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Abstract: Ultrafast laser etching of layered materials has found wide application in 
various fields, yet the laser-induced interaction mechanism at heterogeneous 
interfaces remains incompletely understood. While interfacial stripping has been 
recognized as a thermomechanical removal mechanism for metal/polymer layered 
systems, current numerical investigations are predominantly based on one-
dimensional (1D) simulation frameworks, which neglect the spatial Gaussian 
profile of laser fluence and radial mass and energy transport. As a result, the spatial 
evolution of this mechanism under realistic laser irradiation remains unclear. Here, 
we extend the simulation from 1D to a fully coupled two-dimensional (2D) model 
incorporating spatial Gaussian energy deposition, and validate the mechanism via 
multipass laser ablation experiments. The results reveal that radial energy and mass 
transfer accelerate the relaxation of intense temperature and pressure gradients, 
converting fluence-partitioned localized removal into uniform stripping of the 
remaining film. Multipass scanning depth experiments confirm that the material 
removal efficiency at the interface is significantly higher than that in the initial pure 
metal ablation stage, verifying the transition of the removal mechanism. 
Furthermore, the critical thickness threshold for copper stripping under the applied 
laser parameters is measured to be 44 ± 1.1 μm, which is challenging to determine 
via simulation. These findings highlight the role of interfacial stripping in 
improving material removal efficiency during ultrafast laser processing of 
metal/polymer layered systems. 

 Keywords: femtosecond laser ablation; metal/GFRP laminated composites; 
molecular dynamics; TTM-MD 

1. Introduction 

Ultrafast laser etching of layered materials has emerged as a key manufacturing technique in different fields 
such as aerospace, microelectronics, and advanced communication systems [1–4]. In these high-precision 
applications, it remains challenging to selectively remove surface functional coatings without inducing degradation 
in heat-sensitive substrates. Among various manufacturing approaches, femtosecond (fs) laser ablation offers 
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exceptional spatial precision and minimal thermal diffusion, thus making it widely adopted for the precision 
etching of diverse layered material systems [5–7]. Nevertheless, it is difficult to achieve reliable process control 
because the transient thermomechanical response and removal mechanisms localized at these heterogeneous 
interfaces are still not fully understood [8–11]. 

Laser-induced material removal has traditionally been described as a thermal process in which absorbed 
energy drives melting and vaporization. The two-temperature model (TTM) is widely used to describe the 
nonequilibrium heat transfer between electrons and the lattice under ultrafast laser irradiation [1,2]. However, 
studies of layered materials [3,8] have shown that laser-induced stress can also play an important role in material 
removal. For example, He et al. [8] reported a transition from thermal ablation to stripping in multilayer coatings 
under nanosecond irradiation. These findings call for a coupled thermomechanical description of material removal 
that accounts for both heat transfer and stress-driven interfacial separation. 

In recent years, the two-temperature model coupled with molecular dynamics (TTM-MD) has become a 
powerful tool for resolving microscopic ultrafast laser-matter interactions [12–14]. Unlike continuum approaches 
such as the finite element method, which usually require empirical failure criteria or temperature thresholds to 
impose material removal [15,16], the TTM-MD approach tracks nonequilibrium phase transitions, stress wave 
propagation, and material ejection at the atomic scale based purely on interatomic potentials. Using this approach, 
our previous study [17] identified interfacial stripping as a distinctive thermomechanical removal mechanism in 
metal/polymer layered systems. Unlike phase explosion or spallation, interfacial stripping is driven by the elastic 
rebound of the laser-compressed polymer substrate, which converts stored elastic energy into the kinetic energy 
of the remaining metallic film. The study also compared different pulse durations and showed that shorter pulses 
rapidly generate high pressures, enabling interfacial stripping at substantially lower fluences. This mechanical 
removal pathway enables efficient film removal with low energy input and limited substrate damage, 
demonstrating the advantages of ultrafast laser processing for layered materials. 

Despite these advances, most TTM-MD simulations of femtosecond laser ablation have long been restricted 
to idealized one-dimensional (1D) models along the ablation depth direction to reduce computational cost [18–21]. 
Such simplification treats the laser as a homogeneous planar heat source, neglecting the spatial Gaussian 
distribution of laser fluence. Furthermore, due to the periodic boundary conditions applied along the lateral 
directions, radial energy and mass transport are ignored, including the relaxation of thermal and stress gradients, 
as well as the lateral material continuity [18,20,22]. As a result, the spatial evolution dynamics of interfacial 
stripping under realistic laser energy distributions have not been fully revealed. Wu and Zhigilei [23] constructed 
pseudo-two-dimensional (pseudo-2D) maps by combining a series of independent 1D simulation columns, which 
successfully predict spatial variations of material removal under different localized fluences. However, this 
approach still neglects lateral interactions such as radial stress relaxation and in-plane mechanical coupling. Fully 
coupled two-dimensional (2D) models are therefore needed, even though the micrometer-scale laser spots used in 
experiments must be downscaled to nanometer-scale molecular dynamics (MD) domains to remain 
computationally manageable [24,25]. 

Another critical challenge lies in bridging the dimensional gap between nanoscale MD simulations and 
macroscale experimental measurements, as it is difficult to characterize the dynamic behavior of interfacial 
stripping directly through physical experiments. Previous studies [17] addressed this issue via in-situ high-speed 
imaging of ablation ejection dynamics, providing qualitative and direct support for the onset of interfacial stripping. 
However, the maximum film thickness at which interfacial stripping can be triggered is still unknown, as it remains 
challenging for atomistic simulations to explore micrometer-scale boundaries due to computational constraints. 

Here, we address these gaps through an integrated computational and experimental study focusing on the 
metal-clad GFRP framework. We first extend the TTM-MD framework from a 1D column to a 2D spatial domain 
incorporating a localized Gaussian beam profile. By comparing the full 2D simulation results with a pseudo-2D 
model composed of independent 1D columns, we systematically analyze how radial energy and stress transfer 
modulate the interfacial stripping process. Furthermore, we validate this mechanism qualitatively via a multipass 
laser ablation experiment on thick copper (Cu) films on GFRP substrates. By tracking the evolution of groove 
depth with increasing scan numbers, we capture the transition of removal mechanisms and identify the critical film 
thickness threshold for triggering interfacial stripping. 

2. Methodology 

2.1. Atomistic Modeling of the Metal/Epoxy Heterogeneous Interface 

The GFRP substrate was fabricated by impregnating glass fiber fabrics with epoxy resin, followed by curing. 
For the nanoscale MD simulations, the focus was placed exclusively on the surface epoxy resin layer. The atomistic 
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model of the epoxy substrate was first constructed in Materials Studio 2020 and cross-linked via Perl scripts [26,27]. 
Specifically, bisphenol A diglycidyl ether (DGEBA) monomers and 1,3-benzenediamine (m-Phenylenediamine) 
curing agents were packed into a 4 nm × 4 nm × 2 nm amorphous cell at a 2:1 stoichiometric molar ratio with an 
initial density of 1 g/cm3. After energy minimization and initial relaxation, the cross-linking reaction was 
performed at 580 K under the COMPASS II force field. The resulting cross-linked epoxy structure was then 
replicated to the target dimensions using periodic boundary conditions, and its potential function was converted to 
the consistent valence force field (CVFF). A subsequent 100-ps relaxation in the NPT ensemble (300 K, 1 atm) 
yielded an equilibrated polymer matrix. 

Subsequently, a 50-nm-thick face-centered cubic (FCC) nickel (Ni) film was deposited atop the relaxed 
epoxy substrate. Ni was selected after comparing the electron thermal diffusivities of aluminium (Al), Cu, and Ni 
(Table S2, Supporting Information). Rapid heat diffusion in Al and Cu quickly smooths out the temperature 
gradients induced by Gaussian laser irradiation. Under the adopted parameters, the electron thermal diffusivity of 
Ni is approximately 1/60 of that of Al and 1/80 of that of Cu, allowing these gradients to persist within the 
nanoscale simulation domain. To eliminate unphysical atomic overlap at the heterogeneous interface, the 
assembled configuration was minimized using the conjugate gradient algorithm and subsequently equilibrated in 
the NPT ensemble for 100 ps. 

A hybrid potential function was used because the system contains a metal, a polymer, and their heterogeneous 
interfaces. Interactions between Ni atoms were described using the embedded-atom method (EAM) potential [28]. 
The intra- and intermolecular interactions within the epoxy substrate were described by the CVFF [29]. The 
nonbonded interfacial interactions governing the adhesion strength were described by the 12-6 Lennard–Jones (L–J) 
potential, with cross-parameters determined using the Lorentz–Berthelot mixing rules. The details of these 
parameters were taken from Reference [30], which was specifically developed for metal and hybrid interfaces, as 
summarized in Table S1 (Supporting Information). 

2.2. TTM-MD Coupling Model 

Femtosecond-laser-induced ablation was simulated using the TTM-MD framework (Figure 1). The two-
temperature model (TTM) describes nonequilibrium energy transfer between electrons and lattices under 
ultrafast irradiation [31], whereas MD resolves the subsequent atomistic thermal response and material removal. 
The entire simulation domain was overlaid with a discretized grid that coupled the two subsystems via electron–
lattice energy exchange. This coupling was implemented in LAMMPS 22 July 2025 (Sandia National 
Laboratories, Albuquerque, NM, USA) by modifying the source code of the fix ttm/mod package [32,33]. 

 

Figure 1. Schematic illustration of TTM-MD simulation. (a) 2D model with a spatial laser intensity distribution. 
(b) 1D localized model. 
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In the coupled TTM-MD framework, the electron temperature (𝑇 ) was calculated based on a finite difference 
method (FDM) grid using the electron heat conduction equation: 𝐶ୣሺ𝑇 ሻ ∂𝑇∂𝑡 = ∇ሾ𝜅ୣሺ𝑇 ሻ∇𝑇 ሿ − 𝐺ሺ𝑇 − 𝑇୪ሻ + 𝑆 (1) 

where 𝑇, 𝐶, and 𝜅 represent temperature, heat capacity, and thermal conductivity, respectively. The subscripts 
“ e ” and “ l ” respectively refer to electrons and lattices. 𝐺  and 𝑆  represent the electron–phonon coupling 
coefficient and the laser heat source, respectively. Meanwhile, the lattice temperature (𝑇୪) was directly determined 
by calculating the statistical thermal velocities of the MD atoms within each grid cell [18]. The heat transfer 
between the electron grid and the atomic ensemble was coupled via a local Langevin thermostat, which introduced 
a damping coefficient and a stochastic force into the atomic equations of motion. The corresponding electron–
lattice coupling term was governed by the coupling factor described in [12,20] 𝜉 = 𝐺 ∑  ௡௞ୀଵ 𝑉ேሺ𝑇௞ − 𝑇௜ሻ𝑛∑  ௜ 𝑚௜ሺ𝑣௜் ሻଶ  (2) 

where 𝑉ே is the volume of each cell used for FDM simulation, and 𝑁 is the total number of FDM cells. 
Regarding TTM parameters, the thermodynamic properties of the metallic films were adopted from refs. [34,35]. 

The temperature-dependent electron heat capacity (𝐶ୣ) was determined by fitting first-principles calculation data [36], 
while the electron thermal conductivity (𝜅ୣ) was calculated as 𝜅ୣ = 𝐶ୣ × 𝐷ୣ, where 𝐷ୣ is the electron diffusion 
coefficient [37]. The electron–phonon coupling factor ( 𝐺 ) was obtained from ref. [38]. The detailed 
thermodynamic parameters for the metals are summarized in Table S2 (Supporting Information). 

In the 1D simulations, since the laser spot size is orders of magnitude larger than the optical penetration depth 
of the material, the radial variation in laser intensity within the nanoscale computational domain can be neglected. 
Consequently, the energy deposition simplifies to a 1D absorption profile along the beam incident direction (x-
axis) governed by the Beer–Lambert law: 𝑆ሺ𝑥ሻ = 𝐼଴𝛿୮ expቆ− 𝑥𝛿୮ቇ (3) 

where 𝐼଴ is the absorbed power density at the material surface, 𝑥 is the depth from the surface, and 𝛿୮ is the 
optical penetration depth. 

To further elucidate the role of radial energy gradients, a 3D Gaussian heat source distribution was introduced 
by modifying the fixed ttm/mod source code. For a Gaussian beam, the volumetric heat source term at any spatial 
coordinate can be expressed as [24,25] 𝑆ሺ𝑥,𝑦, 𝑧ሻ = 𝐼peak𝛿୮ expቆ− 𝑥𝛿୮ቇ ⋅ expቆ−2ሺ𝑦ଶ + 𝑧ଶሻ𝑤଴ଶ ቇ (4) 

where 𝜔଴ denotes the beam waist radius at which the laser intensity drops to 1/𝑒ଶ of its axial peak. In the code 
implementation, the input 𝐼peak corresponds to the peak power density evaluated at the origin (x = 0, y = 0, and z = 0). 

2.3. Model Configuration and Simulation Details 

As shown in Figure 1, the simulation model is a layered structure along the laser incident direction (x-axis). 
A 100 nm vacuum layer was placed above the material surface to accommodate laser-induced surface expansion 
and atom ejection. An atom-deletion region was defined above this vacuum layer, and ejected atoms were deleted 
once they reached this boundary to prevent passage through the periodic boundary. The material bulk consists of 
a 50 nm metallic layer and a 40 nm epoxy substrate. A nonreflective boundary condition (NRBC) was applied to 
prevent laser-induced thermoelastic stress waves from reflecting off the bottom boundary and causing unphysical 
material spallation [37,39]. The bottom NRBC contained a Langevin thermostat layer held at 300 K to dissipate 
heat and stress, followed by a fixed atomic layer to maintain structural stability. A 5 nm fixed atomic zone was 
also applied at both lateral boundaries along the y-direction to represent confinement by the surrounding cold 
material. The electron subsystem was discretized into 50(x) × 30(y) × 1(z) finite-difference cells, each measuring 
4 nm × 4 nm × 2 nm. Laser energy deposition began at the 25th grid layer along the x-axis, targeting the metal 
surface, and was coupled only to metallic atoms. The model is thin in the z direction (2 nm, with one electron-grid 
cell), and the spatial evolution investigated here is resolved in the x–y plane. 

The laser pulse duration was set to 350 fs, consistent with experimental conditions. Since the electron–lattice 
coupling typically reaches equilibrium within tens of picoseconds (Figure 2d), the TTM module was enabled for 
the first 50 ps to capture the primary non-equilibrium heat transfer phase after laser absorption. Subsequently, the 
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TTM module was deactivated, and the system evolved in the microcanonical (NVE) ensemble for another 200 ps 
to track atomistic dynamics [19,37]. The time step was 0.2 fs. Temperature and stress fields were recorded using 
spatial binning. OVITO 3.13.0 was used to visualize atomic trajectories and lattice-defect evolution [40], and the 
centro symmetry parameter (CSP) was used to characterize phase transitions and structural defects [41,42]. 

 

Figure 2. 1D TTM-MD simulation results of femtosecond laser irradiation at 0.15 J/cm2. (a) Atomic snapshots. 
Spatiotemporal distributions of (b) lattice temperature and (c) pressure. The solid black lines in panels (b,c) denote 
the evolution of the metal/epoxy heterogeneous interface. (d) Transient profiles of electron temperature (𝑇 ) and 
lattice temperature (𝑇୪) at varied depths of x = −5, −10, and −20 nm, respectively. 

2.4. Femtosecond Laser Processing Experiments 

Micromachining experiments were performed using an infrared femtosecond laser system. The laser source 
delivered pulses at a central wavelength of 1030 nm, with a pulse duration of 350 fs and a maximum average 
power of 40 W. The beam was directed through a galvanometric scanner and focused onto the material surface 
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with a focal spot diameter of approximately 20 μm. Computer control of the galvanometric scanner enabled large-
area patterning and selective etching of metallic films. 

The samples were 105 μm-thick copper films clad on GFRP substrates, as illustrated in Figure S2 (Supporting 
Information). To fabricate grooves on the copper-clad GFRP, the femtosecond laser scanned a 0.3 mm-wide region 
using parallel hatch lines spaced by 15 μm. The processing parameters were fixed at an output power of 5.1 W, a 
scanning speed of 700 mm/s, and a pulse repetition frequency of 100 kHz. The number of scanning passes varied 
from 1 to 80. 

After laser irradiation, optical microscopy was used to inspect groove morphology and surface damage. 
Confocal laser scanning microscopy (CLSM) was then used to measure cross-sectional profiles and groove depths. 
The centerline average roughness (Ra) along the scanning direction was also measured to evaluate removal 
uniformity. The detailed measurement methodology and standardization process are provided in Section S1 
(Supporting Information). 

3. Results and Discussion 

3.1. Interfacial Stripping as a Thermomechanical Removal Mechanism 

Interfacial stripping represents a thermomechanical-coupled removal mechanism driven by laser-induced 
stress in layered materials [17]. Figure 2a depicts TTM-MD snapshots of a 50 nm-thick Ni film irradiated at a laser 
fluence of 0.15 J/cm2 with a 350-fs pulse width. Atoms are colored by CSP [41]: blue atoms (CSP 0–6) correspond 
to a highly ordered solid FCC lattice, green atoms (CSP 6–12) indicate the liquid phase (molten metal), and red 
atoms (CSP > 12) mark high-velocity vaporized or ejected clusters. Figure 2d shows the evolution of electron and 
lattice temperatures at different positions (x = −5, −10, and −20 nm). The electron–lattice relaxation process 
reaches an equilibrium before 15 ps at these locations. Therefore, limiting the TTM calculation time to 50 ps can 
accelerate the computation speed without compromising accuracy. 

Initially, the metal maintains a perfect crystalline lattice (CSP = 0). By 2 ps, the 50 nm Ni film has melted 
through its full thickness. Concurrently, an intense compressive stress wave with a peak value of up to 50 GPa is 
generated near the irradiated surface, accompanied by a phase explosion that ejects small atomic clusters. 
Subsequently, this phase explosion expands and intensifies. Simultaneously, driven by both thermal expansion and 
the propagation of the laser-induced stress, the substrate is severely compressed and reaches its limit at 
approximately 30 ps. The compressed epoxy then begins to rebound and propel the metal layer forward. At t = 
150 ps, interfacial stripping is initiated, and the remaining unablated metallic film is removed as an intact layer. 
As demonstrated in our previous study [17], the interfacial adhesion degrades drastically at the elevated 
temperature, thereby promoting this stripping behavior. 

Compared to the removal of an 80 nm Al film, as reported in our previous study [17], the fundamental 
mechanism of Ni removal is found to be consistent. However, as Ni possesses lower thermal diffusivity and higher 
density (8.9 g/cm3, roughly 3.3 times that of Al, which is 2.7 g/cm3), the thermomechanical response of the Ni 
system is delayed under comparable energy input. As a result, interfacial stripping occurs at approximately 150 ps 
in the Ni film, compared with approximately 100 ps in the Al film. 

3.2. Material Removal Mechanisms Under a Gaussian Energy Distribution 

Previous Al/epoxy simulations show that the material removal mechanism transitions distinctly with varying 
local laser fluences [17]. Specifically, high fluences favor a thermal-dominated phase explosion, ejecting many 
highly thermalized nanoclusters (~1 nm), whereas low fluences tend to induce mechanical-dominated mechanisms 
such as spallation and interfacial stripping, producing larger clusters with lower ejection velocities. In the present 
study, an analogous physical picture is replicated in the ablation of Ni/epoxy, as shown in Figure 3 and Video S1. 

Figure 3 presents the combined 1D simulation results under a spatial Gaussian energy distribution with a 
peak fluence 𝐼୮ୣୟ୩ of 0.73 J/cm2 and a beam waist diameter of 22.6 nm. It should be noted that the nanoscale 
beam diameter is only a simplified configuration tailored for the MD domain, but cannot be directly scaled to 
micrometer-sized laser spots. As shown in Figure 3, three distinct ablation regimes are clearly identified along the 
radial direction based on the localized energy density. In the core region (within 6 nm from the beam center) with 
a local fluence of 0.42–0.73 J/cm2, the material removal is entirely driven by a violent phase explosion. In the 
transition zone (ranging from 8 to 10 nm) with a local fluence of 0.15–0.27 J/cm2, the material removal transitions 
to a mechanically dominated regime, featuring a mixture of spallation and interfacial stripping. Beyond a radial 
distance of 12 nm, where the local fluence drops below 0.08 J/cm2, the metallic film fails to achieve complete 
detachment within the 200 ps simulation window despite the occurrence of minor localized spallation. Hence, the 
1D results infer that the ablation behavior varies across different energy density zones. 
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Figure 3. Pseudo-2D atomistic snapshots and corresponding removal mechanisms at different locations and 
corresponding fluences under a spatial Gaussian distribution. Note: For the high-fluence regions (0.42–0.73 J/cm2), 
the epoxy substrate was fixed after ~150 ps to maintain computational convergence, without altering the established 
mechanisms. The corresponding dynamic process is available in Movie S1. 

However, in 1D models with periodic boundary conditions, thermal conduction and material continuity along 
the radial direction are not considered. To elucidate how this radial mass and energy transport affect the removal 
process, we extended our investigation to 2D TTM-MD simulations using an identical peak fluence (0.73 J/cm2) 
and beam waist diameter (22.6 nm). The corresponding CSP and pressure evolutions are displayed in Figures 4 
and 5, respectively (see Video S2 in the Supporting Information). 

The early-stage 2D response remains consistent with the local mechanisms inferred from the 1D simulations. 
At t = 1 ps, the film surface expands rapidly, and the ultrafast laser excitation induces a massive compressive shock 
wave with a peak pressure of 168 GPa. At t = 3 ps, phase explosion occurs within the central high-energy region, 
ejecting a massive amount of highly thermalized nanoclusters and rapidly relieving the surface pressure. At the 
same time, the stress wave within the bulk propagates both downward and laterally, reaching the metal/epoxy 
interface at t = 4 ps and initiating the compression of the underlying polymer substrate. At t = 25 ps, the surface 
metallic layer is removed via distinct mechanisms: phase explosion in the central high-energy zone and spallation 
in the peripheral low-energy zone. This confirms the fluence-dependent removal mechanisms exhibited by the 1D 
simulations in Figure 3. 
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Figure 4. Atomistic snapshots of the CSP evolution during the 2D TTM-MD simulation under a spatial Gaussian 
energy distribution. The corresponding dynamic evolution is available in Movie S2. 

The later-stage 2D response reveals the key effect of lateral continuity. Laser-induced stress compresses the 
substrate until the epoxy reaches its compression limit at t ≈ 50 ps, and then begins to elastically rebound. At t = 
150 ps, the interface returns close to its original planar position; however, a severe tensile stress field develops 
within the interfacial region, marking the beginning of the interfacial stripping stage for the unablated film. Instead 
of directly flying off upon interface separation as seen in 1D models (Figure 2a), the remaining film in the 2D 
simulation is restricted by the fixed boundaries at both lateral edges. Consequently, at t = 250 ps, the film forms 
an arched profile, highly elevated in the center but pinned at the edges. Under this condition, complete material 
removal depends not only on the interfacial separation but also on overcoming its own material continuity to shear 
away from the surrounding cold zones. Therefore, the actual macroscopic stripping process is delayed compared 
to the idealized 1D predictions. 

The comparative analysis reveals that although the fluence-dependent variations in removal mechanisms are 
still observed in the 2D simulation, they are confined to the topmost surface of the material. For the deeper metallic 
layers, the remaining film is stripped off from the interface entirely as a single unified body. Due to material continuity, 
the radial transfer of both mass and energy accelerates thermal relaxation, thereby smoothing the intense temperature 
and pressure gradients and leading to uniform material removal. Thus, the full 2D model complements the radial 
simplification deficiencies ignored in the 1D models. Specifically, the 1D results indicate that complete removal only 
occurs within a central radius of ~10 nm and exhibits a fluence-dependent partitioned removal mechanism, whereas 
the 2D simulation shows uniform stripping of the whole film across the entire 60 nm radius domain. 
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Figure 5. Atomistic snapshots of the pressure evolution during the 2D TTM-MD simulation under a spatial 
Gaussian energy distribution. 

3.3. Experimental Validation via Multipass Laser Scanning 

Our previous study [17] used in situ high-speed imaging to observe a clear change in ejection behaviour as laser 
removal approached the metal/polymer interface. Ablation of the pure metal mainly produced a fine plume, whereas 
removal near the interface produced larger, slower molten droplets. Together with atomistic cluster analysis, these 
observations provided direct, qualitative evidence for interfacial stripping. However, it remained unclear how thick 
the remaining metal film could be when stripping began. Although previous MD simulations demonstrated that 
interfacial stripping could be triggered at a remaining film thickness of approximately 1.5 μm [17], the computational 
cost prevented us from extending the simulations to thicker films to determine this limit. 

To experimentally validate the interfacial stripping mechanism, systematic multipass laser scanning 
experiments were performed on a 105 μm-thick copper film clad on a GFRP substrate. Figure 6 displays the cross-
sectional profiles and surface morphologies of the laser-ablated grooves under varying numbers of scanning passes 
with identical laser parameters. Figure 7 summarizes the cumulative removal depth and incremental depth per pass. 
Concurrently, the centerline average roughness (Ra) along the groove scanning direction was measured to 
characterize the uniformity of the material removal, presented as a shaded error band. 
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Figure 6. Morphological and profile evolution of the ablated grooves under multipass laser scanning. (a) Cross-
sectional profiles and corresponding micrographs of the grooves as a function of scanning passes (N). (b) Magnified 
surface details and (c) 3D CLSM morphologies of the grooves ranging from N = 53 to N = 58, tracking the transition 
from metal ablation to substrate exposure. 

As shown in Figure 7, the entire ablation process can be divided into three distinct stages. In the first stage, 
characterized by slow linear metal ablation (scans 1–54), the groove depth increases gradually and linearly. Each 
laser pass contributes an incremental depth of approximately 1.1 μm, reaching a cumulative depth of 60.8 μm after 
54 scans. Figure 6a shows the corresponding optical micrographs with a progressive deepening of the ablation 
grooves. However, up to the 54th scan, the groove bottom remains entirely covered by the intact metallic copper 
film without any substrate exposure, maintaining its characteristic reddish metallic luster (Figure 6b). 

In the second stage, characterized by rapid interfacial stripping (scans 54–57), the groove depth increases 
significantly. As shown in Figure 6b, localized stripping is initiated at the 55th scan, exposing localized regions of 
the underlying substrate. By the 57th scan, the remaining copper layer within the scanning zone is completely 
stripped away, fully exposing the substrate beneath. Concurrently, the total removal depth reaches 97.5 μm, which 
closely approaches the initial film thickness of 105 μm. This stage removes approximately 36.7 μm within only 
three scans, whereas the first 54 scans remove a cumulative depth of 60.8 μm. This shows a huge disparity in 
removal efficiency, confirming that the ablation mechanism at the interface is distinct from that of the bulk metal. 
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In addition, this approach successfully determines the critical thickness threshold, which has been challenging 
to estimate previously due to simulation scale constraints. Figure 6 shows that local substrate exposure first appears 
after pass 55, placing the onset of interfacial stripping between passes 54 and 55. Subtracting the removal depth after 
pass 54 (60.8 μm) from the nominal initial copper thickness (105 μm) gives an estimated remaining thickness of 44.2 
μm. Using the average removal depth per pass before stripping (approximately 1.1 μm) to represent the thickness 
resolution, we estimate the onset thickness as 44 ± 1.1 μm under the present processing conditions (5.1 W, 100 kHz, 
700 mm/s, 350 fs, and 1030 nm). Additional uncertainty may arise from substrate unevenness (Figure S2) and 
accumulated thermal damage to the substrate; these contributions are not included in the ±1.1 μm term. 

In the third stage, characterized by over-ablation of the substrate (scans 57–80), the groove depth increases 
at an even higher rate but randomly, with severe fluctuations. As shown in Figure 6b, by the 58th scan, the laser 
interacts directly with the surface epoxy resin, triggering its rapid thermal decomposition and exposing the 
underlying reinforcing woven glass fibers. This phenomenon indicates a narrow processing window for achieving 
complete film removal with minimal substrate damage; a single additional laser scan can induce severe degradation 
of the resin matrix. Because of the orthogonal interlacing of the woven glass fibers, the exposed substrate possesses 
an inherently nonuniform, periodic mesh-like profile (Figure S1d). The inherent nonuniformity further exacerbates 
localized ablation discrepancies. As displayed in Figure 7b, the error bars (Ra) of the removal depth expand 
drastically at this stage. 

 

Figure 7. Evolution of removal depth with increasing scanning passes. (a) Incremental depth per pass; (b) cumulative 
removal depth, categorized into three regimes: slow linear removal, interfacial stripping (bounded between 60.8 and 
97.5 μm), and over-ablation. The red horizontal line indicates the initial copper film thickness (105 μm). 

4. Conclusions 

This study extends the analysis of thermomechanical interfacial stripping to two-dimensional spatial 
evolution under a Gaussian energy distribution. Comparison between a pseudo-2D assembly of independent 1D 
simulations and a laterally coupled 2D model shows that radial energy and mass transfer accelerate the relaxation 
of the intense energy gradient distribution. This drives the material to be removed collectively through entirely 
interfacial stripping, rather than the fluence-partitioned removal predicted by 1D simulations. Multipass laser 
scanning depth experiments reveal that the material removal efficiency at the interface is significantly higher than 
that at the initial pure metal ablation stage, confirming a distinct transition in the removal mechanism. Under 
specified experimental parameters, the critical threshold thickness for the stripping of the copper film from the 
GFRP substrate is measured experimentally to be ~44 ± 1.1 μm. This result shows that stripping can begin while 
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tens of micrometers of metal remain, extending the understanding of its onset beyond the scale accessible to the 
present atomistic model. Together with our previous findings [17], these results highlight the potential of 
interfacial stripping to improve removal efficiency and alleviate the trade-off between complete film removal and 
substrate protection. 

Supplementary Materials 

The additional data and information can be downloaded at: https://media.sciltp.com/articles/others/261105 
1605519707/HEM-26080121-SI.zip. Figure S1: Standardized measurement protocol for groove depth and 
uniformity. (a) Surface topography and raw depth data of the groove. (b) Standardization of the cross-sectional 
profile averaging method. (c,d) Assessment criteria for depth uniformity based on the bottom roughness (Ra) along 
the groove scanning direction. Figure S2: Cross-sectional micrograph for measuring the thickness of the Cu film 
layer (with a thickness range of approximately 105–112 μm). Table S1: Lennard–Jones (12-6) potential parameters 
for Al, Ni, and Cu (metal units) [1]. Table S2: Thermodynamic parameters of metal. Video S1: Atomistic snapshots 
of combined 1D simulation. Video S2: Atomistic snapshots of fully coupled 2D model. References [43,44] are 
cited in the Supplementary Information. 
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