UvA-DARE (Digital Academic Repository)

Ultrastrong Absorption Meets Ultraweak Absorption: Unraveling the EnergyDissipative Routes for Dye-Sensitized Upconversion Luminescence
Xue, B.; Wang, D.; Tu, L.; Sun, D.; Jing, P.; Chang, Y.; Zhang, Y.; Liu, X.; Zuo, J.; Song, J.;
Qu, J.; Meijer, E.J.; Zhang, H.; Kong, X.
DOI
10.1021/acs.jpclett.8b01931
Publication date
2018
Document Version
Final published version
Published in
Journal of Physical Chemistry Letters
License
Article 25fa Dutch Copyright Act
Link to publication
Citation for published version (APA):
Xue, B., Wang, D., Tu, L., Sun, D., Jing, P., Chang, Y., Zhang, Y., Liu, X., Zuo, J., Song, J.,
Qu, J., Meijer, E. J., Zhang, H., & Kong, X. (2018). Ultrastrong Absorption Meets Ultraweak
Absorption: Unraveling the Energy-Dissipative Routes for Dye-Sensitized Upconversion
Luminescence. Journal of Physical Chemistry Letters, 9(16), 4625-4631.
https://doi.org/10.1021/acs.jpclett.8b01931

General rights
It is not permitted to download or to forward/distribute the text or part of it without the consent of the author(s)
and/or copyright holder(s), other than for strictly personal, individual use, unless the work is under an open
content license (like Creative Commons).
Disclaimer/Complaints regulations
If you believe that digital publication of certain material infringes any of your rights or (privacy) interests, please
let the Library know, stating your reasons. In case of a legitimate complaint, the Library will make the material
inaccessible and/or remove it from the website. Please Ask the Library: https://uba.uva.nl/en/contact, or a letter
to: Library of the University of Amsterdam, Secretariat, Singel 425, 1012 WP Amsterdam, The Netherlands. You
will be contacted as soon as possible.
UvA-DARE is a service provided by the library of the University of Amsterdam (https://dare.uva.nl)
Download date:09 Jan 2023

Letter
Cite This: J. Phys. Chem. Lett. 2018, 9, 4625−4631

pubs.acs.org/JPCL

Ultrastrong Absorption Meets Ultraweak Absorption: Unraveling
the Energy-Dissipative Routes for Dye-Sensitized Upconversion
Luminescence
Bin Xue,†,‡ Dan Wang,† Langping Tu,‡,|| Dapeng Sun,|| Pengtao Jing,‡ Yulei Chang,‡ Youlin Zhang,*,‡
Xiaomin Liu,‡ Jing Zuo,‡,§,|| Jun Song,*,† Junle Qu,*,† Evert Jan Meijer,|| Hong Zhang,||
and Xianggui Kong*,‡
Downloaded via UNIV AMSTERDAM on February 28, 2019 at 13:37:02 (UTC).
See https://pubs.acs.org/sharingguidelines for options on how to legitimately share published articles.

†

Key Lab of Optoelectronics Devices and Systems of Ministry of Education/Guangdong Province, Shenzhen University, 518060
Shenzhen, China
‡
State Key Laboratory of Luminescence and Applications, Changchun Institute of Optics, Fine Mechanics and Physics, Chinese
Academy of Sciences, Changchun 130033, China
§
Graduate University of the Chinese Academy of Sciences, Beijing 100049, China
||
Van’t Hoﬀ Institute for Molecular Sciences, University of Amsterdam, Science Park 904, 1098 XH Amsterdam, The Netherlands
S Supporting Information
*

ABSTRACT: Dye sensitization is becoming a new dimension to highly improve the
upconversion luminescence (UCL) of lanthanide-doped upconversion nanoparticles
(UCNPs). However, there is still a lack of general understanding of the dye−UCNPs
interactions, especially the confused large mismatch between the inputs and outputs. By
taking dye-sensitized NaYF4:Yb/Er@NaYF4:Nd UCNPs as a model system, we not only
revealed the in-depth energy-dissipative process for dye-sensitized UCL but also
conﬁrmed the ﬁrst ever experimental observation of the energy back transfer (EBT) in
the dye-sensitized UCL. Furthermore, this energy-dissipative EBT restricted the optimal
ratio of dyes to UCNP. By unearthing all of the energy loss behind the EBT, energy
transfer, and energy migration processes, this paper sheds light on the further design of
eﬀective dye-sensitized nanosystems for UCL or even downconversion luminescence.

E

Innovative ways, such as coating the nanoshell,19,20 using
laser cavity,21 surface-plasmon coupling,22−24 and even highpower excitation,25 signiﬁcantly increase the excited-state
population of UCNPs to increase the UCL intensity. In
particular, recently, Hummelen et al. utilized dye antennas to
increase the excited-state population of UCNPs through the
Förster resonance energy transfer (FRET) mechanism.26 Very
recently, this strategy has been further developed by
incorporating other kinds of dyes or Ln3+ ions to maximize
the spectra overlap,27−29 which introduced more ET to
enhance UCL. Very recently, dye-sensitized downconversion
luminescence (DCL) has also been fulﬁlled.30 Accordingly, dye
sensitization of Ln3+-doped nanoparticles opens great opportunities for many applications.31−33
At present, existing studies demonstrated either increased
UCL or increased excitation range, and there is still a lack of
general understanding of the dye−UCNPs interactions, with
many remaining problems to be solved. For example, we know
that the ultrastrong absorption of one NIR dye is comparable

nergy transfer (ET) of photons is generally reserved for
ﬂows of excitation energy from a donor to a proximate or
remote acceptor, transferring the energy to a suitable position
or utilizable energy region, which is vital for solar cells,
photosynthesis, and biophotonic applications.1−3 Recently,
such applications have fully aroused a renaissance due to the
fact that the fundamental process of ET could be exquisitely
manipulated on the nanoscale. A typical example is lanthanide
ion (Ln3+)-doped upconversion nanoparticles (UCNPs),
which eﬀectively convert near-infrared (NIR) light into the
visible region through adjustment of the ratios, concentrations,
species, and positions in the nanoregion. Their use has been
propelled in various ﬁelds including bioimaging,4,5 sensing,6−8
optical encoding,9,10 super-resolution nanoscopy,11,12 optogenetics,13,14 and nanomedicine-based applications.15−18 However, the weak upconversion luminescence (UCL) of UCNPs
severely hampers their further practical usage. This weak UCL
mainly arises from the ultraweak absorption coeﬃcients (ε ≈
0.1 to 10 M−1 cm−1) of lanthanide ions (Ln3+), which results in
the overall excited-state population of UCNPs remaining at an
ultralow level. Therefore, acquiring a highly excited-state
population for UCNPs is always an intractable issue.
© 2018 American Chemical Society
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Figure 1. (a) Schematic diagram illustrating the UCL of IR-806 sensitized core−shell UCNPs based on an excitation energy transportation
mechanism and simpliﬁed energy-level diagrams illustrating the energy-transfer process. Key: EET: excitation energy transportation; NIR: nearinfrared; and UC: upconversion. (b) Emission spectrum of IR-806 under excitation of 808 nm in CHCl3 (black line), absorption spectra of Nd3+
(red line), and Yb3+ (blue line). (c) UCL of Nd20 CS and the dye-sensitized Nd20 CS under an excitation of 808 nm (8.3 W/cm2). (d) Log−log
plots of the UCL intensity versus laser power for the green and red emissions of the dye-sensitized Nd20 CS under excitation of 808 nm. (e)
Absorption spectra of Nd20 CS (black line) and dye-sensitized Nd20 CS.

Figure 2. (a) NIR emission intensity integrated in the range of 810 to 870 nm of IR-806 sensitized UCNPs as a function of the conjugated dye
numbers per UCNP. (b) Emission spectrum of Nd3+ and absorption spectrum of IR-806. (c) Luminescence decay curves of Nd3+ emission in the
Nd20 CS at 863 nm with variable conjugated dyes (0−6100 per UCNP). (d) Lifetimes of Er3+ (4I9/2 → 4I15/2, emission at ∼800 nm) of NaYF4:Yb/
Er nanoparticles without dyes (black lines) and with dyes (red line, ∼3000 dyes per UCNP) under 980 nm excitation. (e) Lifetimes of Yb3+ (2F5/2
→ 2F7/2, emission at ∼1040 nm) of NaYF4:Yb/Er nanoparticles without dyes (black lines) and with dyes (red line, ∼3000 dyes per UCNP) under
980 nm excitation. (f) UCL intensity integrated in the range of 500−700 nm of IR-806 sensitized UCNPs as a function of the linked dye numbers
per UCNP.
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(4F3/2 → 4I9/2) were obviously shortened (Figure 2c), which
demonstrated that EBT from Nd3+ to dyes occurred. The
sharp drop of lifetime indicated that the quenching behavior
arose from dynamic ET rather than static ET (reabsorption).
Furthermore, with increasing conjugated dye numbers per
UCNP (1270, 2600, 4100 and 6100, respectively), the average
lifetimes of Nd3+ were gradually shortened from 5.04 μs to
4.29, 3.42, 2.33, and 1.50 μs, respectively, evincing that the
EBT process was aggravated. According to the EBT eﬃciency
= 1 − τDA/τD, the EBT eﬃciency was estimated to be 14.8, 32,
52.6, and even 70.2%, respectively.
Under the condition of little spectra overlap, this EBT still
happened. According to FRET theory, the ET eﬃciency is
deﬁned as36

to thousands of Ln3+ ions in one UCNP, but one UCNP can
simultaneously interact with hundreds or thousands of strong
absorptive dyes on its surface. This will lead to the absorption
of one UCNP enhanced hundreds or thousands of times.
However, the large enhanced absorption only resulted in
several ten times enhancement of UCL,27,29,34,35 which is
confusing and must be urgently elucidated.
In this work, we chose dye-sensitized NaYF4:Yb/Er@
NaYF4:Nd core−shell UCNPs as the basic materials to explore
these issues. We carefully inspected the process of dyesensitized UCL and obtained a clearer picture. In particular, we
conﬁrmed the existing energy back transfer (EBT) process as a
new dissipate route in the dye-sensitized UCL. Moreover, we
also considered the energy migration (EM) loss and
theoretically simulated it in our system. On the basis of such
a clear physical picture, we gave out a clear description to
assess to the enhanced ability of dye sensitization, which
denotes the way to obtain bright dye-sensitized UCL.
The designed system was composed of Nd3+-doped epitaxial
core−shell UCNPs and the surface-bonded dyes of IR-806
(Figure 1a). The dyes of IR-806 harvest large amounts of NIR
light and then transfer the excitation energy to the Nd3+ ions
due to the large spectra overlap between IR-806 and Nd3+
(Figure 1b).27,32 The Nd3+ ions sitting in the outer shell then
migrate/transfer excitation energy to Yb3+ in the inner core
and, ﬁnally, to the activators of Er3+ for generating UCL. The
dye-sensitized NaYF4:Yb/Er (25/2%)@NaYF4:Nd (20%)
core−shell nanoparticles (denoted as Nd20 CS) were
successfully synthesized (Figures S2−S7) based on previous
reports.19,26 Eventually, we found that after ∼2600 dyes
(calculation details in the Supporting Information) were
conjugated onto the surface of one UCNP, the UCL of
Nd20 CS increased 44 times (Figure 1c). The similar
enhancement factor was also observed in other similar works
through the dye-sensitized method.27,29,35 According to the
nonlinear power dependence property of the photoluminescence (Figure 1d), the calculated population rates of UCNPs
were enhanced only ∼6.6 times. However, after ∼2600 dyes
were conjugated per UCNP, the absorption (at ∼808 nm) of
UCNPs was enhanced ∼978 times (Figure 1e). The largely
enhanced absorption and the limited enhancement factor of
UCL imply that a large amount of excitation energy was not
utilized by UCNPs. What happened during the process of dyesensitization UCL?
To elucidate this enhancement gap, we ﬁrst considered that
the unmatched inputs and outputs may arise from the selfquenching eﬀects of dyes themselves. If the quenching eﬀects
happened, then the absorbed excitation energies would be
quenched by each other rather than transferred to UCNPs.
However, the absolute NIR emission intensity of IR-806 still
gradually increased with increased conjugated dyes (from 540
to 6100 dyes per UCNP, Figure 2a). The gradually increased
NIR emissions and other results (Figure S8) demonstrated
that heavy self-quenching eﬀects of the dyes did not happen.
Excluding the possibility of heavy self-quenching eﬀects, we
infer that there must exist other factors that have not been
considered. Surprisingly, we found that there exists EBT from
the UCNPs to dyes. Actually, as shown in Figure 2b, the
overlap between the emission bands of Nd3+ and the
absorption band of IR-806 is small. This suggests that EBT
from Nd3+ to IR-806 should also be small. Therefore, the EBT
process was usually ignored. However, actually, after
conjugating with thousands of dyes, the lifetimes of Nd3+
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where r is the distance between donor and acceptor and R0 is
the Förster radius. According to eq 1, under the condition of
the ﬁxed energy-transfer distance r (ﬁxed shell thickness ∼4
nm), we can see that η is the increase function of R06. The
spectra overlap determines the Förster radius R0 according to
eqs S1 and S2 of the Supporting Information. Therefore, when
the spectra overlap is little, the ET eﬃciency will be very low,
and the EBT process should not happen, and which was often
ignored for most previous studies. However, for dye-sensitized
UCL, the basic model is not fully corrected. From the eyes of
the EBT process, dyes of IR-806 become the acceptors and
UCNPs become the donors. One UCNP as the donor (∼32
nm) with large surface area can be attached to thousands of
acceptors of dyes. Recognizing this point, the ET equation
should be modiﬁed. Only a few studies have considered
theoretical models for existing multiple acceptors in the FRET
system. The most classical model is provided by Mattoussi et
al.,37 in which the ET eﬃciency was expressed as
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where n is the numbers of the acceptors. According to eq 2,
apparently, the ET eﬃciency will be increased with the
numbers of acceptors. Therefore, although the spectra overlap
is small, for the EBT process, the large number of the acceptors
(conjugated with thousands of dyes) as well as the strong
absorption ability of dyes coresulted in the EBT process that
happened.
It should be noted that although the NIR emission (∼800
nm) of Er3+(4I9/2 → 4I15/2) was not observed in our system, the
EBT from Er3+ to IR-806 could also occur. For example, for
the NaYF4:Yb/Er nanoparticles, after conjugated with ∼3000
dyes per UCNP, we found that the lifetime of Er3+(∼800 nm)
under 980 nm excitation was evidently shorted (Figure 2d),
which demonstrated that the EBT from Er3+ to IR-806 in the
NIR region could also exist. In addition, for Yb3+ ions, the
emission of Yb3+ (∼1040 nm) is too far from the absorption of
IR-806 (∼806 nm). After conjugated with ∼3000 dyes per
UCNP, the lifetime of Yb3+ (2F5/2 → 2F7/2) of NaYF4:Yb/Er
nanoparticles was nearly unchanged (Figure 2e), which
demonstrated that EBT from Yb3+ to IR-806 was not eﬃcient.
Very recently, dye-sensitized DCL was fulﬁlled by Meijerink et
al.30 We infer that one key factor result in their success is that
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Figure 3. (a) Top view of TA data of dye-sensitized Nd20 CS UCNPs in CHCl3.(b) Relative absorption variation as a function of the wavelength
for time delays ranging from 1.2 to 1014 ps with 720 nm pumping for Nd20 CS UCNPs. (c) Time-resolved TA spectra of dye-linked NaYF4
nanoparticles, dye-sensitized Nd20 CS, dye-sensitized Nd40 CS, and dye-sensitized Nd80 CS probed at 825 nm; all of the samples kept ∼2600 dye
molecules per nanoparticle.

Figure 4. (a) Experimental (blue, integrated from the NIR emission of Yb3+ in Figure S9) and simulated (cyan) emission eﬃciency (means
emissions are normalized to their absorption) of the UCNPs with diﬀerent thickness of Nd-doped layer. (b) Schematic diagram of the simulation
model in which only the outmost layer of Nd3+ ions was excited. (c) Proportion of excitation energy migrating to surface quenching sites (yellow),
EM loss during the process of excitation energy passing through the Nd-doped layer (slate blue), and the ﬁnal excitation energy migrating to the
inner core (red) when the Nd-doped layer was uniformly excited (left) and only the Nd3+ ions in the outmost layer were excited (right).

IR-806 (Figure 3c), which was 438, 410, 378, and 324 ps for
dyes (conjugated on NaYF4 nanoparticles) and dye-sensitized
NaYF4:Yb/Er (25/2%)@NaYF4:Nd (20%) nanoparticles
(Nd20 CS), Nd40 CS, and Nd80, respectively. Agreeing
with eq 2, we indeed found that the ET eﬃciency increased
with the increased doping concentration of Nd3+. According to
the lifetime changes of IR-806 (Figure 2c), the ET eﬃciency
was increased from 6.4, 13.6, to 26% for dye-sensitized Nd20
CS, Nd40 CS, and Nd80 CS, respectively.
The ET eﬃciency was not high, which may seem reasonable
in our system. According to eq 1, we can see that η is the
increased function of R06, and R06 is determined by the
quantum yield of donor and the overlap integral J. Therefore,
the low ET eﬃciency in our system was explained by two
aspects. On one hand, the quantum yield of the NIR dyes of
IR-806 was tested to be only ∼1.74%, which will lead to small
R0. On the other hand, as the acceptor of lanthanide ions, the
εA of Nd3+ is small to extract the energy from dyes, which will
result in a small overlap integral value and then small R0.
Actually, the overlap integral Jdye‑UCNPs is calculated to be 6.34
× 1011 nm4 M−1 cm−1, which is evidently lower than the typical
overlap−integral unit (OLI = 1014 nm4 M−1 cm−1).42
Therefore, on the basis of the discussion above, we can
conclude that choosing the dyes with high quantum yield,
increasing the overlap integral (enlarging the spectra overlap or
choosing Ln3+ with strong absorption ability), and even
increasing the Ln3+-doped acceptors to as many as possible are
the main avenues to increase the ET from dyes to UCNPs.

the EBT process is very low because the downconversion
emissions in their system are located in the NIR region (∼980
nm), which is far away from the absorption (∼400 nm) of
dyes. Therefore, for dye-sensitized UCL or even DCL, the
EBT process should be carefully considered, especially because
the emission of Ln3+ closes the broadband absorption of dye.
Interestingly, when more dyes are conjugated on the surface
of UCNPs, although heavy ﬂuorescence self-quenching of dyes
has not happened (Figure 2a and Figure S9) in our system, the
EBT eﬀect becomes stronger (Figure 2c), which is also
unfavorable for the sensitized UCL. On one hand, conjugating
more dyes will transfer more energy to UCNPs. On the other
hand, conjugating more dyes will induce a heavy EBT eﬀect to
lower UCL. A trade-oﬀ of the two conﬂicting factors has to be
reached for the optimal ratio (∼2600:1) of dyes to UCNP
(Figure 2f). Therefore, the EBT eﬀect can restrict the optimal
dye numbers per UCNP, which is unfavorable for dyesensitized UCL.
We also studied the ET process from dyes to UCNPs.
Transient absorption (TA) spectroscopy has been a classic
method to analyze the excited-states dynamics, especially in the
NIR region.38,39 Figure 3a shows the top view of the TA
spectroscopy change of dyes of dye-sensitized Nd20 CS. Figure
3b presents the according TA dynamic spectra of the dyes.
According to previous reports,40,41 the TA spectrum in Figure
3b contains three contributions: ground-state bleach (GSB),
stimulated emission (SE), and excited-state absorption (ESA)
(detailed explanation in the Supporting Information). Focusing
on the ∼825 nm signal, we obtained the eﬀective lifetime of
4628
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factor of the population rates PEF is expressed as (details in the
Supporting Information):

It is well known that it is diﬃcult for dyes to sensitize
quantum dots (QDs) due to the large lifetime mismatch
between QDs (often >10 ns) and dye donors (usually <10
ns).43,44 This is because if the process of dye-sensitized QD
happened, then a QD with a longer lifetime would often be in
its excited state rather than ground state, and, simultaneously,
dye would be in its excited state. Therefore, the number of
available QD acceptors is negligible, and then the dyesensitized QD is negligible. Whereas one feature of UCNPs
that is diﬀerent from QDs is that one UCNP contains many
luminescence centers doped in the nanoshell. So even if one
luminescence lanthanide ion is excited by dye sensitization,
there still exist many lanthanide ion acceptors that remain in
their ground state for further sensitization. Therefore, even for
the dye donors with evidently shorter lifetimes (<1 ns) than
UCNPs (>1 μs), ET can also happen due to a large number of
lanthanide ion acceptors existing in one UCNP.
In addition, to fulﬁll UCL, the received excitation energy
from dyes must experience many migration steps, which will
generate EM loss. Figure 4a shows that nanoparticles with
thicker Nd-doped layer generated weaker NIR emission
eﬃciency, which demonstrated that EM loss happened when
the excitation energy passed through the Nd-doped layer.
Recently, we established the Monte Carlo simulation model to
successfully track the EM process.45 Similarly, we simulated the
EM loss process of the Nd-doped UCNPs. The simulation
results (Figure 4a, details in the Supporting Information) agree
well with experimental results. Experimental and simulation
results coindicated that EM loss was generated when excitation
energy was across the Nd-doped layer.
More importantly, it should be noted that dyes mainly
sensitize the surface ions of the nanoparticles (R0 was
calculated to be ∼1 nm; details in the Supporting
Information). Then, the surface ions will easily migrate
excitation energy to surface quenching sites. Although this
process is diﬃcult to study experimentally, we can explore this
issue through a simulation method. As shown in Figure 4b, the
simulation model assumed that the outermost layer of Nd3+
ions of the Nd-doped layer was excited, then the EM loss was
checked. For comparison, we also simulated the traditional
case that the Nd-doped layer was uniformly excited. Figure 4c
shows that when surface quenching eﬀects existed, EM loss
was heavier when only the Nd3+ ions in the outmost layer were
excited. Moreover, when the surface quenching existed, most
of excitation energy (beyond 60%) was migrated to the surface
quenching sites. The heavy EM loss was further conﬁrmed by
performing a similar simulation with diﬀerent model
parameters (Figures S15−S19). In particular, if the EM rates
are higher (such as highly doping Nd3+), then the surface
quenching eﬀects will become heavier (Figures S15−S19). For
comparison, without surface quenching sites, the simulation
results showed that for the thin Nd-doped layer (such as 1.6
nm) with high migration rates, beyond 90% of the excitation
energy will be utilized rather than dissipated during the EM
process (Figure S20e,f). Therefore, how to decrease the heavy
EM loss, especially eliminate or alleviate the excitation energy
migrating to surface quenching sites, will take a massive stride
in generating ultrabright dye-sensitized UCL and remains to be
solved in the future.
On the basis of such a clear physical picture above, we
estimated the ampliﬁed population rates of UCNPs by dye
sensitization. For one dye-sensitized UCNP, the enhancement

PEF = (1 + AEFηET)(1 − ηEBT)(1 − ηEM )

(3)

where AEF is the enhancement factor of the absorption of
UCNPs by dye-sensitization, ηET and ηEBT represent the ET
eﬃciency from dyes to UCNPs and the EBT eﬃciency from
UCNPs to dyes, and ηEM represents the EM loss eﬃciency
during the migration process. Finally, the population rates were
calculated to be enhanced ∼6.5-fold (details in the Supporting
Information); then, the UCL should be calculated to be
enhanced ∼42-fold, which is similar to the experimental
enhancement factor (44-fold) of UCL. Although the
absorption of UCNPs was increased nearly 1000 times, the
large amount of loss during the ET, EBT, and EM processes
results in the ﬁnal population rates being enhanced only several
times. In addition, it should be noted that besides the
excitation light (Figure S21a), the ∼540 nm emissions can also
result in photobleaching of dyes of IR-806 (Figure S21c),
which may arise from the weak absorption (∼500 nm) of dyes
(Figure S7a). The photobleaching will also minimize the
enhancement ability of dyes due to a virtual reduction of the
number of dyes, which is especially unfavorable for some
practical applications that need continuous irradiation.
In summary, we established the clear physical picture behind
the dye-sensitized UCL process, which includes the ET, EBT,
and EM processes. In particular, the ultrastrong broadband
absorption of dyes and the large number of dyes conjugated on
the surface of UCNPs not only resulted in ET for sensitizing
UCNPs but also contributed to the high unwanted EBT from
UCNPs to dyes. The high EBT process even could limit the
conjugated number of dyes used for UCL. More importantly,
surface-excited Nd3+ ions would easily migrate energy to
surface quenching sites, which will generate heavy EM loss.
Considering the loss during the ET, EBT, and EM processes,
we reasonably explained the gap between the excitation energy
input and the UCL output. Given that UCL is the nolinear
power dependence property of the photoluminescence, when
the absorption of UCNPs is increased 100- or 1000-fold, the
UCL should be enhanced 100- to 10 000-fold theoretically.
Therefore, to avoid the energy loss during the ET, EBT, and
EM processes will remarkably enhance UCL, which remains a
large space to explore in the future.
In addition, we have demonstrated that the acceptor number
is the critical factor, which not only resulted in the ET from the
dyes to UCNPs (even though the lifetime of donors is much
shorter than that of acceptors) but also generated the
surprising EBT from UCNPs to dyes (even though the spectra
overlap is little). Actually, for dye-sensitized Ln3+-doped
nanoparticles, thousands of dyes can exist on the surface of
nanoparticles, and the nanoparticles contain thousands of
lanthanide ions as luminescence centers. Thus multiple donors
and acceptors can simultaneously exist in one nanosystem,
which has never been previously seen. New theoretical models
and more experimental studies need to be considered in the
future.
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