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Featured Application: The original glass material synthesized in this study is expected to be
functional and practical in various applications.

Abstract: In this study, we report the dosimetric properties of zinc-doped magnesium borate
(MgB4O7:Zn) glass, which was originally synthesized. MgB,O7:Zn glass was successfully syn-
thesized through the melt-quenching technique. The amorphous nature of the synthesized samples
was observed through X-ray diffraction (XRD) analysis and further confirmed through field emission
scanning electron microscopy (FESEM) analysis. The glass-forming ability and thermal stability were
estimated to be 0.61 and 1.62, respectively. The TL dosimetric characteristics, i.e., dose response,
reproducibility, TL sensitivity, minimum detectable dose and signal stability, are reported. The
synthesized sample demonstrated a simple glow curve with a single well-defined dosimetric peak at
240 °C with an optimal heating rate of 7 °C s~!. The synthesized glass demonstrated a linear dose
response from 3 Gy to 5 kGy. The promising dosimetric characteristics demonstrate the potential of
the synthesized glass to be recommended as a TL dosimeter for a wide range of applications.

Keywords: magnesium borate glass; zinc; dopant; thermoluminescence; dosimetry; y-rays

1. Introduction

The thermoluminescence (TL) dosimetry technique is a well-established radiation
dosimetry technique. However, despite the range of commercially available TL dosimeters,
the need for a single robust, tissue-equivalent and highly sensitive thermoluminescence
dosimeter with excellent signal stability is always desirable for an extended range of
dosimetric applications. The development of a highly sensitive tissue-equivalent thermolu-
minescence dosimeter with excellent signal stability remains a challenge for researchers.
Researchers, over the years, have laboriously explored different compounds to develop a
single TL dosimeter for a wide range of dosimetric applications.

Magnesium borate (MgB4O7) remains a host matrix of interest due to its unique
dosimetric characteristics and has been extensively explored since it was first developed
50 years ago [1-10]. Most of the literature focused on the effectiveness of rare earth
dopants [1,2,6-8,11-17]. While the dosimetric properties were improved to some extent
with the introduction of various dopants, the crystalline nature of the reported materials
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restricted the user due to the need for careful handling of the material [18]. The low
effective atomic number (Zqg = 8.4), which is close to human muscle (Zqg = 7.64), makes the
MgB,O7-based thermoluminescence dosimeters suitable for clinical radiation dosimetry,
whereas the high neutron capture cross-section of !B attracts researchers to develop a
MgB4Oy-based neutron dosimeter [8,19,20]. The optical fading of these detectors remains
a serious concern that affects the signal stability significantly and restricts the material to
limited dosimetric applications. The suitability of glass-based luminescence dosimeters in
postal dosimetric audits is well recognized, thus attracting attention and more focus on
glass-based luminescence dosimeters [21,22].

In this study, we report the synthesis, structural and dosimetric properties of a novel
MgB,407:Zn glass-based TLD. To the best of the authors” knowledge, this is the first report
of the use of this material for radiation dosimetry.

2. Materials and Methods
2.1. Sample Preparation and Characterization

The MgB4Oy:Zn glass series was made from zinc oxide (ZnO), magnesium oxide (MgO)
and boron oxide (B,O3) in powder form, with >99% analytical-grade purity (Alfa Aser, Haver-
hill, MA, USA). The nominal compositions (35-Y)MgO-65B,03, with Y(ZnO) =01 <Y <1,
were prepared using the melt-quenching technique [23-25]. The chemical composition of the
individual glass samples is shown in Table 1. The detailed preparation process can be found
in the literature [26].

Table 1. Composition of synthesized samples.

Composition (mol%)

Sample ID B,03 MgO ZnO
Host Modifier Dopant
535651 65.00 34.90 0.10
535652 65.00 34.80 0.20
535653 65.00 34.70 0.30
535654 65.00 34.60 0.40
535655 65.00 34.50 0.50
535656 65.00 34.40 0.60
535657 65.00 34.30 0.70
535658 65.00 34.20 0.80
535659 65.00 34.10 0.90
5356510 65.00 34.00 1.00

The structural and thermal characteristics of the synthesized samples were observed
through X-ray diffraction, field emission scanning electron microscopy (FESEM), energy
dispersive X-ray (EDX) spectroscopy and differential scanning calorimetry (DSC). The
amorphous nature of the synthesized samples was confirmed through X-ray diffraction
(XRD) analysis using a D8 ADVANCE diffractometer (BRUKER corporation, Billerica, MA,
USA). The XRD profiles were collected for powdered glass samples at 20 from 20° to
80° at a scanning rate of 0.02° s~!. The phase homogeneity and surface morphology of
the synthesized samples were analyzed through FESEM and elemental composition was
confirmed through EDX spectroscopy using FEl NOVA NANOSEM 450 (FEI, Hillsboro,
OR, USA). The thermal stability of synthesized glasses and the glass-forming ability of
the proposed mixtures were estimated through DSC using SETSYS Evolution (SETARAM
Instrumentation, Caluire-et-Cuire, France). The DSC thermogram was obtained between
the temperature range of 50 °C to 1000 °C with a heating rate of 10 °C/min. The temperature
accuracy of the SETSYS Evolution is £0.1 °C [27].
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2.2. Dosimetric Characterization

The dosimetric evaluation of the synthesized glass series was carried out at the
Malaysian Nuclear Agency. The synthesized glasses were irradiated to y-rays from a
Cs-137 source. Subsequent thermoluminescence measurements were performed using
Harshaw TLD™ reader model 3500, after 24 h, to eliminate the low-temperature peaks
associated with shallow traps, which contribute to higher signal instability.

2.2.1. Heating Rate Optimization

A group of samples was identified, encapsulated and labeled. The samples were irra-
diated to a test dose of 10 Gy under standard irradiation conditions. Thermoluminescence
measurements were obtained after 24 h to eliminate the low-temperature peaks associated
with shallow traps, using different heating rates ranging from 1 °C s~ ! to 15 °C s~ ! to
identify practically and economically effective heating rates.

2.2.2. Composition Optimization

A group of samples from each batch was identified, encapsulated and labeled. The
samples were irradiated to a test dose of 10 Gy under standard irradiation conditions. Ther-
moluminescence measurements were obtained after 24 h to eliminate the low-temperature
peaks associated with shallow traps, using the identified optimal heating.

2.2.3. Annealing Process

A group of samples with optimal composition was identified, encapsulated and la-
beled. The samples were irradiated to a test dose of 10 Gy under standard irradiation
conditions. Thermoluminescence measurements were obtained after 24 h to eliminate the
low-temperature peaks associated with shallow traps, using the optimal heating rate. The
annealing process consists of two components: annealing time and annealing temperature.
Therefore, in the first step, the 30 min annealing time was fixed and the annealing tempera-
ture varied from 100 °C to 400 °C in 50 °C increments to identify the optimum annealing
temperature. In the second step, the annealing temperature was fixed at a pre-identified
annealing temperature and the annealing time varied from 15 min to 180 min to identify
the optimum annealing time.

2.2.4. Dose Response

A group of dosimeters was identified, annealed, encapsulated and labeled. The sam-
ples were irradiated to pre-identified test doses, ranging from 3 Gy to 5 kGy, under standard
irradiation conditions using a Cs-137 gamma cell. Thermoluminescence measurements
were obtained after 24 h to eliminate the low-temperature peaks associated with shallow
traps using the optimal heating rate.

2.2.5. Reproducibility

Two groups of samples were identified, annealed, encapsulated and labeled. The
groups were subjected to two different process cycles. A process cycle was identified as
annealing, irradiation and readout, whereas the other process cycle excluded annealing.
The samples were irradiated to a test dose of 4 Gy under standard irradiation conditions
using a Cs-137 gamma cell. Thermoluminescence measurements were obtained after 24 h
to eliminate the low-temperature peaks associated with shallow traps using the optimal
heating rate. The process was repeated for seven cycles for both groups to estimate the
effect of annealing on the sensitivity of the dosimeters.

2.2.6. Signal Stability

A group of samples was identified, annealed, encapsulated and labeled. The samples
were irradiated to a test dose of 10 Gy under standard irradiation conditions using a Cs-137
gamma cell. Signal stability was estimated under two different storage conditions, i.e., a
light-tight environment and visible light environment at room temperature. Thermal fading
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was estimated by storing the samples in a light-tight environment at room temperature.
Optical fading was estimated under two different storage conditions, i.e., under direct
sunlight and under fluorescent light. Thermoluminescence measurements were obtained
using an optimal heating rate.

2.2.7. TL Sensitivity

Two groups of dosimeters, synthesized glass and standard TLD-100, were identified,
annealed, encapsulated, labeled and irradiated to a test dose of 5 Gy under standard irradi-
ation conditions using a Cs-137 gamma cell. The absolute sensitivity can be determined
using Equation (1) [18].

TL
S= Do 1)
where TL is the thermoluminescent dosimeter response in reader unit, D is the test dose in
Gy and m is the mass of the dosimeter.
The relative sensitivity can be determined by normalizing the TL response of the

material of interest to that of the standard TLD-100 (LiF:Mg,Ti), given as Equation (2) [28]:

S(D)TLD material
S(D)y = —4H~———— 2
(D) S(D)rLp-100 @)

where S(D)11p material and S(D)1rp-100 are the absolute sensitivity of the test material and
the standard TLD-100 (LiF:Mg,Ti), respectively.

2.2.8. Minimum Detectable Dose

The minimum detectable dose was calculated via the approach proposed by Pagonis
and colleagues, given as Equation (3) [29]:

MDD = 3UBKGCF (3)

where g represents the standard deviation of zero-dose measurements and CF is the
calibration factor determined using Equation (4):

D,

CF =
F N (M; — Myy)

(4)

where D, is the calibration dose, N is the number of TL dosimeters, M; is the measurement
of the i TL dosimeter and M, is the background measurement of the i" TL dosimeter.

3. Results and Discussion
3.1. Sample Characterization
3.1.1. Phase Analysis

Figure 1 presents a typical XRD spectrum of the synthesized MgB,O7:Zn glass. The
amorphous nature of the synthesized sample is confirmed through the absence of sharp
peaks and the presence of broad humps. The broad humps between 24° to 36° and 37°
to 48° could be attributed to MgO and BO, respectively [26]. The two broad peaks in
the XRD spectra result from short-range orders and confirm the amorphous nature of
the synthesized samples [30]. The results demonstrate that MgB4O7:Zn glass could be
successfully prepared using the melt-quenching method.
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Figure 1. Typical XRD spectrum of MgB4O7:Zn glass.

3.1.2. Surface Morphology

A homogeneous amorphous surface morphology is confirmed through FESEM analy-
sis. The absence of grains, as shown in Figure 2, further confirms the glassy nature of the
synthesized samples.

HY det wWD mag (| —_— 200 Nnm
10.00 kW TLD 5.1 mm 400 000 x NOR USM

Figure 2. Surface morphology of MgB4O7:Zn glass observed by field emission scanning electron
microscopy (FESEM).

3.1.3. Thermal Analysis

The glass-forming ability and glass thermal stability are the parameters of interest
that demonstrate the ability of the proposed melt to resist crystallization when subjected
to temperature variations. The characteristic temperatures, glass transition temperature,
Ty, crystallization temperature, T, and melting temperature, Ty, used to estimate the glass-
forming ability and glass thermal stability are identified from thermal analysis. Thermal
events, endothermic or exothermic reactions, occur upon heating the glass and are identi-
fied through DSC [31]. The DSC thermogram of quenched MgB,O7:Zn glass, identifying
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the thermal events of endothermic reaction (phase transition and melting) and exother-
mic reaction (crystallization), is depicted in Figure 3. The glass-forming ability, Ty, was
estimated using the Kauzamann relation, given as Equation (5) [32]:

T,
T = %

i )

where Ty is the glass transition temperature and T}, is the glass melting temperature.

EXO
ENDO

0 200 400 600 800 1000
0
Temperature ( C)

Figure 3. Differential scanning calorimetry (DSC) thermogram of S35654.

The glass thermal stability, Hy, resistance to nucleation upon heating, combining
the nucleation and phase transformation growth aspects, was estimated using Hurby’s
assumption given as Equation (6) [33]:

T, — T,

H:
§ T Ty —T.

(6)

where Ty is glass transition temperature, T, is glass melting and T¢ is nucleation tempera-
ture. The smaller T;, — T, values detain nucleated crystal growth, whereas, higher T, — T,
values delay the nucleation process.

The glass transition temperature, T, glass melting, T);, and nucleation temperature,
T, of the synthesized glass were identified as 540 °C, 721 °C and 882 °C, respectively. The
proposed mixture demonstrated good glass-forming ability, 0.61, within the identified
range, 0.5 < Tye < 0.66 [34]. Glasses with Hy < 0.1 are hard to fabricate, requiring elevated
cooling rates, whereas glasses with Hy > 0.5 are relatively easy to fabricate with standard
quenching rates. The synthesized glass demonstrates excellent glass thermal stability at
1.62 [33].

3.2. Dosimetric Characterization
3.2.1. Heating Rate Optimization

The heating rate has a prominent effect on TL measurements, as stimulation energy
significantly influences the trapped electron population [18]. Therefore, it is highly recom-
mended to optimize the heating rate before further exploring the TL dosimetric properties
for newly developed TL material. The heating rate affects the glow curve differently for
first-order and second-order kinetics. The heating rate increment results in decreased glow
curve intensity, shifting the maximum peak temperature to higher temperatures along
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with broadening of the full width at half maximum (FWHM) of the glow curves, for the
first-order kinetics. However, for second-order kinetics, the glow curve intensity increases
with the increasing heating rate, and consequently, the maximum peak temperature shift
towards higher temperatures [35]. Ideally, the heating rate significantly increases the peak
intensity with a shift in the maximum peak temperature towards a higher peak tempera-
ture. However, in this study, the heating rate could be observed significantly shifting the
maximum peak temperature towards a higher temperature without out affecting the peak
intensity, as shown in Figure 4; this behavior could be attributed to the inhomogeneous
sample size. The heating rate dependence of the TL response is shown in Figure 5, where
each data point represents an averaged measurement value of three samples to minimize
random errors. The heating rate was optimized between 1 °C s~ ! and 15 °C s~ ! due to the
declining trend of TL response in the identified range. Although the maximum TL response
could be observed with 1 °C s~!, the optimum heating rate was identified as 7 °C s~ !,
based on an economical and practical approach, which produces a significant TL response
with minimal standard deviation and maximum peak temperature in the ideal range.

O 1C/s
A 3Cls
e 5C/s
e 7CJs
« 10 C/s
x 15 C/s

0 100 200 300 400
Temperature (OC)

Figure 4. Glow curves of S35654 obtained with different heating rates.
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Figure 5. Heating rate dependence of thermoluminescence (TL) from MgB4O7:Zn glass.
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3.2.2. Composition Optimization

Optimal glass composition was identified based on the dosimetric characteristics,
i.e.,, TL response, maximum peak temperature and the effective atomic number of the
synthesized composition. TL measurements were obtained using the optimal heating rate,
7 °C s~ 1. The glow peak intensity was observed to increase with the increase in the dopant
concentration up to a nominal ratio of 0.4 mol%, which exhibited a decreasing trend after-
wards. The effect of dopant concentration on the TL response of magnesium borate glass is
evidenced in Figure 6. The inconsistency in the glow peak intensity can be attributed to the
irregular sample shapes. The composition was optimized by normalizing the TL response
and eliminating random errors by averaging multiple TL measurements for the individual
data point. Figure 7 shows the normalized TL response of the synthesized MgB4O7:Zn
glass series. The nominal 0.4 mol% ZnO was identified as the optimal concentration that
produces a significant TL response with minimum standard deviation.

3x10° 1 < 0.1 mol%
e 0.2 mol%
A 0.3 mol%
® (0.4 mol%
@ 0.5 mol%
o 0.6 mol%
2x10° o 0.7 mol%
+ 0.8 mol%
0.9 mol%
* 1 mol%

1x10° 1

TL Intensity (nC)

100 200 300 400
0
Temperature ('C)

Figure 6. Glow curves of MgB4O7:Zn glass with different dopant concentrations.
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9.0X103 T T T T T T
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Figure 7. Effect of dopant concentration on TL response of MgB4O7:Zn glass.
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3.2.3. Annealing Process

The effective deployment of newly synthesized TL material for radiation dosimetry re-
quires a well-identified annealing procedure to resensitize the dosimeter by eliminating the
irradiation history. Therefore, the annealing procedure was optimized by applying different
thermal treatments by varying the annealing time and temperature. Figure 8 presents an
annealing temperature dependence of 535654 (MgB4O7:Zn glass with 0.4 mol% ZnO). The
annealing temperature was restricted to 400 °C to avoid thermal damage to the glass, which
could potentially alter the intrinsic defects that could affect the dosimeter sensitivity. The
annealing time dependence of the TL response is shown in Figure 9. The synthesized glass
was observed to be significantly resensitized, producing a significant TL response with ac-
ceptable standard deviation, when subjected to 250 °C for 45 min. The identified annealing
process is practically and economically feasible for routine clinical radiation dosimetry, as
compared to the dual-step annealing process of standard TLD-100 that requires annealing
the dosimeter at 400 °C for 1 h followed by 80 °C for 24 h [18]. Moreover, the sensitivity of
standard TLD-100 was reported to be vulnerable to the annealing process [36]. Therefore, a
well-defined and simple annealing process is always desirable to resensitize the dosimeter
without affecting its sensitivity.

-
=
S 2.0x10%-
[P}
wn
=
(=]
8- [ ]
[5]
B
d 1.6x10" 1 il %
3 }
N
=
é 1.2x10*
(=)
Z
0 100 200 300 400

Annealing Temperature ("C)

Figure 8. Effect of annealing temperature on TL response of MgB4O7:Zn glass 535654.
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Figure 9. Effect of annealing time on TL response of MgB4O7:Zn glass S35654.
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3.2.4. Dose Response

A linear dose response over a wide dose range is desirable for a dosimeter to be consid-
ered for multiple dosimetric applications. Figure 10 shows the dose response of MgB4O7:Zn
glass irradiated with y-rays; each data point represents the averaged measurement value
of three samples. The dose response was observed to be linear throughout the tested dose
range. The dose response is comparable with previously reported studies [9,16,37].

6.0x10°
3x10°-
£}
&S 4.0x10°
P 2
= g
< s 2
— 2x10°1 £, g0
v 3
z =
=)
% 0.0 ' ' ' ' '
@ 1x10°- 0 1000 2000 3000 4000 5000
) Dose (Gy)
o
0-
T T T T T T T T v T
0 20 40 60 80 100

Dose (Gy)

Figure 10. Dose response of MgB,07:Zn glass $35654 for 137Cs source y-rays.

3.2.5. Reproducibility

The high reproducibility of radiation dosimeters is important in clinical radiation
dosimetry. The reproducibility is highly influenced by dosimeter homogeneity and irra-
diation history [38]. The reproducibility of the MgB4O7:Zn glass was assessed for seven
consecutive cycles. The reproducibility test evaluates the thermal treatment applied to the
dosimeters to resensitize the dosimeters, as well as to assess the homogeneity of the samples.

It can be evidenced from Figure 11, identifying radiotherapy dose measurement
uncertainty limits, that both groups produce a similar trend over seven cycles, as the
experimental procedures were carried out concurrently. The measurements were acquired
with 6.8% uncertainty for annealed samples and 5.2% uncertainty for unannealed samples.
The measurement uncertainties demonstrate that the dosimeter could be deployed for
clinical dosimetry with proper dosimeter calibration. The maximum variation is slightly
higher than the dose measurement uncertainty requirement, +3.5%, for dose measurements
in radiotherapy [39]. The fluctuation in the results could be attributed to the irregular
shapes of the samples that affect the contact area between the sample surface and the
heating planchet, resulting in a temperature gradient. Moreover, it was observed that the
TL material could be resensitized adequately by read out at 350 °C, which is well above
the optimum annealing temperature and is sufficient enough to de-trap the majority of the
trapped electrons from their traps.
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Figure 11. Reproducibility of MgB4O7:Zn glass S35654.

3.2.6. Signal Stability

Ideally, a TL material should retain dosimetric information over an indefinite course of
time under normal storage conditions. However, some unfavorable circumstances disturb
the signal stability, resulting in dosimetric information loss. Signal stability, also known
as fading, is a statistical phenomenon in which trapped holes and electrons are released
and consequently recombine, accelerating the depopulation of trapped electrons and
holes. Signal stability is significantly important in personal and environmental radiation
dosimetry where the dose is accumulated over a period. However, fading is not a major
disadvantage for clinical dosimetry, as it could be overcome by storing the TLD under
favorable conditions. Figure 12 shows the thermal fading of the synthesized glass. Each data
point represents an averaged measurement value of three samples. Significant thermally
induced signal loss, 18%, can be evidenced after a week, which subsequently increases up
to 40% at the end of the second week. The light-induced fading, termed optical fading,
behavior is shown in Figure 13. Most magnesium borate-based TL materials suffer from
optical fading, adding considerable errors in the dose estimation [9,15]. The synthesized TL
material was highly sensitive to visible light, resulting in drastic signal loss. The dosimetric
information was observed to be reduced up to 60% after 1 h of storage under fluorescent
light, whereas the signal was observed to be stable in sunlight for the first couple of hours,
and then started to fade drastically. This behavior could be attributed to UV light, as the
UV index was high during the first couple of hours of storage, whereas subsequent signal
loss confirms the sensitivity to the visible light. Each data point represents an averaged
measurement value of the three samples.

3.2.7. TL Sensitivity

Sensitivity is one of the most significant dosimetric aspects of a TLD material that
remarkably influences the dosimeter’s efficiency. Absolute sensitivity is significantly influ-
enced by random errors introduced by the TLD reader using optical filters and thermal
gradient due to the heating planchet as well as dosimeter-dependent errors, i.e., inhomo-
geneous defect concentration, dirt contamination and an irregular surface that introduces
thermal gradient due to improper surface contact. Therefore, relative sensitivity was in-
troduced to overcome the uncertainties associated with absolute sensitivity. The absolute
sensitivity was observed to be 1.87 uC-Gy!-g~!, whereas the relative sensitivity was ob-
served to be 0.0176. The low relative sensitivity could be attributed to the defect population.
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Figure 13. Optical fading behavior of MgB4O7:Zn glass 535654.

3.2.8. Minimum Detectable Dose

The minimum detectable dose or lowest detection limit is important in clinical, per-
sonal and environmental radiation dosimetry. The lowest detection limit is strongly in-
fluenced by the dosimeter composition, shape and size, as well as the TLD reader char-
acteristics. The synthesized material was observed to detect doses as low as 6.16 mGy,
which is comparable to previously reported studies, i.e., 0.01 mGy and 0.05 mGy [5,11]. The
difference between the minimum detectable doses could be attributed to the defect popu-
lation, which strongly depends on the nature of the synthesized material, i.e., crystalline
or amorphous.

4. Conclusions

Original MgB4O7:Zn glass was synthesized successfully using the melt-quenching
technique. It was confirmed that the MgB4Oy7 glass doped with 0.4 mol% of ZnO demon-
strated promising dosimetric characteristics. The synthesized material revealed a simple
glow curve with a single prominent peak at 240 °C with the optimum heating rate (7 °Cs~1).
The reproducibility results suggest that the complex annealing procedures associated with
standard TLD materials could be avoided for MgB4O7:Zn glass, enhancing its economic
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feasibility. The wide linear dose range of the synthesized material makes it suitable for mul-
tiple dosimetric applications, including environmental, clinical and industrial dosimetry
applications. It is expected that the synthesized material will also be utilized for volumetric
dose verification in advanced radiotherapy techniques.

Author Contributions: Conceptualization, M.B. and 1.5.M.; methodology, M.B.; formal analysis, M.B.,
I.S.M. and H.Y,; data curation, M.B.; writing—original draft preparation, M.B.; writing—review and
editing, N.A., J H.D.W. and H.Y.; supervision, .5.M.; project administration, I.5.M. All authors have
read and agreed to the published version of the manuscript.

Funding: This research was jointly funded by Hiroshima university through JSPS KAKENHI
Grant Number 18KK0147 and the Division of Research and Innovation, Universiti Sains Malaysia,
through the Bridging Research Grant Scheme with project reference code (BG0316), and account
(304 /PFIZIK/6316531).

Acknowledgments: Author (M.B.) is thankful to The World Academy of Sciences (TWAS) and
Universiti Sains Malaysia (USM) for the financial support in the form of a TWAS-USM fellowship.
The authors are also thankful to the Malaysian Nuclear Agency for providing gamma irradiation and
TLD reader facilities throughout the research period.

Conflicts of Interest: The authors declare no conflict of interest.

References

1. Kazanskaya, V.; Kuzmin, V.; Minaeva, E.; Sokolov, A. Magnesium borate radiothermoluminescent detectors. In Proceedings of
the Fourth International Conference on Luminescence Dosimetry, Krakow, Poland, 27-31 August 1974.

2. Proki¢, M. Development of highly sensitive CaSO,: Dy/Tm and MgB,O7: Dy/Tm sintered thermoluminescent dosimeters. Nucl.
Instrum. Methods 1980, 175, 83-86. [CrossRef]

3. Okuno, J.; Harris, S.; Stewart, ]. Magnesium borate: Some advantages and disadvantages for practical dosimetry. Radiat. Prot.
Dosim. 1984, 8, 257-260. [CrossRef]

4. Fukuda, F; Takeuchi, N. Thermoluminescence in magnesium tetraborate doped with activators. |. Mater. Sci. Lett. 1989,
8,1001-1002. [CrossRef]

5. Prokic, M. MgB,O7:Mn as a new TL dosemeter. Radiat. Prot. Dosim. 1993, 47, 191-193. [CrossRef]

6.  Furetta, C.; Prokic, M.; Salamon, R.; Kitis, G. Dosimetric characterisation of a new production of MgB4O7: Dy, Na thermolumines-
cent material. Appl. Radiat. Isot. 2000, 52, 243-250. [CrossRef]

7. Annalakshmi, O.; Jose, M.T.; Madhusoodanan, U.; Venkatraman, B.; Amarendra, G. Synthesis and thermoluminescence character-
ization of MgB4Oy: Gd, Li. Radiat. Meas. 2013, 59, 15-22. [CrossRef]

8. Yukihara, E.G.; Milliken, E.D.; Doull, B.A. Thermally stimulated and recombination processes in MgB4O; investigated by
systematic lanthanide doping. J. Lumin. 2014, 154, 251-259. [CrossRef]

9.  Sahare, PD.; Singh, M.; Kumar, P. Synthesis and TL characteristics of MgB4O7: Mn, Tb phosphor. . Lumin. 2015, 160, 158-164.
[CrossRef]

10. Evis, D; Yucel, A.; Kizilkaya, N.; Depci, T.; Kafadar, V.E.; Oztiirk, E.; Yildirim, R.G. A new activator strontium for magnesium
tetraborate: PL and TL studies. Appl. Radiat. Isot. 2016, 116, 138-142. [CrossRef]

11. Kawashima, Y.S.; Gugliotti, C.F,; Yee, M.; Tatumi, S.H.; Mittani, ].C.R. Thermoluminescence features of MgB4O7:Tb phosphor.
Radiat. Phys. Chem. 2014, 95, 91-93. [CrossRef]

12.  Salah, N.; Habib, S.; Babkair, S.S.; Lochab, S.P.; Chopra, V. TL response of nanocrystalline MgB,Oy: Dy irradiated by 3 MeV
proton beam, 50 MeV Liz+ and 120 MeV Agg+ ion beams. Radiat. Phys. Chem. 2013, 86, 52-58. [CrossRef]

13.  Bahl, S.; Pandey, A.; Lochab, S.P.; Aleynikov, V.E.; Molokanov, A.G.; Kumar, P. Synthesis and thermoluminescence characteristics
of gamma and proton irradiated nanocrystalline MgB,O7: Dy, Na. . Lumin. 2013, 134, 691-698. [CrossRef]

14. Dogan, M.; Yazici, A.N. Thermoluminescence properties of Ce-doped MgB4O; phosphor. ]. Optoelectron. Adv. Mater. 2009,
11,1783-1787.

15. Cano, A.; GonzALez, PR.; Furetta, C. Further studies of some TL characteristics of MgB4Oy7: Dy, Na phosphor. Mod. Phys. Lett. B
2008, 22, 1997-2006. [CrossRef]

16. Lochab, S.P.; Pandey, A.; Sahare, P.D.; Ranjan, R.; Chauhan, R.S.; Salah, N. Nanocrystalline MgB4Oy7: Dy for high dose measure-
ment of gamma radiation. Phys. Status Solidi A Appl. Mater. Sci. 2007, 204, 2416-2425. [CrossRef]

17.  Proki¢, M. Effect of lithium co-dopant on the thermoluminescence response of some phosphors. Appl. Radiat. Isot. 2000, 52, 97-103.
[CrossRef]

18.  Furetta, C. Handbook of Thermoluminescence; World Scientific: Singapore, 2003.

19. Price, J.L.; Guardala, N.A.; Riel, G.K.; Mathur, V.K. Neutron response of a laser-heated thermoluminescence dosimetry system.

Radiat. Meas. 1998, 29, 379-382. [CrossRef]


http://doi.org/10.1016/0029-554X(80)90262-1
http://doi.org/10.1093/oxfordjournals.rpd.a083062
http://doi.org/10.1007/BF01730467
http://doi.org/10.1093/oxfordjournals.rpd.a081730
http://doi.org/10.1016/S0969-8043(99)00124-4
http://doi.org/10.1016/j.radmeas.2013.10.001
http://doi.org/10.1016/j.jlumin.2014.04.038
http://doi.org/10.1016/j.jlumin.2014.11.042
http://doi.org/10.1016/j.apradiso.2016.08.004
http://doi.org/10.1016/j.radphyschem.2012.12.033
http://doi.org/10.1016/j.radphyschem.2013.01.034
http://doi.org/10.1016/j.jlumin.2012.07.008
http://doi.org/10.1142/S0217984908016674
http://doi.org/10.1002/pssa.200622487
http://doi.org/10.1016/S0969-8043(99)00094-9
http://doi.org/10.1016/S1350-4487(98)00051-1

Appl. Sci. 2022,12, 7491 14 of 14

20.

21.

22.

23.

24.

25.

26.

27.

28.
29.
30.
31.
32.
33.
34.
35.
36.
37.

38.
39.

Karali, T.; Rowlands, A.P,; Prokic, M.; Townsend, P.D.; Halmagean, E. Thermoluminescent Spectra of Rare Earth Doped MgB40O7
Dosemeters. Radiat. Prot. Dosim. 2002, 100, 333-336. [CrossRef]

Mizuno, H.; Kanai, T.; Kusano, Y.; Ko, S.; Ono, M.; Fukumura, A.; Abe, K.; Nishizawa, K.; Shimbo, M.; Sakata, S.; et al. Postal
dosimetry: Feasibility study of glass dosimeter postal dosimetry audit of high-energy radiotherapy photon beams. Radiother.
Oncol. 2008, 86, 258-263. [CrossRef]

Wahib, N.b.; Khandaker, M.U.; Sani, S.E.A.; Al-mugren, K.S.; Bradley, D.A.; Sulieman, A.; Faruque, M.R.I; Sayyed, M.1. The
Potential Use of Car Windscreens for Post-Accident Dose Reconstruction in the Periphery of Nuclear Installations. Appl. Sci. 2020,
10, 7127. [CrossRef]

Mohammed, B.; Jaafar, M.; Wagiran, H. Thermoluminescence dosimetry properties and kinetic parameters of zinc borate silica
glass doped with CuyO and co-doped with SnO;. J. Lumin. 2018, 204, 375-381. [CrossRef]

Mohammed, B.; Jaafar, M.; Wagiran, H. Effect of Cu,O on the thermoluminescence properties of ZnO-B,03-SiO; glass sample. J.
Lumin. 2017, 190, 228-233. [CrossRef]

Obayes, H.K.; Wagiran, H.; Hussin, R.; Saeed, M. A new strontium/copper co-doped lithium borate glass composition with
improved dosimetric features. J. Lumin. 2016, 176, 202-211. [CrossRef]

Bakhsh, M.; Wan Abdullah, W.S.; Mustafa, 1.S.; Al Musawi, M.S.A.; Razali, N.A.N. Synthesis, characterisation and dosimetric
evaluation of MgB4Oy glass as thermoluminescent dosimeter. Radiat. Eff. Defects Solids 2018, 173, 446—460. [CrossRef]

Sensys EVO TG-DSC (Simultaneous Thermal Analysis). Available online: https://www.setaram.com /setaram-products/thermal-
analysis/simultaneous-thermogravimetry-differential-scanning-calorimetry-differential-thermal-analysis /sensys-evo-tg-dsc/
(accessed on 4 April 2019).

McKeever, S.W.S.; Moscovitch, M.; Townsend, P.D. Thermoluminescence Dosimetry Materials: Properties and Uses; Nuclear Technology
Pub.: London, UK, 1995.

Pagonis, V; Kitis, G.; Furetta, C. Numerical and Practical Exercises in Thermoluminescence; Springer Science & Business Media: New
York, NY, USA, 2006.

Pecharsky, V.; Zavalij, P. Fundamentals of Powder Diffraction and Structural Characterization of Materials; Springer Science & Business
Media: New York, NY, USA, 2008.

Brittain, H.G.; Bruce, R.D. Chapter 4: Thermal analysis. In Comprehensive Analytical Chemistry; Ahuja, S., Jespersen, N., Eds.;
Elsevier: Amsterdam, The Netherlands, 2006; Volume 47, pp. 63-109.

Kauzmann, W. The nature of the glassy state and the behavior of liquids at low temperatures. Chem. Rev. 1948, 43, 219-256.
[CrossRef]

Hruby, A. Evaluation of glass-forming tendency by means of DTA. Czechoslov. |. Phys. 1972, 22, 1187-1193. [CrossRef]
Clavaguera-Mora, M.T. Glassy materials: Thermodynamic and kinetic quantities. J. Alloy. Compd. 1995, 220, 197-205. [CrossRef]
Bos, A.].]. Theory of thermoluminescence. Radiat. Meas. 2006, 41 (Suppl. S1), 545-556. [CrossRef]

Shachar, B.B.; Horowitz, Y. Thermoluminescence in annealed and unannealed LiF: Mg, Ti (TLD-100 Harshaw) as a function of
glow curve heating rate and using computerised glow curve deconvolution. J. Phys. D Appl. Phys. 1992, 25, 694. [CrossRef]
Porwal, N.K.; Kadam, R.M.; Seshagiri, T.K.; Natarajan, V.; Dhobale, A.R.; Page, A.G. EPR and TSL studies on MgB,O7 doped
with Tm: Role of BO3p— in TSL glow peak at 470 K. Radiat. Meas. 2005, 40, 69-75. [CrossRef]

McKeever, S.W.S. Thermoluminescence of Solids; Cambridge University Press: Cambridge, UK, 1985.

Bos, A. High sensitivity thermoluminescence dosimetry. Nucl. Instrum. Methods Phys. Res. Sect. B Beam Interact. Mater. At. 2001,
184, 3-28. [CrossRef]


http://doi.org/10.1093/oxfordjournals.rpd.a005882
http://doi.org/10.1016/j.radonc.2007.10.024
http://doi.org/10.3390/app10207127
http://doi.org/10.1016/j.jlumin.2018.08.020
http://doi.org/10.1016/j.jlumin.2017.05.049
http://doi.org/10.1016/j.jlumin.2016.03.024
http://doi.org/10.1080/10420150.2018.1471080
https://www.setaram.com/setaram-products/thermal-analysis/simultaneous-thermogravimetry-differential-scanning-calorimetry-differential-thermal-analysis/sensys-evo-tg-dsc/
https://www.setaram.com/setaram-products/thermal-analysis/simultaneous-thermogravimetry-differential-scanning-calorimetry-differential-thermal-analysis/sensys-evo-tg-dsc/
http://doi.org/10.1021/cr60135a002
http://doi.org/10.1007/BF01690134
http://doi.org/10.1016/0925-8388(94)06034-7
http://doi.org/10.1016/j.radmeas.2007.01.003
http://doi.org/10.1088/0022-3727/25/4/016
http://doi.org/10.1016/j.radmeas.2005.04.007
http://doi.org/10.1016/S0168-583X(01)00717-0

	Introduction 
	Materials and Methods 
	Sample Preparation and Characterization 
	Dosimetric Characterization 
	Heating Rate Optimization 
	Composition Optimization 
	Annealing Process 
	Dose Response 
	Reproducibility 
	Signal Stability 
	TL Sensitivity 
	Minimum Detectable Dose 


	Results and Discussion 
	Sample Characterization 
	Phase Analysis 
	Surface Morphology 
	Thermal Analysis 

	Dosimetric Characterization 
	Heating Rate Optimization 
	Composition Optimization 
	Annealing Process 
	Dose Response 
	Reproducibility 
	Signal Stability 
	TL Sensitivity 
	Minimum Detectable Dose 


	Conclusions 
	References

