2,
Er@Y, Yb/Tm F Yb/Er 44 KR 28 SEAE 808 nm F1915 nm BOGHEL T Al 4% X 4.

DR IR RE G G A We L FR DCRTR 2, o T8 3 Fh g oK ORI 2 1 AR A= iy, sl et il £
KESE s LIS e 1 R ORISR ™ X T B-NaErF, QK 0k, T Er e TS m , R K™
R o R 2 A AT I 3 b BH L B A 2 R R T B R SR AR L R T, A
B-NaErF, 44 K UKL 2% 1 £ 3 NaYF, 151 2 , L1525 nm 296 G858 25 42, 3 %5 (WA SC (5 Bh
K1S6) , L LT AMR A BRI A 4% 7 2 2 21. 65% (WA S HEF B ST). X Yb™ i
ARZ, R 915 nm WOGRUR I YD [ Ee B &, I AE NaYbF,: Ln R4 — 2 Yb B 1
DA 20 K UK X 915 nm OGO CEIWIRE 77 . TEICIERE A0 — 22 DARR R 4 K ok 22 1
PRI . FeF UL T, HAE 1532 F1 1640 nm Ab Y264 FIBESE T 15. 6 f1 216 fiF (WA S L HEH
B S6) , da Xt T Ay B 25. 819% 1 17. 33% (WA S 65 ELrh B S8 MK 89). Hirp, A
[Fi] B T Y s A A 22 S U8 T R G B IR BE B TR T R [R] 2 R SRS AN 8 T 1 edt e
TR EE , IR iR 5 BE R AR BRI & A At T L
2.3 HKERRLK FAIEHIIRIT

TERR TR E R, DEEREE T S5O P Y n R 5 BE e (TcPY) , Horbn h RS — 06T
JIT T IR AT R TEXT B AR T, RO R G BRI T e, L, S TR
Er@Y, Yb/Tm Fl Yb/Er $5URL 98 K S ALER, B ek T 3 Rl gl K UKL AE X RO IOE T 1 DR AK
KF . WME3A) R, Ef@Y, Yb/Tm F1 Yb/Er FUkLXT 17 #2803 5104 0. 84, 0. 83 F110. 78, ¥yir
1, B0 3 RO R G Ol A Hd, RIS T LR T 8 ARS8 Xt iR
ERE R R AR TS KR n OB NG 1 A BESLES R w0 A R 3 AhURL A RE AL b i AR . X T
Er@Y [ [ 3(B) |, Er* &I T 808 nm Y&+, i 3 7 4l Bl 0 Je s S st i B =X, L UL, BRAE
25, BB, B HL 5, BRAE 20T, BB TR A 1525 nm A0+ XFF Yb/Tm[ B 3(C) ], Yb™
BRI T 915 nm Y6, il ad A B AOTE 20K RE A% 28 EARSEAY T 7, 300G Tm® B 1 H, B4k,
HREG ) L 38 3 04 St 75 T8 sCBRAT 22 °F, BB, ) fiF MCF BRAT ) H BESOT 4R 5T HE 1640 nm
FIEF XEF Yb/Er, Yb™ B FHCT 915 nm 6T, il 75 15 B (T8 20K R 2 A4 538 S AHAR Y Er i
+, WS ECE AL, REDL, L, R H 38 ) TORR S i IR T AR 2005, BB, SR ML DML B8R
L5, REGOIT R ST H 1532 nm OEF-1".
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Fig. 3 Dependence of emission intensities of Er@Y, Yb/Tm and Yb/Er on laser power density(A), the energy
transfer pathway of Er@Y nanoparticles excited 808 nm laser(B) and the energy transfer pathway of
Yb/Tm and Yb/Er nanoparticles excited 915 nm laser(C)

2.4 HRBRERINRIDE R

FET 3PN - GRS AR 5 9 2 7 3R R Sy e S R T, % L 0 T AR SCR AT T IR
WE. R A EHEEMIEZA X OO ERUR RS, 3 Fh g K BORL A R OB 1 (100 mmol/L) 4351 &
F2 mL EE P IATER . DORRG LS LW 4(A) FR , ££ 915 nm G HEU K& 11600 nm K@ U8 H
T, BRI ARSI E] Yh/Tm 3838 N B9 1640 nm 2t 5 75915 nm BEOGHEUZ F1 1600 nm B IESC R T, £
ALK ] Yh/Er 3838 T 19 1532 nm %¢6 5 75 808 nm IOGIL & F 1400 nm K@ UEIEH T, 45500 2$AAG I
FEr@Y I8 FAY 1525 nm %G, FiREEREH, A 3 P K UKL SEBL T =3l 18 A 2 7 2 6 AG I
XF 3 4 5 B A AT A EA TR IR B 4(B) ], AT DA A58 38 5 R AR Al i o & . Y/ Tm 3l 38 2 ok
SREE 5 298 93% (WA S R E E P2 S1) 5 Yh/Er Al Er@Y 5838 28GR BE 5 HL 34K T 999% (A< ST
EE B RS, UL 34N A WD & S A X oy G ER M, S T 2 iE e F g . Hd,
Yb/To i 18 98 60 EE (5 FE AR A IR R 2, 76 915 nm iSOG EA R, T EX B & SHgH g8 . A0 1 A4S
K, 1600 nm F i G FHELL 58 4 iE 5 Ery 19 1532 nm B9 S K 4(B) i Ze M & ). RS,
WAL R, Yb/Tm, Yb/Er Fl Er@Y 44 K0k i) T3 22 3 a4 a6 .

SR T BRAIE 3 P A K R — 3 1A kT R BORRE Y, RO AR 1 TR ORI D R
IS mW/em B fiZE 40 mW/em?, SREE T 105070 & 30 2 E I R (WA S (5 B IR S10). fR4s
RAIUL, Yb/Tm, Yb/Er fl Er@Y () 3 A2 Gl 18 56 4 CRAF M 7 M, 338 R 2B, UERH 3 R gk is

58, AT 100 mW/em® DU B ) 22 %5 52 B AT 3 12 5 47 R B (>1000) B AR RO (AR SCC R B
FSU). FRZERAE— UL, TSy 3 K RV ST & SRR 2Ok R A R L AT A X
ZEIISITR .

1 3T 2GR BB R & RS I 58, IR RN R S U B AT R SR, R4 T T
T ARSI RE OIEAY . W 4(C) FTs, 24808 1915 nm OGS4 T A HLEE F o~ 1400 nm K,
TCEAS 3 AN ok S F RS R . AT IF 915 nm BO'G 28 81 1 1600 nm K3\ 16 HoIF, AT
AT BT AR B BB R B0 1600 nm FEIE , AIfEAT H FEEDFE R . M{LFTHF 808 nm L
fnit, AT R UE R S 3 A A R AT, A R SE IS TR R ok AT
D7 BT B 3 M, ST R A 07 <R ) S A TR T 1 S 125 S ST AT St (AR SC
SCRHE R E ST, BEAh, EAREEHA T T CFE R . R 4(D) iR, CF 349640 i
FIZH A SR 2 g (5 8 (), Ho AT 38 VAN A 3% 2 38 38 24 G AT H 8 1 S0 B (LA
SCEHHE R ES12). LIRSIIGEE R, $ S A3 A0 G U B O B g A AR NI K (4 X g s
PECHRET LI T SRS B AR LA 3R &, BT 22 06 B TR 3 T AR R I T A A 1

Chem. J. Chinese Universities, 2024, 45(12), 20240181 20240181(7/10)



J %4 B g R

Eu CHEMICAL JOURNAL OF CHINESE UNIVERSITIES ﬁﬁgﬁi’%i
(A) Ex. 915 Ex. 915 Ex. 808 M
1600 nm LP 1600 nm SP 1400 nm LP erge

®)

Normalized
intensity

Pixel Pixel Pixel Pixel
© Ex. 915&808 nm Ex. 915 nm Ex. 915 nm Ex. 808 nm
1400 nm LP 1600 nm LP 1600 nm SP 1400 nm LP

Ex. and Em.
decoding
D)
Ex. 915 nm Ex. 915 nm Ex. 808 nm
1600 nm LP 1600 nm SP 1400 nm LP
Ex. and Em.
coding

Fig.4 Independent NIR-II luminescence imaging of Er@Y, Yb/Tm and Yb/Er samples(A), the profile
intensities of the red dashed lines in (A) (B), decoding results of the encoded characters(F, D
and U) by Er@Y, Yb/Tm and Yb/Er nanoparticles(C) and encrypted luminescence images of
the characters by employing Er@Y, Yb/Tm and Yb/Er nanoparticles(D)

Scale bar: 8 mm.

2.5 WMHKIRSTFESERGAR

TG, MR T L 9OK ORI (AR S 2 M a5 . R AS [R) vk BE B 9 K AB0RE 5 HEK-293 4 Jifg 2L &
24 h, GERBIR, ZANKBORL AT AR A AN R (A SO R (s BrP S 13). Hak, I T 4hkAt
RHE IXPBS 28 sl e P, 14 d N IGHE 28 Y66 IE IR BE RS , U B 4 K B0 T K ek 1) 40128 e
WRTITAS K A B (WA H 5 R B S14) . FIRGEREH, F H9KAFE] H FIs G sy . ik
T D CRET IR R SR I, 48 T 6 T30k R 2 B Uk 1 6 R 22 RS 5 AR 41
T G LEIS(A) | LAR T e & SROMAERY | g 3 R £ 20 K403 3k R bk 59 (Yb/Tm) |
B2 R 1S CYB/Er) R A 1 5 (Br@Y ) 59 20 AN P . 26 /N B2 T VR 5 Yh/Ee R RS P 72 5
Er@Y YKBEEN IR, /N SRR S Yh/Tm K ERE [ S(B) J. 7 808 nm OB & A 1400 nm 3§
JeR TR/ N FIZOEES . 72915 nm OB | 1400 nm £33 1 1600 nm 538 UEE H T 345 IR
PEBIEE A5 . 76 915 nm HOGEL . 1400 nm K38 F1 1600 nm K 3186 AN $RAG L4 R0 Al 2¢
5T . S5RANE S(C) s, A SIS AN AL B B B B, B E1A A nT g 236 R —
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Fig. 5 Simplified schematic of the NIR-II multiplexed imaging system(A), three different delivery methods
of Er@Y, Yb/Tm and Yb/Er nanoprobes(B), three channels imaging and merged results by using
Er@Y, Yb/Tm and Yb/Er nanoprobes(C) and the intensity profiles of the lines in C(D)

Scale bar: 8 mm.

I ) RARACR . SR SR AT T R, T A ROERENLE 8 om MRS T IAF 233 pm 1923 1] 73 9
HES5(D) ] FREEREN], FFA R RIELLAP X UCHEFIEE H A RN A S AU B SR w] 52 B
(LY ST

3 &

P TR R A FE 2 G s TG AR 20 8 BUREAR . TFR THE915 nm 0B L T 153271
1640 nm & S8 NIR-I-L 2 6HET, 3 1600 nm 36 0] X 43— AR I8 E 5 [RIEFF A& T 76 808 nm
OGO FAUA 1525 nm & 5FHY NIR-T-L 2SO EHRER . it 7 skt , # 2 6se B nl a8 216 7%,
WL T AW LR A BUR TR . FEARRIRA ST, 3/l Z UL IE e, $2m T 2 Miak
DR HERf P, SEBR T RSN =T A5 BAFE- S A AEAT . TEVE AR SCBL T BRI A 0 LS e )
FHRRZ B R, G R R A PR A MR S AR T R TS
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