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Abstract

Objectives To develop a novel, bioactive glass for removing residual orthodontic adhesive via air-abrasion, following bracket
debonding, and to evaluate its effectiveness against a proprietary bioactive glass 45S5(Sylc™)-air-abrasion, and a slow-speed
tungsten carbide (TC) bur.

Materials and methods Three glasses were prepared and their bioactivity was proved. One novel glass (QMAT3) was selected
due to its appropriate hardness, lower than that of enamel/45S5(Sylc™). Sixty extracted human premolars were randomly
assigned to adhesive removal using: (a) QMAT3-air-abrasion, (b) 45S5(Sylc™)-air-abrasion, and (c) TC bur, which were further
subdivided (n = 10) based on the adhesive used (Transbond XT™ or Fuji Ortho LC™). Enamel roughness was assessed using
scanning electron microscopy (SEM) and non-contact profilometry before bracket bonding, after removing residual adhesive
following bracket debonding and after polishing.

Results QMAT?3 formed apatite faster (6 h) than 45S5(Sylc™) (24 h) in Tris solution. QMAT3-air-abrasion gave the lowest
enamel roughness (Ra) after removing the adhesives. SEM images showed a pitted, roughened enamel surface in the TC bur
group and to a lesser extent with 45S5(Sylc™), while a virtually smooth surface without any damage was observed in the
QMAT3-air-abrasion group. The time taken for adhesive removal with QMAT3 was comparable to 45S5(Sylc™) but was twice
as long with the TC bur.

Conclusions QMAT3-air-abrasion is a promising technique for selective removal of adhesives without inducing tangible enamel
damage.

Clinical relevance A novel bioactive glass has been developed as an alternative to the use of TC burs for orthodontic adhesive
removal.

Keywords Orthodontic adhesive removal - Bioactive glass - Air-abrasion

Introduction

Several factors may predispose to or directly induce enamel  clean-up procedure after removal of attachments is regarded
damage during, or after, fixed orthodontic treatment. The post ~ as the most significant cause of enamel damage [1, 2].
Therefore, various methods have been proposed for clean-up
of residual orthodontic adhesives from the enamel surface,
> Ayam A. Taha such as: hand instruments, stones (Arkansas stone, green
aah.taha@qmul.ac.uk stone), wheels and discs, scalers, dental burs (typically tung-
Dental Physical Sciences, Barts and the London School of Medicine sten carbide burs), lasers and pumice or zirconium paste [3].
and Dentistg, Institute of Dentistry, Queen Mary University of Currently, no technique has proven capable of complete and
London, Mile End Road, London E1 4NS, UK . . . . . .

efficient removal of residual adhesives, without inducing even
a minor amount of enamel damage [4]. These surface changes
reduce the resistance of enamel to bacterial/organic acid at-
tacks therefore increasing its susceptibility to demineralization
and dental caries.
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The critical threshold value of enamel surface roughness
for bacterial adhesion has been established at 0.2 um by
Bollen et al. [5]. A number of studies have shown that con-
ventional methods of adhesive removal, including scalers and
dental burs, may lead to visible surface roughness with gouges
ranging from 10-20 pm deep, and loss of up to 100 pm thick-
ness of enamel [6]. Thus, maintaining the integrity of the
enamel surface during the removal of residual adhesive is a
key consideration during the removal of orthodontic
appliances.

In recent years, air-abrasion has shown promise as a meth-
od for removing residual adhesives [7]. Banerjee and his co-
workers, in an in vitro air-abrasion study, reported that the
bioactive glass powder 45S5 produced less enamel damage
compared with alumina air-abrasion and tungsten carbide burs
[7]. However, there still remains a need to improve the prop-
erties of bioactive glasses to facilitate the safe removal of
residual adhesives, with minimal/no enamel damage, follow-
ing bracket debonding.

The aims of the present study were therefore:

i. To develop a novel fluoride-containing bioactive glass
with a hardness lower than that of the bioactive glass
45S5(Sylc™) and that of sound enamel surface, and

ii. To study the effectiveness of the novel glass in the remov-
al of residual orthodontic adhesives from the enamel sur-
face, when propelled via an air-abrasion hand-piece, in
comparison with a TC bur and 45S5(Sylc™)-air-
abrasion.

Material and methods
Glass design and synthesis

A series of three novel glasses incorporating SiO,—
P,05—Ca0O—Na,O—CaF,, based on the molar composition of
a commercially-used bioactive glass 45S5(Sylc™; Denfotex
Research Ltd., London, UK) were synthesized using a melt
quench route (Table 1). The Na,O content was systematically
increased (in exchange for CaO) up to 30 mol%. High-
phosphate content (6.1 mol% P,0s) was also used. In addi-
tion, a constant ratio of calcium fluoride (3 mol% CaF,) was
added. The network connectivity value was kept constant
(2.08) for all the experimental glasses. Each glass (batch size
200 g) was prepared by melting SiO, (analytical grade; Prince
Minerals Ltd., Stoke-on-Trent, UK), Na,O, CaO, P,0Os, and
CaF, (Sigma-Aldrich, Gillingham, UK) in a platinum-
rhodium crucible, in an electrical furnace (EHF 17/3,
Lenton, UK) for 60 min between 1420 to 1450 °C (Table 1).
The resulting molten glass was rapidly quenched in deionized
water (DW) to obtain glass frits, which were collected into a
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Table 1 Nominal glass composition (in Mol %) and melting
temperature (Tm)

Glasses Mol % Tm

SIOZ NaZO CaO PZOS CaF2

45S5(Sylc™)  46.1 24.4 26.9 2.6 1450
QMAT1 37 20 33.9 6.1 3 1440
QMAT?2 37 25 28.9 6.1 3 1430
QMAT3 37 30 239 6.1 3 1420

sieve and kept in a vacuum oven (Harvard LTE, UK) to dry at
80 °C overnight.

After drying, 100 g of each glass frit was ground using a
vibratory mill (Gy-Ro mill, Glen Creston, London, UK) for
1 min to form glass powders, which were then sieved for
10 min (38 and 90 pm mesh analytical sieves; Endecotts,
Ltd., London, UK), to obtain glass particle size fractions be-
tween 38 and 90 um. Each glass powder was stored in dry re-
sealable plastic bags until further use. Glass particles of <
38 um size were used for bioactivity tests to assess apatite
formation (in Tris buffer solution), whereas glass particles
between 38 and 90 um were used for propulsion via the air-
abrasion hand-piece. This range of particle size allowed es-
cape of the glass powder through the hand-piece nozzle tip
without agglomeration. Bioactive glass 45S5(Sylc™) was
used as a reference with a particle size less than 38 um for
bioactivity tests and between 38 and 90 um for air-abrasion
studies.

Glass characterization

X-ray diffraction (XRD; X’Pert PRO MPD, PANalytical,
Cambridge, UK; 40 kV/40 mA, Cu K, data collected at room
temperature; results not shown) was used to determine the
amorphous state of the glass. The glass transition temperature
(Tg) was determined for each glass composition using
Differential Scanning Calorimetry (DSC; Stanton Redcroft
DSC1500, Rheometric Scientific, Epsom, UK). 50 mg (+
0.1 mg) of glass powder (<38 pum) was placed in a DSC
platinum crucible and run against alumina powder (analytical
grade) as a reference, at a heating rate 20 °C per minute in
flowing nitrogen gas (flow rate of 60 ml/min), from 25 to
1000 °C.

Glass Vickers hardness measurements

For hardness measurements, a glass rod (20 mm in diameter)
was prepared from each glass batch, by re-melting approxi-
mately 100 g of glass frit, pouring into a graphite mould, and
annealed for 1 h in a preheated furnace, at the Tg determined
in 2.2. Thereafter, the casting glass was slowly cooled to room
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temperature overnight in the furnace, which was switched off.
The rod from each glass batch was sectioned into approxi-
mately 1-mm thick discs using a diamond cutter machine
(Accutom-5, Struers A/S, Ballerup, Denmark). These discs
were subsequently polished with silicon carbide paper
(P1000 in roughness) wet with acetone (instead of water), to
avoid the glass reacting with water during polishing. The
hardness of the discs was measured using a Vickers diamond
pyramid indenter (Zwick/Roell, ZHU 187.5) with an applied
load 0f 29.4 N for 10 s. The Vickers hardness number (VHN)
of each glass composition was taken 10 times. The VHN
values (displayed on the LCD) were averaged and presented
as mean = standard deviation (SD). QMAT3 experimental
glass was selected for air-abrasion tests on the basis of its
lower hardness compared to that of enamel and bioactive glass
45S5(Sylc™),

Glass particle size and shape

Particle size analysis was performed on glass powders using a
Malvern/E Mastersizer (Malvern instruments, UK), since air-
abrasion technique utilizes kinetic energy, which depends on
the mass (size) and the velocity of the propelled glass powder
particles. Approximately 30 mg of the glass powder was dis-
persed in DW until the ideal laser absorbance level was
achieved. Two measurements were recorded and the average
of these measurements was taken to produce a more reliable
value. For glass particle shape, a scanning electron micro-
scope (SEM-FEI Inspect F, Oxford instruments, UK) with
an accelerating voltage of 20 kV and a working distance of
10 mm was used after mounting the glass particles on stubs,
and sputter-coated with gold using an automatic sputter coater
(SC7620, Quorum Technologies, UK).

Apatite formation in Tris buffer

Tris buffer solution was prepared (15.09 g Tris
(hydroxylmethyl) aminomethane powder, 800 ml of DW and
44.2 ml of 1 M hydrochloric acid—Sigma Aldrich), and shak-
en (orbital shaker; IKA® KS 4000i control, Germany) at
37 °C overnight. The pH of the solution was measured using
a pH meter (Oakton Instruments), and adjusted to ~7.25-7.4
(with 1 M hydrochloric acid); the volume of Tris buffer solu-
tion was increased to 2 litres by adding DW and stored in an
incubator at 37 °C. In order to observe apatite formation of
each glass powder, the latter was dispersed (75 mg; with a
particle size <38 um) into 50 ml of Tris buffer solution in a
polyethylene bottle (150 ml). These bottles were then kept in a
shaking incubator at 37 °C, with a rotation rate of 60 rpm, for
the following time intervals: 1, 3, 6, 9, and 24 h.

After the designated time intervals, the glass powders im-
mersed in Tris buffer solution were filtered (through filter
paper; Fisher brand® qualitative filter paper). The glass

powder within the filter paper was then placed in an oven at
37 °C for 24 h to be dried. The dried powders were subse-
quently analysed using Fourier transform infrared spectrosco-
py (FTIR; ~5 mg of each glass powder; <38 pm) and X-ray
diffraction (XRD; 1 to 20 mg of each glass powder, with a
particle size <38 um). The FTIR (Spectrum GX, Perkin-
Elmer, Waltham, USA) data was collected between from
500 to 1800 cm ' absorbance mode. The XRD (X’Pert
PRO MPD, PANalytical, Cambridge, UK; 40 kV/40 mA,
Cu Ko) data was collected at room temperature in the 26
range of 10° to 70°.

Tooth sample preparation

Sixty human premolars, extracted for orthodontic purposes,
were used (with approval from Queen Mary Research Ethics
Committee QMREC 2011/99). These tecth were selected on
the basis of visual observation using an optical stereo-
microscope at x4.5 magnification (VWR International
Microscope). The inclusion criteria were no carious lesions,
cracks or any other defects on the buccal surfaces. The selected
teeth were cleaned and stored in DW in a refrigerator at 4 °C
until required. Prior to the start of the experiment, these teeth
were washed with DW, air-dried and embedded into plastic
moulds filled with cold cure acrylic resin (Orthocryl™, UK),
leaving the buccal surfaces exposed. The buccal surface of each
tooth sample was polished with non-fluoridated pumice paste
(20 s), rinsed with water and air-dried. Thereafter, a polyvinyl
chloride tape was placed on the buccal surface of each tooth
sample, excluding a 4 x 4 mm window at the centre for bonding
of orthodontic brackets to the exposed enamel. The covered
area was used as a reference for later visual comparison be-
tween the treated and untreated surfaces. Finally, these prepared
teeth samples were stored in an incubator at 37 °C until the
brackets were bonded.

Orthodontic adhesive removal

Following the manufacturer’s instructions, two light-cured or-
thodontic adhesive systems: resin composite; Transbond
XT™ (3 M Unitek, Monrovia, CA, USA), and resin modified
glass ionomer cement; Fuji Ortho LC™ (GC corporation,
Tokyo, Japan) were used to bond 60 premolar metal brackets
(MiniSprint®, Forestadent, Pforzheim, Germany) to the pre-
pared teeth samples (30 premolar teeth per each orthodontic
adhesive system group). Enamel etching with 37% phospho-
ric acid was undertaken for 30 s prior to application of
Transbond XT™. When the brackets were placed, each brack-
et was subjected to a 300 g compressive force using a force
gauge (Correx Co, Berne, Switzerland) for 5 s, to ensure a
uniform thickness of the adhesive [§]. After bonding, the teeth
with the attached brackets were stored in DW for 1 week at
37 °C. Thereafter, the plastic moulds (with the extracted teeth
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mounted) were held by a special holding device (Instron®
machine, UK), to remove the attached brackets from the buc-
cal surfaces using a debonding plier (Ixion™, DB
Orthodontics) by one operator. Three different clean-up
methods (slow-speed tungsten carbide bur (TC),
45S5(Sylc™)-air-abrasion, and the selected experimental
glass (QMAT3)-air-abrasion were used for removal of the re-
sidual of the aforementioned two orthodontic adhesive sys-
tems following bracket debonding. The teeth samples of each
orthodontic adhesive system group were randomly assigned to
three groups (ten teeth for each post clean-up method). Both
the commercially available bioactive glass 45S5(Sylc™) and
QMATS3 glass were propelled via an air-abrasion hand-piece
(BA Ultimate air polisher) connected to a dental chair unit.
The operating parameters were air-pressure 60 psi, nozzle an-
gle 75° and nozzle tip-enamel surface distance of 5 mm.
Complete removal of the adhesive remnants was assessed by
visual inspection under a dental operating light and later ver-
ified by an optical stereo-microscope at x4.5 magnification
(VWR International Microscope). A non-contact white light
profilometery (Proscan®2000, Scantron, Taunton, UK) was
used to measure the enamel surface roughness for all prepared
teeth samples before bracket bonding, after post clean-up
method, and after polishing (using rubber cup and non-
fluoridated pumice for 20 s). In addition, scanning electron
microscopy (SEM-FEI Inspect F, Oxford instruments, UK)
was used to examine the enamel surface damage following
the aforementioned post clean-up methods, and the time re-
quired to remove adhesive remnants was also assessed.

Statistical analysis

Statistical analysis was performed with the SPSS software
package (version 24; SPSS Inc., New York, NY, USA).
Two-way analysis of variance (ANOVA) and Tukey’s HSD
post-hoc test were used to test significant differences in enam-
el surface roughness under three different conditions (before
bracket bonding, after post clean-up methods following brack-
et debonding, and after polishing). The level of significance
was pre-specified at alpha = 0.05.

Results

Glass characterization and Vickers hardness
measurements

The glass transition temperature (Tg) of both 45S5(Sylc™)
and experimental glasses are shown in Table 2. The Tg was
530 °C for 45S5(Sylc™) with sodium and phosphate contents
of 24.4 and 2.6 mol%, respectively. The Tg of QMAT3 re-
duced to 355 °C as the sodium and phosphate increased to 30
and 6.1 mol%, respectively. This was also associated with the
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addition of a constant ratio of fluoride (3 mol%). Furthermore,
the Vickers hardness number (VHN) decreased dramatically
(Table 2) from 472.8+2.28VHN (~4.63GPa) for
45S5(Sylc™) to 350.4 + 1.14VHN (~ 3.43GPa) for QMAT3.
The experimentally determined VHN were converted to GPa
units using the equation: GPa = VHN x 0.009807.

Glass particle size and shape

The particle size distribution (in micrometres; um) of
45S5(Sylc™) glass and experimental glasses are given in
Table 3, where D10 represents 10% of the glass particle size,
indicating the fine particles within the distribution D50 repre-
sents 50% of the glass particle size, giving a measure of the
mean particle size within the distribution and D 90 represents
90% of the glass particle size, reflecting larger particle sizes.

SEM images of 45S5(Sylc™) and experimental glasses are
presented in Fig.1. All glasses show similar morphology, rep-
resented as sharp, angular irregular particles of variable sizes
(in micrometres).

Apatite formation in Tris buffer

After immersion in Tris buffer solution for 1, 3, 6, 9 and 24 h,
the FTIR spectra for all experimental glasses showed dramatic
changes compared to their respective untreated (not im-
mersed) versions. The latter were characterized by the pres-
ence of two main bands at 910 and 1040 cm ', indicating non-
bridging oxygen (Si*-O- M*, where M* is an alkali metal
modifier element) and vibrational stretching of Si-O-Si, re-
spectively [9, 10]. After immersion, the non-bridging oxygen
(Si*-O-M*) band at 910 cm ™' disappeared, and a single P-O
vibration band at 560 cm ™' appeared after 3 h, which is an
indicator for the presence of apatite precursors [9]. At 6 h, the
latter band split into prominent twin bands at 560 and
600 cmfl, which became well-defined with longer immersion
times. These twin bands indicate the presence of apatitic PO,
“groups, the main characteristic feature of apatite, including
hydroxyapatite, fluorapatite and carbonated hydroxyapatite
[11, 12]. The formation of apatite was confirmed by the pres-
ence of a sharp phosphate band (PO4)*~ at 1040 cm ™" after 6,9
and 24 h of immersion [9]. Conversely, 45S5(Sylc™) did not
show any bands at 560 and 600 cm_l, with the absence of the
sharp phosphate band at 1040 cm ™' at 6 h. Apatite formation
features of 45S5(Sylc™) appeared at 24 h but these were still
less prominent compared to those obtained for all experimen-
tal glasses (Fig.2).

With regard to XRD patterns, all the experimental glasses
showed a small peak at 26° and a broad peak from 32° to 34°
260 after 6 h of immersion in Tris buffer solution,
superimposing the amorphous broad peak of untreated glass
and those that were immersed for 1 and 3 h (Fig.3). These two
peaks, indicating the presence of apatite, became more
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Table 2 Glass transition temperature (Tg), and Vickers hardness
number (VHN) of 45S5(Sylc™) and experimental glasses

Bioactive Tg Vickers hardness Hardness
glasses (°C) (VHN) mean £+ SD (GPa)
45S5(Sylc™) 530 472.8 £2.28 4.63
QMAT1 524 458.6 +2.50 4.49
QMAT2 450 433.6 £ 1.94 425
QMAT3 355 3504 +1.14 343

pronounced as the immersion time increased. However, all
these peaks were absent in 45S5(Sylc™) until 24 h, when
much smaller peaks indicative of apatite appeared [13].

Orthodontic adhesive removal

The profilometry analysis was carried out on three experimen-
tal groups (TC group, 45S5(Sylc™)-air-abrasion, and
QMAT3-air-abrasion) for each orthodontic adhesive. The
means and standard errors (SE) of the average enamel surface
roughness (Ra) in micrometers, under three different condi-
tions, are presented in Table 4. No statistically significant dif-
ferences were observed in the enamel roughness measure-
ments among the six experimental study groups before brack-
et bonding (baseline measurements). For Transbond XT™
resin groups, the enamel roughness significantly increased
after post clean-up with TC bur (2.93+£0.06 pum), and
45S5(Sylc™) (1.89+£0.04 um) compared with their corre-
sponding baseline measurements (p <0.001), while
QMAT3-air-abrasion group did not exhibit any significant
difference in enamel roughness (p = 0.927). In addition, enam-
el roughness values after polishing were significantly higher
for both the TC and 45S5(Sylc™)-air-abrasion groups (2.73 =
0.77 pm and 1.81 £0.05 um, respectively), than their corre-
sponding baseline measurements (p < 0.001). However, no
significant difference was shown following clean-up with
QMAT3-air-abrasion and subsequent polishing and baseline
values (p = 0.983). Furthermore, enamel roughness measure-
ments did not appear to be affected by polishing subsequent to
clean-up in each group (p = 0.104 to 1.000) compared to those
after clean-up.

Table 3
glasses

Particle size distribution of 45S5(Sylc™) and experimental

Bioactive glasses Particle size (1m)

D10 D50 D90
45S5(Sylc™) 34.1 63.5 76.8
QMAT1 38.6 65.5 772
QMAT2 38.9 65.5 712
QMAT3 33.8 62.7 76.7

With Fuji Ortho™ resin modified glass ionomer cement,
similar patterns were observed for enamel roughness measure-
ments. They were significantly higher after post clean-up in
the TC (2.57+0.05 um) and 45S5(Sylc™)-air-abrasion
groups (1.59 £0.02 um) compared to baseline measurements
(p<0.001), but the QMAT3-air-abrasion group (0.51 £
0.04 um) did not show any significant difference with their
corresponding baseline measurements. In addition, signifi-
cantly higher enamel roughness values were shown in TC
and 45S5(Sylc™)-air-abrasion groups (2.63 +0.06 um and
1.74 +0.04 pum, respectively) after polishing than their corre-
sponding baseline measurements (p <0.001), but no signifi-
cant difference was shown between those of QMAT-air-
abrasion and their corresponding baseline measurements
(p=1.000).

The time required to remove the orthodontic adhesives was
recorded for three post clean-up methods: TC bur, Sylc™-air-
abrasion, and QMAT3-air-abrasion (Table 5). Differences be-
tween QMAT3 glass (42.51 +1.11 s) and Sylc™ (40.72 +
0.92 s) were not statistically significant (p =0.913) in the
Transbond XT™ groups. However, both took longer
(p<0.001) to remove excess Transbond XT™ resin com-
pared to the TC bur (23.2+1.58 s). A similar pattern was
observed in the Fuji Ortho LC™ groups with no significant
differences (p =0.893) found between the time required to
remove Fuji Ortho LC™ by both QMAT3 and Sylc™ glasses,
while both glasses took significantly longer than the TC bur
(p<0.001).

Representative SEM images (at x250 magnification) are
shown in Fig.4 prior to bracket bonding and after the three
post clean-up methods (TC bur, 45S5(Sylc™)-air-abrasion,

c QMAT2 ) QMAT3

Fig. 1 SEM images of (a) 45S5(Sylc™), (b) QMAT1, (¢) QMAT?2, and
(d) QMAT3 at x250 magnification
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Fig. 2 FTIR spectra for (a) QMAT1, (b) QMAT2, (¢) QMAT3 and (d) 45S5(Sylc™) after immersion in Tris buffer solution

and QMAT3-air-abrasion). The sound enamel surface ap-
peared smooth before bracket bonding (Fig.4a), whilst it be-
came roughened and pitted surface after the use of a slow-
speed TC bur (Fig.4b). In addition, the enamel surface, fol-
lowing 45S5(Sylc™)-air-abrasion is seen to have microscopic
roughness in some areas (Fig.4c), while a uniformly smooth
surface was obtained after using QMAT3-air-abrasion
(Fig.4d).

Discussion
Glass characteristics

Bioactive glass, 45S5, has been used in a number of commer-
cial products such as NovaBone™ (orthopaedic application),
Perioglass™ (periodontal application), Sylc™ and
NovaMin™ (dental application) [14]. Furthermore, prelimi-
nary in vitro research has been undertaken on its use via pro-
pulsion using air-abrasion, in order to cut sound and carious
enamel and dentine [15, 16], remove residual orthodontic ad-
hesive following bracket debonding from enamel surfaces [7]
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and potentially re-mineralize white spot lesions [17].
However, this glass has higher hardness than that of sound
enamel (~3.5GPa) [18] with reported values varying between
4.5GPa[19] and 5.75GPa [20], thus risking roughening of the
enamel surface. Therefore, it is desirable to develop glasses
which have similar or lower hardness than that of enamel.

It has been reported that increasing Na,O content (in ex-
change for Ca0), across a series of bioactive glasses, with a
constant network connectivity value close to two, resulted in a
linear decrease in Tg and density of the glass [21, 22]. This
was attributed to the substitution of CaO for Na,O producing a
more disrupted silicate glass network, since one Ca®* was
replaced by two Na* ions. This resulted in the loss of the ionic
bridges that Ca®* ions provided between two adjacent non-
bridging oxygens, contributing to a decrease in the packing
density of the glass. Therefore, less rigid glasses were formed
with a lower glass transition temperature (Tg) to transform
them from a molten liquid to a glassy state.

Additionally, it has also been reported that a reduction in
silica content, characteristic of all experimental glasses tested
compared to the proprietary bioactive glass 45S5(Sylc™), re-
sulted in a decrease in Tg [23]. In the latter study, a reduction
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Fig. 3 XRD data for (a) QMATI, (b) QMAT2, (¢) QMAT3 and (d) 45S5(Sylc™) after immersion in Tris buffer solution

in silica content was accompanied by an increase in phosphate
content. Similarly, a range of studies [13, 14, 24] have report-
ed a decrease in Tg related to a reduction in silica content
accompanied by an increase in phosphate content and the
addition of fluoride. Moreover, the addition of fluoride to bio-
active glasses has also been reported to lower the Tg as well as
to promote fluorapatite formation, which is more stable and
resistant to acid attack, compared with hydroxyapatite [25,
26].

Fluoride, in the form of CaF,, was incorporated in the
composition of all experimental glasses in this study. The

amount of CaF, was kept constant (3 mol%) to enhance
fluorapatite formation and prevent fluorite development (as a
result of excessive fluoride; > 5 mol%) [13, 26, 27]. The for-
mation of fluorite indicates crystallization of the glass,
resulting in inhibition of its bioactive properties; the presence
of crystalline phases gives rise to increased resistance to ion
exchange reactions between the glass surface and physiolog-
ical solution, which in turn affect apatite formation.
Furthermore, the phosphate content in this study was also
increased from 2.6 mol% in the reference glass
45S5(Sylc™) to 6.1 mol% in all experimental glasses. This

Table 4  Enamel surface roughness (Ra) in micrometers (mean + SE) for each experimental group under three different conditions

Group Experimental group based on: Before bracket After post After
(n=10) orthodontic adhesive + post clean-up method used bonding (baseline) clean-up method polishing

1 Transbond XT™ + TC 0.49+0.27 2.93 +0.06 2.73+0.77
2 Transbond XTT™ + 45S5(Sylc™)-air-abrasion 0.51 £0.03 1.89 £0.04 1.81 £0.05
3 Transbond XT™ + QMAT 3-air-abrasion 0.49 +0.04 0.58 £0.02 0.56 +0.03
4 Fuji Ortho LC™ + TC 0.54 +0.02 2.57+£0.05 2.63+£0.06
5 Fuji Ortho LC™ + 45S5(Sylc™)-air-abrasion 0.46 + 0.04 1.59 +0.02 1.74 £ 0.04
6 Fuji Ortho LC™ + QMAT3-air-abrasion 0.36 +0.02 0.51 +0.04 0.45+0.01
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Table 5 Means + SE of the time (seconds) required to remove two  yalues for all experimental glasses to (3.43GPa for QMAT3)
residual orthodontic adhesives after bracket debonding compared with the reference 45S5(Sylc™:; 4.63 GP). Hence,
Group  Experimental study group based on: Time QMATS3 conserved the enamel surface while removing the
(n=10) orthodontic adhesive + post (Sec.) residual adhesives, without inducing undesirable surface

clean-up method used enamel changes. It should be noted that the available informa-
1 Transbond XT™ + TC 23,20 £ 4.99 tion on the }.1ardness values of bioactive .glas.ses is .limi.ted dup
) Transbond XT™ + 4585(Sylc™)-air-abrasion 40,71 £ 2.89 to the relatively small number qf sjfudles investigating this
3 Transbond XT™ + QMAT3-air-abrasion 4251+351  Property. Reported values vary significantly from one study
4 Fuji Ortho LCT™ + TC 23,00 £ 441 to another; for example, the hardness for bioactive glass, 45S5
5 Fuji Ortho LC™ + 45S5(Sylc™)-air-abrasion ~ 38.42 +4.29 reported by Lopez-Esteban et al. [20] a.nd Faroog et al.. [28]
6 Fuji Ortho LC™ + QMATS3-air-abrasion M0304336  Were 5.75GPa and 5.84GPa, respectively. This variation

formulation was informed by two recent studies [13, 28] indi-
cating that increasing the phosphate content to approximately
6 mol% in fluoride-containing glasses resulted in an increase
in the degradation of the glass, leading to a rapid release of
calcium (Ca”*) and orthophosphate (PO4*") ions to the sur-
rounding solution, thus forming fluorapatite within 6 h after
immersion in Tris buffer solution. The results of this study
regarding apatite formation are consistent with these findings.

Interestingly, it was also evident that increasing the Na,O
content in the present study, resulted in a decrease in hardness

Fig. 4 Representative SEM
images (%250 magnification) of
the enamel surface. (a) Before
bracket bonding. (b) After clean-
up using the TC bur. (¢) After
clean-up using 45S5(Sylc™)-air-
abrasion. (d) After clean-up using
QMAT3-air-abrasion

20¢12/2016 WD mode
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might be due to the differences in the methodology used to
prepare these glasses, and the indenter load used to measure
the hardness, although all studies used a Vickers’s instrument.
Moreover, in the current study the indenter load was 2.9 kg
while the indenter loads used by Lopez-Esteban et al. [20] and
Farooq et al. [28] were 0.5-1.2 and 0.01 kg, respectively.
Ninety per cent of each experimental glass (QMATI,
QMAT2 and QMAT3) had a particle size of 77.2, 77.2 and
76.7 um, respectively. These values were close to those for
45S5(Sylc™; 76.8 um). The larger mass (particle size) leads
to higher kinetic energy since the latter relates to the mass
(particle size) and velocity. In addition, the presence of large
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particles and the absence of fine particles prevented agglom-
eration of the glass powder, since fine particles can result in
clumping and stagnation of the glass powder within the nozzle
tip of the air-abrasion hand-pieces, thus potentially hindering
the air-abrasion process.

With regard to the morphology of the commercially-
available 45S5(Sylc™) glass and experimental glasses, the
SEM images revealed a very similar appearance characterized
by sharp, angular and irregular particles, thus aiding in remov-
ing the residual of orthodontic adhesives.

The FTIR spectra and XRD patterns of 45S5(Sylc™) and
all experimental glasses showed dramatic changes after im-
mersion in Tris buffer solution for periods of 1, 3, 6, 9 and
24 h. These changes related to ion exchange between the glass
powder and the Tris buffer solution forming a silica-gel sur-
face layer-Si(OH),4 on the glass surface after breaking of the
Si-O-Si bonds. This was followed by leaching of calcium,
phosphate and fluoride from the glass into the solution to form
apatite. These findings were in agreement with the mechanism
of apatite formation proposed by Hench [29, 30].
Furthermore, the ability of experimental glasses to form apa-
tite in 6 h, compared with 24 h for the commercially-available
45S5(Sylc™), after immersion in Tris buffer solution, were
consistent with previous findings of Farooq et al. [28] and
Mneimne et al. [13].

Orthodontic adhesive removal

It has previously been reported that TC bur increased enamel
roughness compared to composite burs [31], white stone [32],
stainburster bur [33] and adhesive residue remover [34].
These studies compared results with atomic force microscopy,
profilometry and 3D scanning in blue-light technology. In the
present study, the profilometry data revealed that the use of the
TC bur in removing residual orthodontic adhesive increased
enamel surface roughness regardless of the type of adhesive
used. 45S5(Sylc™)-air-abrasion also produced an increase in
the enamel roughness to some extent. These findings are in
agreement with Banerjee et al. [7], who demonstrated that
removal of residual adhesive resin (Unite™) using alumina
air-abrasion caused more enamel loss (0.0386 mm®), followed
by the TC bur (0.285 mm®) and finally 45S5 air-abrasion
(0.135 mm?®). In the present study, the novel experimental
glass (QMAT3) induced less enamel roughness compared
with the TC bur and 45S5(Sylc™)-air-abrasion, irrespective
of the adhesive material used, a finding which was corrobo-
rated using SEM imaging. This finding relates to the lower
hardness value of QMAT3 which approximates but does not
exceed that of the enamel surface. Therefore, propelling this
glass powder was less likely to roughen the enamel surface,
mitigating the associated risk of plaque accumulation and car-
ies formation. Furthermore, the handling technique used in
this study was similar to that used by Paolinelis et al. [16],

who confirmed that using the aforementioned operating pa-
rameters increased the cutting efficiency of the air-abrasion
technique. Consequently, using accepted clinical handling pa-
rameters it appears that this novel glass powder may be capa-
ble of selective removal of orthodontic adhesives without in-
ducing deleterious abrasion of the enamel surface, although
quantification of the volume of loss was not undertaken.

Further laboratory research in relation to the cutting effi-
ciency of this approach is required prior to clinical application,
although preliminary data suggests comparable levels of effi-
ciency to other bioactive glass formulations. Adhesive remov-
al took approximately half the time with the TC bur. This
discrepancy might relate to the aggressive cutting associated
with sharp cutting blades of TC bur while bioactive glass
propulsion works by means of abrasion. Similar conclusions
were reached by both Karan et al. [31] and Mohebi et al. [32],
who reported that TC burs removed adhesive remnants faster
than composite bur and white stone, respectively. Moreover,
polishing with non-fluoridated pumice for 20 s has little effect
on enamel surface roughness values. These findings mirror
analogous studies involving use of non-fluoridated pumice
for 10 to 30 s [35-37] suggesting that polishing does not affect
either the grooves or pits induced by enamel clean-up
methods.

The ability of QMAT3 glass to form apatite earlier than
45S5(Sylc™) offers further promise to induce enamel
remineralization; this potential may lead to application in the
management of both pit and fissure, and smooth surface
enamel caries. Notwithstanding this, it is important to empha-
size that the present research is limited by its ex vivo nature; as
such, replication within an in vivo situation is required.
Moreover, blinding of the investigator was not performed,
risking the introduction of assessor bias. In addition, teeth
were stored in deionized water rather than undergoing a sim-
ulated artificial aging process involving thermomechanical
cycling, the latter approach may have been more clinically
representative, although use of water storage remains an ac-
cepted approach [38]. However, in view of the promising
physical and handling properties highlighted in the present
study, the remineralization potential of QMAT3 for
orthodontically-induced white spot lesions will be explored
in ongoing laboratory research.

Conclusions

A novel bioactive glass (QMAT3) with a lower hardness than
45S5(Sylc™) and enamel has been developed. Its bioactivity
was proved by early apatite formation compared with a pro-
prietary agent. QMAT3 was capable of selective removal of
residual orthodontic adhesive without inducing enamel dam-
age. It, therefore, shows promise as a viable alternative to
adhesive removal with a TC bur.

@ Springer



1848

Clin Oral Invest (2018) 22:1839-1849

Funding This study is a part of a PhD that is being funded by the Iraqi
Ministry of Higher Education and Scientific Research.

Compliance with ethical standards

Conflicts of interest One of the four authors is an inventor on the pat-
ented bioactive glass: WO 2011/161422.

Ethical approval

This article does not contain any studies with human

participants or animals performed by any of the authors.

Informed consent  For this type of study, formal consent is not required.

Open Access This article is distributed under the terms of the Creative
Commons Attribution 4.0 International License (http://
creativecommons.org/licenses/by/4.0/), which permits unrestricted use,
distribution, and reproduction in any medium, provided you give appro-
priate credit to the original author(s) and the source, provide a link to the
Creative Commons license, and indicate if changes were made.

References

10.

Kndsel M, Mattysek S, Jung K, Sadat-Khonsari R, Kubein
Meesenburg D, Bauss O, Ziebolz D (2010) Impulse debracketing
compared to conventional debonding: extent of enamel damage,
adhesive residues and the need for post processing. Angle Orthod
80(6):1036—1044. https://doi.org/10.2319/033110-48.1

Pont HB, Ozcan M, Bagis B, Ren Y (2010) Loss of surface enamel
after bracket debonding: an in-vivo and ex-vivo evaluation. Am J
Orthod Dentofacial Orthop 138(4):387.e1-387.€9

Bonetti GA, Zanarini M, Parenti SI, Lattuca M, Marchionni S,
Gatto MR (2011) Evaluation of enamel surfaces after bracket
debonding: an in-vivo study with scanning electron microscopy.
Am J Orthod Dentofac Orthop 140(5):696—702. https://doi.org/
10.1016/j.ajod0.2011.02.027

Janiszewska-Olszowska J, Szatkiewicz T, Tomkowski R, Tandecka
K, Grocholewicz K (2014) Effect of orthodontic debonding and ad-
hesive removal on the enamel—current knowledge and future perspec-
tives—a systematic review. Med Sci Monit Basic Res 20:1991-2001
Bollen M, Lambrechts P, Quirynen M (1997) Comparison of sur-
face roughness of oral hard materials to the threshold surface rough-
ness for bacterial plaque retention: a review of the literature. Dent
Mater 13(4):258-269. https://doi.org/10.1016/S0109-5641(97)
80038-3

Dumore T, Fried D (2000) Selective ablation of orthodontic com-
posite by using sub-microsecond IR laser pulses with optical feed-
back. Lasers Surg Med 27(2):103-110. https://doi.org/10.1002/
1096-9101(2000)27:2<103::AID-LSM1>3.0.CO;2-J

Banerjee A, Paolinelis G, Socker M, McDonald F, Watson TF
(2008) An in vitro investigation of the effectiveness of bioactive
glass air-abrasion in the ‘selective’ removal of orthodontic resin
adhesive. Eur J Oral Sci 116(5):488-492. https://doi.org/10.1111/
j-1600-0722.2008.00561.x

Eliades T, Brantley WA (2000) The inappropriateness of conven-
tional orthodontic bond strength assessment protocols. Eur J Orthod
22(1):13-23. https://doi.org/10.1093/ej0/22.1.13

Jones JR, Sepulveda P, Hench LL (2001) Dose-dependent behav-
iour of bioactive glass dissolution. ] Biomed Mater Res 58(6):720—
726. https://doi.org/10.1002/jbm.10053

Aina V, Malavasi G, Pla AF, Munaron L, Morterra C (2009) Zinc-
containing bioactive glasses: surface reactivity and behaviour

@ Springer

11.

12.

13.

14.

16.

17.

18.

19.

20.

21.

22.

23.

24.

25.

26.

27.

towards endothelial cells. Acta Biomater 5(4):1211-1222. https:/
doi.org/10.1016/j.actbio.2008.10.020

Kim CY, Clark AE, Hench LL (1989) Early stages of calcium-
phosphate layer formation in bioglasses. J Non-Cryst Solids
113(2-3):195-202. https://doi.org/10.1016/0022-3093(89)90011-2
Peitl Filho O, Latorre GP, Hench LL (1996) Effect of crystallization
on apatite-layer formation of bioactive glass 45%. J Biomed Mater
Res 30(4):509-514. https://doi.org/10.1002/(SICI)1097-
4636(199604)30:4<509::AID-JBM9>3.0.CO;2-T

Mneimne M, Hill RG, Bushby AJ, Brauer DS (2011) High phos-
phate content significantly increases apatite formation of fluoride-
containing bioactive glasses. Acta Biomater 7(4):1827-1834.
https://doi.org/10.1016/j.actbio.2010.11.037

Hench LL (2006) The story of Bioglass®. J Mater Sci Mater Med
17(11):967-978. https://doi.org/10.1007/s10856-006-0432-z
Banerjee A, Thompson ID, Watson TF (2011) Minimally invasive
caries removal using bio-active glass air-abrasion. J Dent 39(1):2—7.
https://doi.org/10.1016/j.jdent.2010.09.004

Paolinelis G, Banerjee A, Watson TF (2009) An in-vitro investiga-
tion of the effects of variable operating parameters on alumina air-
abrasion cutting characteristics. Oper Dent 34(1):87-92. https://doi.
org/10.2341/08-52

Milly H, Festy F, Andiappan M, Watson TF, Thompson I, Banerjee
A (2015) Surface pre-conditioning with bioactive glass air-abrasion
can enhance enamel white spot lesion remineralisation. Dent Mater
31(5):522-533. https://doi.org/10.1016/j.dental.2015.02.002
O’Donnell MD (2011) Predicting bioactive glass properties from
the molecular chemical composition: glass transition temperature.
Acta Biomater 7(5):2264-2269. https://doi.org/10.1016/j.actbio.
2011.01.021

Cook RJ, Watson TF, Hench LL, Thompson ID (2008) U.S. patent
no. 7,329,126. Washington, DC: U.S. patent and trademark office
Lopez-Esteban S, Saiz E, Fujino S, Oku T, Suganuma K, Tomsia
AP (2003) Bioactive glass coatings for orthopedic metallic im-
plants. J Eur Ceram Soc 23(15):2921-2930. https://doi.org/10.
1016/S0955-2219(03)00303-0

Wallace KE, Hill RG, Pembroke JT, Brown CJ, Hatton PV (1999)
Influence of sodium oxide content on bioactive glass properties. J
Mater Sci Mater Med 10(12):697-701. https://doi.org/10.1023/A:
1008910718446

Lockyer MW, Holland D, Dupree R (1995) NMR investigation of
the structure of some bioactive and related glasses. J Non-Cryst
Solids 188(3):207-219. https://doi.org/10.1016/0022-3093(95)
00188-3

O’Donnell MD, Watts SJ, Hill RG, Law RV (2009) The effect of
phosphate content on the bioactivity of soda-lime-phosphosilicate
glasses. J Mater Sci Mater Med 20(8):1611-1618. https://doi.org/
10.1007/s10856-009-3732-2

Brauer DS, Karpukhina N, Law RV, Hill RG (2009) Structure of
fluoride-containing bioactive glasses. ] Mater Chem 19(31):5629—
5636. https://doi.org/10.1039/b900956f

Hill RG, Brauer DS (2011) Predicting the bioactivity of glasses
using the network connectivity or split network models. J Non-
Cryst Solids 357(24):3884-3887. https://doi.org/10.1016/j.
jnoncrysol.2011.07.025

Brauer DS, Karpukhina N, O’Donnell MD, Law RV, Hill RG
(2010) Fluoride-containing bioactive glasses: effect of glass design
and structure on degradation, pH and apatite formation in simulated
body fluid. Acta Biomater 6(8):3275-3282. https://doi.org/10.
1016/j.actbio.2010.01.043

Lusvardi G, Malavasi G, Menabue L, Aina V, Morterra C (2009)
Fluoride-containing bioactive glasses: surface reactivity in simulat-
ed body fluids solutions. Acta Biomater 5(9):3548-3562. https:/
doi.org/10.1016/j.actbio.2009.06.009


https://doi.org/10.2319/033110-48.1
https://doi.org/10.1016/j.ajodo.2011.02.027
https://doi.org/10.1016/j.ajodo.2011.02.027
https://doi.org/10.1016/S0109-5641(97)80038-3
https://doi.org/10.1016/S0109-5641(97)80038-3
https://doi.org/10.1002/1096-9101(2000)27:2%3C103::AID-LSM1%3E3.0.CO;2-J
https://doi.org/10.1002/1096-9101(2000)27:2%3C103::AID-LSM1%3E3.0.CO;2-J
https://doi.org/10.1111/j.1600-0722.2008.00561.x
https://doi.org/10.1111/j.1600-0722.2008.00561.x
https://doi.org/10.1093/ejo/22.1.13
https://doi.org/10.1002/jbm.10053
https://doi.org/10.1016/j.actbio.2008.10.020
https://doi.org/10.1016/j.actbio.2008.10.020
https://doi.org/10.1016/0022-3093(89)90011-2
https://doi.org/10.1002/(SICI)1097-4636(199604)30:4%3C509::AID-JBM9%3E3.0.CO;2-T
https://doi.org/10.1002/(SICI)1097-4636(199604)30:4%3C509::AID-JBM9%3E3.0.CO;2-T
https://doi.org/10.1016/j.actbio.2010.11.037
https://doi.org/10.1007/s10856-006-0432-z
https://doi.org/10.1016/j.jdent.2010.09.004
https://doi.org/10.2341/08-52
https://doi.org/10.2341/08-52
https://doi.org/10.1016/j.dental.2015.02.002
https://doi.org/10.1016/j.actbio.2011.01.021
https://doi.org/10.1016/j.actbio.2011.01.021
https://doi.org/10.1016/S0955-2219(03)00303-0
https://doi.org/10.1016/S0955-2219(03)00303-0
https://doi.org/10.1023/A:1008910718446
https://doi.org/10.1023/A:1008910718446
https://doi.org/10.1016/0022-3093(95)00188-3
https://doi.org/10.1016/0022-3093(95)00188-3
https://doi.org/10.1007/s10856-009-3732-2
https://doi.org/10.1007/s10856-009-3732-2
https://doi.org/10.1039/b900956f
https://doi.org/10.1016/j.jnoncrysol.2011.07.025
https://doi.org/10.1016/j.jnoncrysol.2011.07.025
https://doi.org/10.1016/j.actbio.2010.01.043
https://doi.org/10.1016/j.actbio.2010.01.043
https://doi.org/10.1016/j.actbio.2009.06.009
https://doi.org/10.1016/j.actbio.2009.06.009

Clin Oral Invest (2018) 22:1839-1849

1849

28.

29.

30.

31

32.

33.

Farooq I, Tylkowski M, Miiller S, Janicki T, Brauer DS, Hill RG
(2013) Influence of sodium content on the properties of bioactive
glasses for use in air abrasion. Biomed Mater 8(6):065008

Hench LL (1991) Bioceramics: from concept to clinic. ] Am Ceram
Soc 74(7):1487-1510. https://doi.org/10.1111/1.1151-2916.1991.
tb07132.x

Jones J, Clare A (2012) Bio-glasses: an introduction. John Wiley
and Sons, United Kingdom. https://doi.org/10.1002/
9781118346457

Karan S, Kircelli BH, Tasdelen B (2010) Enamel surface roughness
after debonding: comparison of two different burs. Angle Orthod
80(6):1081-1088. https://doi.org/10.2319/012610-55.1

Mohebi S, Shafiee HA, Ameli N (2017) Evaluation of enamel sur-
face roughness after orthodontic bracket debonding with atomic
force microscopy. Am J Orthod Dentofac Orthop 151(3):521—
527. https://doi.org/10.1016/j.ajod0.2016.08.025

Erdur EA, Akin M, Cime L, ileri Z (2016) Evaluation of enamel
surface roughness after various finishing techniques for debonding
of orthodontic brackets. Turkish J Orthod 29(1):1-5

34.

3s.

36.

37.

38.

Janiszewska-Olszowska J, Tandecka K, Szatkiewicz T, Stepien P,
Sporniak-Tutak K, Grocholewicz K (2015) Three-dimensional
analysis of enamel surface alteration resulting from orthodontic
clean-up—comparison of three different tools. BMC Oral Health
15(1):146-153. https://doi.org/10.1186/s12903-015-0131-6
Gwinnett AJ, Gorelick L (1977) Microscopic evaluation of enamel
after debonding: clinical application. Am J Orthod 71(6):651-665.
https://doi.org/10.1016/0002-9416(77)90281-0

Vieira AC, Pinto RA, Chevitarese O, Almeida MA (1993)
Polishing after debracketing: its influence upon enamel surface. J
Clin Pediatr Dent 18(1):7-11

Ahrari F, Akbari M, Akbari J, Dabiri G (2013) Enamel surface
roughness after debonding of orthodontic brackets and various
clean-up techniques. J Dent (Tehran) 10(1):82-93

Amaral FL, Colucci V, Palma-Dibb RG, Corona SA (2007)
Assessment of in vitro methods used to promote adhesive interface
degradation: a critical review. J Esthetic Rest Dent 19(6):340-353

@ Springer


https://doi.org/10.1111/j.1151-2916.1991.tb07132.x
https://doi.org/10.1111/j.1151-2916.1991.tb07132.x
https://doi.org/10.1002/9781118346457
https://doi.org/10.1002/9781118346457
https://doi.org/10.2319/012610-55.1
https://doi.org/10.1016/j.ajodo.2016.08.025
https://doi.org/10.1186/s12903-015-0131-6
https://doi.org/10.1016/0002-9416(77)90281-0

	Development of a novel bioactive glass for air-abrasion to selectively remove orthodontic adhesives
	Abstract
	Abstract
	Abstract
	Abstract
	Abstract
	Abstract
	Introduction
	Material and methods
	Glass design and synthesis
	Glass characterization
	Glass Vickers hardness measurements
	Glass particle size and shape
	Apatite formation in Tris buffer
	Tooth sample preparation
	Orthodontic adhesive removal
	Statistical analysis

	Results
	Glass characterization and Vickers hardness measurements
	Glass particle size and shape
	Apatite formation in Tris buffer
	Orthodontic adhesive removal

	Discussion
	Glass characteristics
	Orthodontic adhesive removal

	Conclusions
	References


