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ABSTRACT: To promote the development of near-infrared
(NIR) light sources in optoelectronic and biomedical applications,
the discovery of NIR-emitting phosphor materials and their design
principles are essential. Herein, we report a novel Eu2+-activated
broadband NIR-emitting phosphor, BaSrGa4O8:Eu2+, which
features multisite occupation due to Ba/Sr and oxygen site
occupancy disorder. With an increase in the Ba/Sr atomic ratio
from 1:1 to 1.7:0.3, the Eu2+ emission band maximum red-shifts
from 670 to 775 nm, along with an enlargement of the full width at
half-maximum (FWHM) from 140 to 230 nm. The underlying
mechanism for the structure−property relationship is elucidated
using density functional theory calculations. The application of the
NIR phosphor-converted light-emitting diodes (pc-LEDs) is
demonstrated, showing their potential in night-vision technology. Our results can initiate further exploitation of the host structural
disorder toward Eu2+ broadband NIR luminescence for applications in pc-LEDs.

■ INTRODUCTION
Near-infrared (NIR) light sources play an important role in
NIR spectroscopy technologies, which are widely applied in
night-vision, food analysis, biomedical imaging, etc.1−4 Tradi-
tional NIR light sources, such as tungsten−halogen lamps or
NIR light-emitting diodes (LEDs), suffer from massive sizes or
narrow emission spectra (full width at half maxima (FWHM)
<50 nm), which are unsuitable for portable applications
including daily food and health monitoring and rapid analysis
where the compact size and sufficiently broad NIR emission
are desired.5 Recently, NIR-emitting phosphor-converted
LEDs (pc-LEDs) have attracted considerable research interest
because of their small size, tunable broadband emission, and
high efficiency. However, the development of efficient and
broadband NIR-emitting phosphors, especially those that can
be excited by commercial ultraviolet (n-UV) or blue LED
chips, remains a significant challenge.6,7

Octahedrally coordinated Cr3+ has been considered as an
ideal luminescence center to realize broadband NIR emission
in the range of 650−1200 nm due to the 4T2 → 4A2 transition
within the 3d3 configuration that can be excited by the
commercial blue LED chips.8 However, Cr3+ tends to be
oxidized into Cr4+ and Cr6+ during high-temperature synthesis,
which is toxic and also deteriorates the performance of the
phosphors.9,10 Other transition-metal ions such as Mn4+, Ni2+,
and Fe3+ have also been investigated to design broadband NIR-
emitting phosphors, but they generally cannot be effectively

excited by blue light.11−13 Eu2+-activated phosphors normally
exhibit tunable emissions in the visible range and have been
widely applied in the field of commercial white LEDs.14−16 It is
worth noting that Eu2+-activated NIR-emitting oxide-based
phosphors, especially those that can be pumped by the
commercial blue LED chips, have been reported just recently
based on the pioneering work of our group.17 Moreover, Eu2+-
doped nitride near-infrared phosphors that can be excited by
blue light have also been reported.18 Generally, by designing
Eu2+ substitutions at host sites with small coordination
numbers (e.g., six-coordinated sites), blue-light pumped
broad NIR emissions have been achieved in a number of
Eu2+-activated phosphors, with the emission band maximum
λmax = 720−773 nm and FWHM = 120−210 nm (Table S1). It
is noted that the dopants Eu2+ at a small host site experience
relatively large crystal-field interactions with their crystalline
surroundings leading to long-wavelength excitation and
emission.
Generally, Eu2+ substitutions at multiple crystallographic

sites with different coordinating environments are beneficial for
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increasing the FWHM of the emission band owing to
inhomogeneous band broadening. A promising strategy along
this line featuring multisite substitution is to exploit the
structural disorder of the host lattice, which could result in
numerous distinct local coordinating environments. Accord-
ingly, we report a novel Eu2+-activated NIR-emitting phosphor
BaSrGa4O8:Eu2+ that exhibits broadband emission at 550−900
nm under 450 nm blue-light excitation. The host material is
characterized by a random occupation of Ba and Sr atoms at
three crystallographic sites (referred to as BS1, BS2, and BS3
sites hereafter), together with the half occupancy at the two
oxygen sites (O4 and O5 in Figure 1a). Within a cutoff bond
length of 3.1 Å, the three BS sites are all nominally coordinated
by nine oxygens, but actually, the BS1 and BS2 sites are each
coordinated by 7.5 oxygens located at six fully- and three half-
occupied O sites, and the BS3 site is surrounded by six oxygens
located at three fully- and six half-occupied oxygen sites
(Figure 1b). The dopants Eu2+ are expected to substitute at
these sites owing to size and charge match. Controllable
emission from λmax = 670 to 775 nm was observed for
Ba1+ySr1−yGa4O8:Eu2+ with an increase in the Ba/Sr ratio from
y = 0 to 0.7, along with an increase of the FWHM of the
emission band from 140 to 230 nm. This work represents an
innovative attempt by structural design and site occupation in
solid-state materials, and the targeted exploitation of structural
disorder in the host material is useful for generating Eu2+
broadband NIR luminescence.

■ EXPERIMENTAL SECTION
Synthesis. Ba1+ySr1−yGa4O8:Eu2+ (y = 0, 0.3, 0.5, 0.7) powder

samples were synthesized via a high-temperature solid-state reaction.
According to the given stoichiometric ratios, the mixtures of high-
purity BaCO3 (A.R.), SrCO3 (A.R.), Ga2O3 (99.99%), and Eu2O3

(99.99%) were weighed and ground in an agate mortar and
transferred into an alumina crucible. They were then sintered under
a reducing atmosphere (20%H2/80%N2) at 1300 °C for 8 h, cooled
naturally to room temperature, and finely ground using a mortar for
further characterization.
Characterization. The powder X-ray diffraction (PXRD) patterns

of all of the samples were collected at room temperature (RT) using
an Aeris PXRD diffractometer (PANalytical Corporation, Nether-
lands) operating at 40 kV and 15 mA with monochromatized Cu Kα
radiation (λ = 1.5406 Å). Rietveld analysis of PXRD was performed
using TOPAS 4.2.19 The morphology and particle size were
characterized by scanning electron microscopy (SEM) (NOVA
NANOSEM 430), and the elemental mapping was performed using
energy-dispersive X-ray spectroscopy (EDS) combined with SEM.
The photoluminescence (PL) and photoluminescence excitation
(PLE) spectra, luminescence decay curves, and temperature-depend-
ent emission spectra were measured using an FLS1000 fluorescence
spectrophotometer equipped with xenon (Xe) lamps as radiating
sources. The PLQYs values were measured using an integrated sphere
on the Edinburgh FLS1000 fluorescence spectrophotometer. For the
NIR pc-LED lamp fabrication, a blue InGaN chip (λem = 450 nm) was
combined with the selected NIR-emitting Ba1.7Sr0.3Ga4O8:0.02Eu2+
phosphor. The PL spectra of the as-fabricated NIR pc-LED were
measured by Morpho 3.2 software with a NOVA Laboratory Class
Spectrometer. The output spectrum and device parameters of the as-
fabricated NIR pc-LED were measured using an integrating sphere
spectroradiometer system (HAAS-2000, Everfine). The demonstra-
tion images were collected by a NIR and a visible camera.
Computational Methodology. Periodic density functional

theory (DFT) calculations were carried out using the Perdew−
Burke−Ernzerhof (PBE) functional20 and its PBE + U variant with U
= 2.5 eV for Eu 4f electrons,21,22 as implemented in the VASP
package.23,24 Ba(5d106s2), Sr(4d105s2), Ga(4s24p1), O(2s22p4), and
Eu(5s25p64f76s2) were treated as valence electrons, and their
interactions with the respective cores were described by the
projected-augmented-wave approach.25 The atomic structures were
fully optimized until the total energies and the forces on the atoms

Figure 1. (a) Crystal structure diagram of BaSrGa4O8 viewed along the c-axis. (b) Coordination structures of BSi (i = 1−3) sites. (c) XRD pattern
of Ba1+ySr1−yGa4O8:0.02Eu2+ (y = 0, 0.3, 0.5, 0.7). (d) Rietveld refinement of BaSrGa4O8:0.02Eu2+. (e) Variation of lattice parameters a, b, and c
and cell volume V(y) of Ba1+ySr1−yGa4O8:0.02Eu2+ (y = 0, 0.3, 0.5, 0.7). (f) Element-mapping images of Ba, Sr, Ga, O, and Eu for the selected
BaSrGa4O8:0.02Eu2+ particle.
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converged to 10−6 eV and 0.01 eV Å−1, respectively. A 2 × 2 × 2 k-
point grid was employed to sample the Brillouin zone, and the cutoff
energy of the plane wave was set to 430 eV.

■ RESULTS AND DISCUSSION
BaSrGa4O8 crystallizes in hexagonal symmetry with the space
group P63 (No. 173). The crystal structure consists of six-
membered rings of GaO4 tetrahedra on the ab plane, and the
Ba/Sr atoms are located at the centers of the rings, as given in
Figure 1a,b. Figure 1c displays the XRD patterns of the as-
prepared Ba1+ySr1−yGa4O8:0.02Eu2+ (y = 0, 0.3, 0.5, 0.7)
measured at RT, which are highly consistent with the standard
pattern (ICSD-95170),26 with no detectable traces of impurity
phases. The main diffraction peak shifts to a lower scattering
angle with the gradual replacement of Ba for Sr, which can be
attributed to lattice expansion caused by the substitution of the
larger Ba2+(IR = 1.47 Å, CN = 9) for the smaller Sr2+(IR =
1.31 Å, CN = 9) in the same fold of coordination. Rietveld
refinements of the XRD patterns were further conducted using
the crystallographic data of BaSrGa4O8 as the starting model.
The results are depicted in Figure 1d for the y = 0 sample and
in Figure S1 for the other samples and are also listed in Table
S2. The refinements showed good convergence with Rwp =
5.81% and Rp = 4.85% for BaSrGa4O8. The refined cell
parameters increase linearly with increasing y, verifying the
formation of solid solutions in accordance with Vegard’s rule
(Figure 1e). The fractional atomic coordinates, isotropic
displacement parameters, and the main bond lengths for all
of the samples are given in Tables S3 and S4. Figure 1f depicts

the SEM image and EDS patterns of the selected
BaSrGa4O8:0.02Eu2+ sample. The smooth surface of the
crystallite with a particle size of approximately 40 μm
demonstrates its high crystallinity. Furthermore, the elemental
mapping images show that Ba, Sr, Ga, O, and Eu are uniformly
distributed in the BaSrGa4O8:0.02Eu2+ phosphor particles.
Finally, Figure S2 depicts the XRD patterns of BaSr-
Ga4O8:xEu2+ (x = 0.01−0.04) in comparison with the standard
pattern, showing the high phase purity of the samples in the
dopant concentration range.
The PL emission and excitation spectra of BaSrGa4O8:xEu2+

(x = 0.01−0.04) at RT are displayed in Figure S3. Under blue
light at 450 nm excitation, the emission spectra exhibit similar
profiles extending from 550 to 870 nm with a maximum at 670
nm and FWHM = 140 nm. Normally, such broad emissions
are related to the fact that Eu2+ ions are distributed at multiple
sites, which will also be discussed later. Nevertheless, one can
find from Figure S3 that the spectral profile remains invariable,
indicating that the site distribution remains unchanged with
varying Eu2+ contents. The corresponding excitation spectra
show similar behaviors when monitoring the peak emission at
670 nm. The maximal emission or excitation intensity was
found at x = 0.02, and a further increase in the doping
concentration resulted in a decrease in the intensity due to
concentration quenching. Therefore, the samples with 2% Eu2+
were chosen for further investigation. Moreover, the diffuse
reflectance spectra and the fitting band gap were demonstrated
in Figure S4, and the band gap value of BaSrGa4O8 by
experimental fitting is determined to be 3.80 eV, and the Eu2+

Figure 2. (a) Photoluminescence emission and excitation spectra of Ba1+ySr1−yGa4O8:0.02Eu2+ (y = 0, 0.3, 0.5, 0.7) and photographs of the samples
under 450 nm excitation. (b) Normalized emission spectra of Ba1+ySr1−yGa4O8:0.02Eu2+(y = 0, 0.3, 0.5, 0.7) under 450 nm excitation. (c)
Luminescence decay curves of BaSrGa4O8:0.02Eu2+ upon excitation at 450 nm and monitored at 670 nm, measured at RT and 77 K, respectively.
(d) Luminescence decay curves of of Ba1+ySr1−yGa4O8:0.02Eu2+(y = 0, 0.3, 0.5, 0.7) measured at RT.
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doping has little effect on this. Figure 2a depicts the variation
o f t h e em i s s i o n a n d e x c i t a t i o n s p e c t r a o f
Ba1+ySr1−yGa4O8:0.02Eu2+ at room temperature. With increas-
ing y from 0.0 to 0.7, the emission band maximum exhibits a
gradual red-shift from 670 to 775 nm, together with a band
broadening from FWHM = 140 to 230 nm (Figure 2b). The
spectral variation results in a gradual fading of the red emission
color (side inset of Figure 2a). It is noted that the emission
intensities decrease with increasing Ba content, and the
intensity at y = 0.7 is only 35% of that at y = 0 (Figure S5).
Moreover, the internal quantum efficiency (IQE) is also
reduced from 28.6% at y = 0 to 20.8% at y = 0.7 (Table S6).
This phenomenon is possibly related to a decrease of Eu2+
emission centers in the phosphors with increasing Ba content.
Low-temperature (at 77 K) emission spectra were also
measured for Ba1+ySr1−yGa4O8:0.02Eu2+ (y = 0 and 0.7),
exhibiting a similar variation behavior with y as the room-
temperature spectra (Figure S6). Furthermore, the lumines-
cence decay behaviors of BaSrGa4O8:0.02Eu2+ monitored at
peak wavelength 670 nm were measured at 77 K and RT
(Figure 2c). The decay curves can be approximately fitted with
triple-exponential functions,27 and the derived average decay
times are 1.12 μs (77 K) and 6.84 μs (RT), respectively, and
the fitting parameters are given in Table S5. The low-
temperature lifetime value agrees well with those observed for
the normal Eu2+ 5d → 4f emission (around ∼1.0 μs),28 and the
much larger value at RT is probably related to thermally
activated electron detrapping processes, which contributes to
the lengthening of luminescence decay.29 Figure 2d compares
the luminescence decay behaviors of Ba1+ySr1−yGa4O8:0.02Eu2+
with y = 0, 0.3, 0.5, and 0.7 at room temperature. All of the
curves can be fitted with triple-exponential functions and the
average lifetime increases from 6.84 μs for y = 0 to 10.48 μs for
y = 0.7 (Table S7).
To understand the connection between the Eu2+ emission

properties and the nature of the local structure, DFT
computations were first carried out for the Eu2+ site occupation
and local coordination environments in Ba1+ySr1−yGa4O8 (y = 0
and 2/3). The occupation disorders on the three BS sites as

well as the half occupancies of the two oxygen sites need to be
modeled first. This was achieved by enumerating all possible
configurations of Ba and Sr atoms in combination with the
configurations of O atoms on the two half-occupied sites
within the Ba1+ySr1−yGa4O8 unit cell. In Ba1+ySr1−yGa4O8, the
atomic ratios Ba/Sr are 1 and 5 for y = 0 and 2/3, respectively,
for which there are, in principle, 1280 and 384 configurations
that reduce to 140 and 42 configurations after considering
crystal symmetry.30 For each crystallographically distinct
configuration, an Eu atom was substituted at each of the six
Ba or Sr sites, which totally generates 840 and 252 Eu-doped
configurations for y = 0 and 2/3, respectively. The relative
occurrence probabilities of these configurations were evaluated

by ( )P expi Z i
E

kT
1 i= , where Ei is the calculated DFT total

energy, k is the Boltzmann constant, T = 1573 K is the material
synthesis temperature, Ωi is the configuration multiplicity, and
Z is the partition function. Moreover, to elucidate the
structure−property relationship, optimized structural proper-
ties around Eu2+ within a cutoff Eu−O bond length of 3.1 Å
were also collected for each distinct configuration, such as the
coordination number (CN), the average bond length (dav), and
the distortion index (DI), which are considered to represent
the size and asymmetry of the site, respectively, when the CN
remains invariant.31

For BaSrGa4O8:Eu2+, out of the 840 configurations, 756
configurations have Eu2+ coordinated by six oxygens with a
total occurrence probability (P) of 99.48%. The average Eu−O
bond lengths are distributed in narrow ranges, with P = 92.84%
for dav = 2.50−2.60 Å and P = 5.04% for dav = 2.60−2.70 Å.
S im i l a r l y , among t h e 252 configu r a t i on s f o r
Ba5/3Sr1/3Ga4O8:Eu2+, there are 227 configurations with Eu2+
coordinated by six oxygens, with a total P = 98.88%. The
distribution of the average Eu−O bond lengths also lie in
concentrated ranges, i.e., dav = 2.50−2.60 Å (P = 86.58%) and
2.60−2.70 Å (P = 13.31%). These results indicate that the
dopants Eu2+ in Ba1+ySr1−yGa4O8 are predominantly sur-
rounded by six oxygens, despite the fact that the substitutional
sites BS1−3 are nominally coordinated by nine oxygens in the

Figure 3. Calculated relative occurrence probabilities (P) against the distortion indices of the coordination polyhedra of Eu2+ at all BS sites (i) and
at the BS1 (ii), BS2 (iii), and BS3 (iv) sites for BaSrGa4O8 (a) and Ba5/3Sr1/3Ga4O8 (b).
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host crystal. It should be noted that the six-coordination of
Eu2+ by oxygens is unusual, and in this case, the crystal-field
splitting of the Eu2+ 5d level is larger than the common cases of
higher seven- or eight-coordinations, which would lead to
longer-wavelength 4f−5d absorption and emission even in the
near-infrared spectral region,28 as indeed experimentally
observed in this work.
Next, we examined the observed emission maximum red

shift and band broadening with increasing y for
Ba1+ySr1−yGa4O8:Eu2+. The 4f65d1−4f7 (5d−4f) emission
(em) energy of Eu2+ can be expressed as Eem = Eab − ΔS,
where Eab denotes the lowest 4f−5d absorption (ab) transition
energy and ΔS is the Stokes shift. Eab is related to the centroid
energy shift (εc) of the 5d configuration relative to the free ion
and the 5d crystal-field splitting (εcfs), which are determined by
the Eu−O covalency and the size of the coordination
polyhedron, respectively. From the aforementioned computa-
tional results, the coordination numbers and the average Eu−
O bond length are largely unchanged from y = 0 to 2/3 for
Ba1+ySr1−yGa4O8:Eu2+, which means that εc and εcfs and
therefore Eab would not change appreciably with increasing y.
This result is in good agreement with the experimental
observation that the excitation spectral profile is almost
invariant for different Ba1+ySr1−yGa4O8:0.02Eu2+ (Figure S7).
On the other hand, a correlation has been made in the

literature between the Stokes shift ΔS and the structural
asymmetry of the dopant site.32 It has been proposed that the
coordination polyhedron of Eu2+ at an asymmetric site would
rearrange significantly in the 5d excited state leading to a large
ΔS. In this work, the site asymmetry is measured using the
distortion index (DI) defined in terms of bond lengths, i.e.

n
d d

d
DI

1

i

n
i

1

av

av
= | |

=

where di is the ith Eu−O bond length and n is the CN.33

Figure 3 depicts the relative occurrence probabilities against
the distortion indices of Eu2+ coordination polyhedra in the
enumerated configurations. It shows that for BaSrGa4O8:Eu2+,
the DIs are concentrated in the ranges of 0.02−0.04 (P =
33.76%) and 0.04−0.06 (P = 53.49%) (Figure 3a(i)), whereas
for Ba5/3Sr1/3Ga4O8:Eu2+, the DIs are evenly distributed over
the range 0.00−0.08 (Figure 3b(i)). Especially, the total P for
the configurations with large DI = 0.06−0.08 increases from
8 . 0 0% f o r B a S r G a 4O 8 : E u 2 + t o 2 8 . 5 6% f o r
Ba5/3Sr1/3Ga4O8:Eu2+. This indicates that there are more
highly asymmetric Eu2+ sites in the latter compound with
ensuing large Stokes shifts than in the former compound. Since
a larger Stokes shift corresponds to a longer-wavelength and
broader-band emission, the above finding suggests that the
relative intensity of the long-wavelength portion of the
emission spectrum for Ba5/3Sr1/3Ga4O8:Eu2+ is higher than
that of BaSrGa4O8:Eu2+, leading to a picture that the emission
spectrum of Ba5/3Sr1/3Ga4O8:Eu2+ is redshifted and broadened
with respect to that of BaSrGa4O8:Eu2+. Thus, the gradual red
shift and broadening of the emission spectrum of
Ba1+ySr1−yGa4O8:Eu2+ with increasing y is due to the increase
of the number of highly asymmetric Eu2+ sites, which results in
a larger Stokes shift and thereby longer-wavelength and
broader-band emission.
It is interesting to see if the above change in the P vs. DI

distribution from BaSrGa4O8:Eu2+ to Ba5/3Sr1/3Ga4O8:Eu2+ is
correlated with Eu2+ site occupations at the three BS sites. To
investigate this further, the Eu2+ distribution was decomposed
into the three sites. Figure 3a(ii−iv) shows that, in BaSrGa4O8,
Eu2+ occupations at the BS1−3 sites have comparable
occurrence probabilities, i.e., P = 34.31, 30.18, and 35.51%,
respectively, and the P vs. DI distributions in the three cases
are similar to each other and also to the overall distribution in
Figure 3a(i). In contrast, in Ba5/3Sr1/3Ga4O8, the dopants Eu2+

Figure 4. (a) Luminescence spectra and photographs of as-fabricated pc-LED fabricated by combining a commercial blue LED and the NIR-
emitting Ba1.7Sr0.3Ga4O8:0.02Eu2+ phosphor. (b) Luminescence spectra of the fabricated pc-LED upon various forward bias currents. (c)
Photographs taken under natural and NIR pc-LED light irradiations as captured by the visible and NIR cameras, respectively.
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are mainly located at BS3 sites with P = 51.68% (Figure
3b(iv)), and notably, the associated distortion indices are
much larger than those for Eu2+ at BS1 and BS2 sites (Figure
3b(ii,iii)). One thus concludes that increasing the Ba/Sr
atomic ratio from BaSrGa4O8 to Ba5/3Sr1/3Ga4O8 leads to a
significant enhancement of Eu2+ occupancy at the BS3 site,
which is characterized by relatively large DIs and ΔS,
contributing dominantly to the red shift and broadening of
the emission spectrum.
Finally, we recall and discuss the reason behind the

increased tendency of Eu2+ occupation at the BS3 site with
increasing y in Ba1+ySr1−yGa4O8:Eu2+. Since the dopant Eu2+ is
supposed to be substituted at the Sr2+ site rather than at the
Ba2+ site due to size match, we calculated the Sr2+ distribution
over the BS1−3 sites in the undoped compounds. It is found
that the Sr occupancy ratios on the three BS sites are
0.93:0.93:1.14 for BaSrGa4O8 and 0.21:0.17:0.62 for
Ba5/3Sr1/3Ga4O8, respectively. This indicates that the Ba excess
induces a redistribution of Sr atoms on the three BS sites, with
the BS3 site being preferred. This could be due to the relatively
small size of the BS3 site (Figure 1b), which is favorable for
Sr2+ rather than Ba2+ occupation. Therefore, the Sr2+
distribution on the BS1−3 sites regulates the Eu2+ distribution
and thus the luminescence properties.
To further evaluate the thermal stability of the

Ba1+ySr1−yGa4O8:0.02Eu2+ (y = 0, 0.7) phosphors, the temper-
ature-dependent emission spectra in the temperature range of
25−200 °C were collected under 450 nm excitation (Figure
S8a,b). The emission peak position presents a slight blue-shift
because of the decrease in crystal-field strength, which is
caused by gradual lattice expansion with increasing temper-
ature. Moreover, the increased FWHM is related to the
intensive electron−phonon interactions with increasing tem-
perature. It can be clearly seen that the thermal stability of
Ba1.7Sr0.3Ga4O8:0.02Eu2+ is slightly better than that of
BaSrGa4O8:0.02Eu2+ (Figure S8c). A possible reason for this
is that the introduction of Ba ions reduces the disorder of
BaSrGa4O8, making its crystal structure more stable and hence
improving its thermal stability.
A NIR pc-LED lamp was fabricated to illustrate the potential

application by combining the Ba1.7Sr0.3Ga4O8:0.02Eu2+ phos-
phor and a commercial blue light-emitting InGaN chip. The
broadband PL spectrum and the as-obtained and lit NIR pc-
LED lamps at a forward bias current of 300 mA are given in
Figure 4a. Figure 4b demonstrates the PL spectra of the LED
device upon different forward bias currents (50−300 mA). The
power efficiencies of the NIR LEDs have been measured
depending on the current (Table S8), and one can find that the
output power increases and reaches 14.6 mW@300 mA. Figure
4c displays photographs captured by visible and near-infrared
cameras under natural and NIR pc-LED light irradiations. The
color image of the flowers can be clearly detected under natural
light irradiation but cannot be observed under dark conditions.
By contrast, when the NIR pc-LED irradiation was adopted,
the near-infrared camera can clearly capture black-and-white
images of flowers. These results indicate that the achieved
tunable Ba1.7Sr0.3Ga4O8:0.02Eu2+ phosphor has the application
potential in night-vision technology.

■ CONCLUSIONS
In summary, Eu2+-activated Ba1+ySr1−yGa4O8 (y = 0, 0.3, 0.5,
0.7) phosphors were successfully synthesized by a high-
temperature solid-state reaction. Under the blue-light

excitation at 450 nm, the phosphors exhibited an emission
red-shift from 670 to 775 nm when the Ba contents were
increased from y = 0 to 0.7, along with an increase of FWHM
from 140 to 230 nm. The property regulation was elucidated
on the basis of DFT calculations and attributed to more Eu2+
occupation on relatively highly asymmetric cationic sites,
which is attributed to a combined structural effect of (i) Eu2+
substitution at small sites coordinated by six oxygens, (ii)
greater diversity of Eu2+ local environments with increasing y,
and (iii) larger Eu2+ local structural distortion caused by Ba
excess. The concept of utilizing the host structure disorder to
realize Eu2+ broadband emission is expected to open promising
opportunities for developing NIR-emitting phosphors for
multiple spectroscopy applications.
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